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ABSTRACT

During cross-linked elastomers intended service-life, the material is supposed to sustain aggres-
sive environmental damages induced by water infusion, temperature, and solar ultraviolet radiation
(UV) during their operation, which affects their durability and properties.

A reliable design of rubber components to prevent early environmental degradation failure
requires digital simulations using high-fidelity thermo-mechanical constitutive models that can
simulate the adverse effects of aging on the mechanical, electrical, thermal, and failure properties
of polymers. So far, most aging models have been developed by coupling hyperelastic constitutive
models with single-kinetic degradation models to demonstrate the decay of materials during aging.
However, a more detailed modeling approach can be achieved through modular continuum-based
damage models that integrate the finite strain theory and thermo-mechanical degradation models.

Rubber elasticity theory is driven partly based on (i) statistical mechanics at the micro-scale,
(i1) Phenomenological Modeling at the Meso-scale for modeling of the network (ii1) Continuum
Mechanics at the Macro-scale to model the material. Recently, the emergence of machine-learned
(ML) models has attracted much attention. The first generation of "black-box" ML models, another
type of phenomenological model, was proposed to model the mechanical behavior of rubbery
media. In solid mechanics, stress—strain tensors are only partially observable in lower dimensions.
Thus, obtaining data to feed a black-box ML model is exceptionally challenging. Thus, these
approaches soon become obsolete due to the high demand for data for training and the lack of
constraint on their output margins.

The issue can be resolved in a new generation of ML models inspired by physics-informed
neural networks (PINN), which infuse physics-based Knowledge into the black-box models. Here,
we modify PINN models to develop hybrid frameworks that can address the limitations of both
phenomenological and micro-mechanical models by obtaining micro-structural behavior from the
macroscopic experimental data set.

This dissertation aims to provide a new approach for reduced-order physics-based Data-driven

modeling of multi-stressor damage in elastomers by infusing Knowledge into a neural network.



The following are the major thrusts of our research in the proposed dissertation:

* To design a systematic approach to reduce the order of the constitutive mapping and address

the data volume problem for training.

* To incorporate background knowledge from polymer physics, continuum mechanics, and

thermodynamics into the neural networks and constraint the solution space.

* To develop a neural network to predict various inelastic effects which is far less data-
dependent, more interpretable than current PINN, and uses a knowledge-confined solution

space.

* To validate our proposed hybrid framework based on limited data to describe the relationship

between elastomeric network mechanics and environmental degradation.

To go into further detail, the model has been successfully developed and validated in five different
damage scenarios, which describe the evolutionary process of developing the final platform. These
steps are as follows, (I) Provide a model for polymers in non-extreme environments to capture the
dependence of elastomer behavior on loading conditions such as strain rate and temperature, as well
as compound morphology factors such as filler percentage and cross-link density, (II) developing
a model for single mechanism aging, i.e., thermal aging, or hydrolytic aging, (III) developing a
model to capture accumulation damages of fatigue and thermo-aging, (IV) introducing Physics
informed neural networks (PINNs) to simulate multiple stiff and semi-stiff ODEs that govern
Pyrolysis and Ablation, and (V) developing a Bayesian surrogate constitutive model to estimate the
failure probability of elastomers. The models used in the proposed platform are the first hybrid
models developed and validated for polymer components and, thus, bring great novelty and value
to the industry. The model proposed in this work can significantly improve the design process of
polymeric components by predicting the reliability, durability, and performance loss of materials
based on the projected mechanical and environmental loading conditions. Such Knowledge can
significantly reduce the design cost, the number of reliability tests needed, the maintenance costs

and overhauls, and most importantly, prevent unexpected catastrophic failures.
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CHAPTER 1
INTRODUCTION

1.1 Motivation, Challenges and Objectives

Motivation: Cross-linked polymers, due to their superior extensibility, strength, and resistance
to abrasion, chemicals, and wear, are globally prevalent. They find applications in sectors like
automotive, aerospace, and power distribution. Given their rigorous applications, these polymers
must endure numerous cyclic loads in harsh conditions. Yet, their reliability diminishes over time
due to aging—a process that alters their material properties significantly. Estimating the lifespan
of these polymers, especially when exposed to repetitive damages, is challenging. Factors like
humidity, temperature, and radiation can expedite aging. Degradation can be attributed to major
processes like hygrothermal effects, hydrolysis, and thermo-oxidation, or minor ones like chemical
corrosion and ozone cracking. While the individual contributions of these processes have been
extensively studied, comprehensive modeling of aging mechanisms remains elusive. Often, in situ
testing of polymers is impractical due to costs and accessibility, necessitating predictive models to
preempt structural failures from aging. Hence, there’s a pressing need for a computational model
that accurately predicts the mechanical behavior of aging cross-linked polymers. Existing efforts
are bifurcated into phenomenological and micro-mechanical approaches. The former employs
mathematical models grounded in thermodynamics, while the latter derives from the statistical
mechanics of polymer structures and polymer chain physics.

Concurrently, the rise of machine learning (ML) models, especially the "black-box" ML mod-
els, has been notable in modeling the mechanical behavior of rubbery media. However, their

high data requirement for training, given the partial observability of stress-strain tensors in lower



dimensions, renders them less practical. The next-gen physics-informed machine learning amal-
gamate the strengths of both phenomenological and micro-mechanical models, aiming to deduce

micro-structural behavior from macroscopic experimental data.

Challenges: Phenomenological approaches are empirical, easy, and less interpretable; however,
micromechanical approaches are highly interpretable but complex because they consider the read-
justment of kinks, the rearrangement of convolutions, reorientation, and uncoiling of molecular
chains. Meanwhile, the emergence of machine-learned (ML) models has attracted much atten-
tion as a way to address the mentioned challenges of the phenomenological and micromechanical
approaches.

The primary innovations of our models include:

* Despite numerous studies on elastomer behavior during aging and the plethora of available
data, there exists a dearth of physics-informed, data-driven models capable of accurately

replicating experimental data beyond their training sets.

 Existing data-driven constitutive models for single-mechanism aging predominantly rely on a
black-box approach. There has been no established methodology to incorporate foundational

knowledge into the model, thereby reducing data dependency.

* Comprehensive data-driven models addressing aging issues have been largely restricted to a

handful of rudimentary studies.

Objectives: Given these challenges, our aim is to formulate a hybrid, machine-learned, physics-
informed model for reduced-order representation of aging in elastomers, integrating foundational

knowledge with a data-driven methodology. The primary objectives of this study are:

1. Develop a systematic strategy to diminish the order of the constitutive mapping, addressing

the data volume challenge for training.



2. Validate an innovative physics-informed hybrid framework delineating the interplay between

elastomeric network mechanics and environmental degradation.

3. Forecast diverse inelastic effects using our model, which demands less data, offers greater

interpretability, and operates within a knowledge-defined solution space.

4. Integrate foundational knowledge from polymer physics, continuum mechanics, and thermo-

dynamics into the neural networks to constrain the solution space.

1.2  Physics-informed Machine-learned Models for Polymers

1.2.1 Fundamentals of Polymer Physics

Polymers exhibit mechanical properties that are intricately influenced by temperature and deforma-
tion time scales. Owing to their viscoelastic nature, polymers manifest traits reminiscent of both
viscous fluids and elastic solids. At lower temperatures or higher frequencies, a polymer assumes
a glassy state, becoming susceptible to fracture or yielding under strains exceeding a few percent.
Conversely, rubbers, typically at elevated temperatures or diminished frequencies, demonstrate
remarkable elasticity, enduring extensive expansions (exceeding 200%) without sustaining perma-
nent deformation. At even higher temperatures, polymers may undergo irreversible deformation
under stress, behaving akin to viscous fluids.

Phenomenological descriptions of material behavior offer a generalized perspective, sidestep-
ping the intricacies of the underlying microstructure. These characterizations stem from (i) initia-
tives to infer plausible strain—energy functions and (ii) endeavors to extrapolate small-strain elastic
behaviors to encompass large-strain conditions.

When addressing hyperelastic rubbers, it’s imperative to acknowledge the following assump-
tions: (i) In its pristine state, a rubber is inherently isotropic, denoting uniform properties across
all directions, and (ii) deformation-induced volume changes are minimal, particularly when the
rubber is considered incompressible. As such, only states of homogeneous pure strain—marked by

consistent strain across the medium devoid of shear components—are taken into account for finite
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Figure 1.1. The Mullins effect schematic with a permanent set. a) Two uniaxial tensile cycles
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strain in isotropic substances.

The overall behavior of cross-linked polymers demonstrates significant non-linear elasticity
combined with inelastic effects. Amorphous polymers exhibit rate-dependent finite elastic-plastic
behavior, which stems from the inherent polymer micro-structure existing within the polymer matrix
(see Fig.1.2). This behavior stems from the readjustment of kinks, rearrangement of convolutions,
reorientation, and uncoiling of molecular chains while the load is accommodated through these
mechanisms.

On the other hand, in these materials, temperature variation can affect the mechanical properties
of these materials. They may be exposed to the surrounding environment or inherent heating
due to energy dissipation. Most theoretical and experimental studies on this field have only been
performed at room temperature [1]. However, the mechanical properties of these materials should be
investigated at different temperatures other than room temperature. Also, variation of temperature
affects the interaction between filler and polymer matrix.

So, filled polymers exhibit more complex non-linear behavior dependent on the temperature.
Therefore, it is extremely important and challenging to develop a temperature-dependent and
filler-dependent viscoelastic constitutive model, which predicts inelastic behavior of cross-linked
polymers in different states of deformation for a wide range of strain, strain-rate, temperature, and

filler concentration to be applicable for different types of operations.
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Figure 1.2. Schematic illustration for micro-structure of filled elastomers

Reducing Deformation History In microsphere concept, upon stretching of the matrix, some
direction are extended and some will be contracted such that the total volume of the sphere to
remain one. Accordingly, chains will be stretched or contracted based on their initial direction d.
Macro-stretch y?: A major assumption in statistical mechanics of polymers is that the polymer
chains will break under the stretch. When the matrix is deformed by F, each direction of the
micro-sphere will experience different stretch amplitude, further referred to as macro-stretch. The

macro-stretch ¢ defines the stretch applied to all chains in direction d and is given by
! =dFd, ALY = y4Ry, (1.1)

where AL is the total extension that is applied to all chains in direction d.
Micro-stretch A%: Since all chains should sustain the extension of similar extension AL¢, the

. . . . a
shorter chains may break due to the higher micro-stretch levels they need to sustain 14 = 1 + %

d — Lc
limit vRy’

and the maximum micro-stretch a chain can sustain is limited by its geometry A
where L. is the chain contour length, Ry is its end-to-end distance and v > 1 is the mechanical
breakage threshold [2]. Accordingly, the micro-stretch 14 experienced by each chain depends on
the chain length, and a chain will break once the required stretch exceeds its stretch limit,

namely 1 > ﬂ‘fimi Breakage of the chains often take place in various forms, i.e. polymer-

s

polymer detachment, crosslink rupture, desorption of chains from particle surfaces, chain slippage



at entanglement junctions, and chain slippage over particle surfaces (see Fig. 1.3 for extended
review).

Maximum micro-stretch in history 19, : In the course of deformation, polymer chains begin
to slide on or debond from the aggregates. This debonding starts with the shortest chain and
gradually involves longer and longer chains. Under unloading, the debonded chains do not reattach

back to the aggregate’s active sites, and thus the maximal microstretch previously reached in the

loading history,

A4 = max 29(1) (1.2)

max
T€(—00,t]

is crucial for the description of the polymer-filler debonding.

1.2.2 Fundamentals of Continuum Mechanics

This section gives a quick summary of the nonlinear continuum mechanics principles, which define

the balancing rules for a solid body encountering large deformation.

Deformation

Assume a three-dimensional Euclidean space continuum body B at any time 7, as depicted in Fig.
1.4. Then, by using X € E>, one may address any point P of the body B with regard to any basis.
As the continuum body B travels across three-dimensional Euclidean space from time 7y to time ¢,
it occupies another geometrical area known as ’s configuration. Because the mapping of body B
into (3 is one to one, the point Py in the body B is also mapped to point P.

We also refer to the areas of body B and £ as reference and current configurations, respectively,
to make the mapping method easier to understand. The position of point P and P, can be further

represented by introducing a coordinate system 6'(i = 1,2, 3) by

@ =5 (91,92,93,z) X=X (91,92,93) oy (91,92,93,z0) C i=1.23 (13)



respectively. As a result, the displacement of point P may be calculated by

u:ﬁ(91,92,93,t) —z- X, (1.4)

where u stands for displacement vector. When, the Euclidean space is introduced with a set of

pairwise orthogonal unit vectors, say e;, one has

X=Xe, X' =X-e, j=12,3,
u=ue, u =u-e, j=1203, (1.5)
x:xiei, xj:x-ej:Xj+uj, j=12,3,
where the Einstein summation convention is used to repeated indices.
Deformations of a body can be readily characterized by vectors tangent to the coordinate lines

in the reference and current configurations in the case of substantial deformations. The tangent

vectors are defined as follows

0X ox
G; = EY T gi—ﬁ,

i=1,23 (1.6)

Furthermore, G; and g; may be defined as the bases dual to G; and g;, implying that

G -G' =6/, and g;-g' =6 (1.7)

Also, the deformation gradient tensor F can be represented by,

F = Gradx. (1.8)

In deformation kinematics, the deformation gradient tensor is a fundamental second-order tensor
that describes the changes in material constituents during deformation. To this goal, consider dX

and dx in reference and current configurations as infinitesimal material components, respectively.



Then, one has

dx =FdX, dX =F 'dx. (1.9)

Additionally, the changes in volume J may be derived by

J= ‘Fl — detF > 0 1.10
dVo e (1.10)

In the current setup, the lengths of the material components are provided by

ldx|? = dx - dx = dX (FTF) dX = dXCdX
(1.11)
1dX]|? = dX - dX = dx (F—TF—l) dx = dxb~dx,

where

C=F'F=g4;G oG, b=F =G'g ®g, (1.12)

are referred to as the right and left Cauchy-Green tensor, respectively. To determine the stretch of a
material element, divide the deformed length by the referenced length of the material element. To
this aim, the stretch in the direction of N is supplied by adding the unit vectors /N and NV along the

material element dX and its counterpart dx.

lldx|l? dXNCNdX

= 2 1.13
X[ - = (NCN), (1.13)

Thermo-elasticity

With the unit vectors N and n normal to the points Py and P, we may create infinitesimal areas
dAp and dA around them. Furthermore, the infinitesimal force acting on the surface elements is

denoted by dF. As a result, one may write for any arbitrary point P

dF =tdA = TdAy, (1.14)



where the Cauchy and first Piola-Kirchoft stress vectors, respectively, are the vector ¢ and its
counterpart in reference configuration 7.
On the basis of Cauchy’s stress theorem, second-order tensors o and P may be introduced, such

that

t=on T =PN. (1.15)

P represents the first PiolaKirchhoff stress tensor, and the tensor o is known as the Cauchy stress
tensor. Study of the thermoelastic features of rubber-like materials is necessary in order to establish
the relations between force, internal energy and temperature. The changes in the internal energy of
the system dU are equal to the heat absorbed by the system dQ and the work done on the system

dW, according to the first law, and thus

dU =dW +dQ. (1.16)

The second law defines a reversible process (elastic deformation) by

dQ = Tds. (1.17)

where dS represents changes in entropy and T represents absolute temperature. Furthermore, the

Helmholtz free energy ¥ is defined by

d¥Y =dU - SdT - TdS, (1.18)

one can conclude that dW = dW¥ at a constant temperature. The corresponding Helmholtz en-
ergy required to modify the entropy in the isothermal situation for non-energetic, purely entropic

responses is

d¥ = -TdS. (1.19)



1.2.3 Fundamentals of Machine learning

Artificial intelligence is an interdisciplinary field aimed at developing machine intelligence, such
as the capacity to interact with the environment, gather and analyze data, learn from it, and make
context-adapted judgments. To process, analyze, interpret, summarize, and display data, data
scientists employ mathematical and statistical approaches. Big data is a field of data science that
deals with very big datasets and was inspired by the massive quantity of data acquired over the
Internet, for example. Another major discipline of data science dedicated to knowledge discovery
is data mining. To derive a prediction model from data, machine learning approaches integrate
statistics and mathematical optimization.

Statistical learning is the process of utilizing data to calibrate the model’s parameters using
an optimization technique. Machine learning aims to use data-derived knowledge to produce
predictions for fresh data that hasn’t been seen before, whereas data mining focuses on knowledge
extraction. As a result, there are two types of data: training data and test data. Training data is
used to develop a predictive model, while test data is utilized in an exploitation phase for which
the model will produce new predictions.Deep learning, which relies on the superposition of basic
functionality in deep structures, has recently emerged as a key field of machine learning. Artificial
neural networks, often known as deep neural networks, are models that have some similarities to

neurons in the human brain.

Neural Network Architecture

Neural networks are well-known for their ability to represent information. Based on the universal
approximation theorem, any continuous function can be arbitrarily estimated by a multi-layer
perceptron containing one hidden layer and finite number of neurons. While neural networks
can compactly express very complicated functions, obtaining the precise parameters (weights and
biases) required to solve a particular PDE can be challenging.

The bulk of solutions has used feed-forward neural networks since Raissi et al. [4] original

vanilla physics-informed machine learning. Some researchers, on the other hand, have tested with

10



several types of neural networks to investigate their effect on the overall physics-informed machine
learning performance.

We start by building a simple D-layer multilayer feed-forward neural network comprising an
input layer, D — 1 hidden layers, and an output layer. We suppose that the @'" hidden layer has Ny
neurons. The previous layer’s post-activation output x¢~! € RN¢-1 is then fed into the d"" hidden

layer, and the specific affine transformation is of the form

H, (xd—l) 2 Wixd=1 4 pd. (1.20)

where the network weight W¢ € RN<XNa-1 and the bias term b? € RN to be learned are both
initialized using unique procedures like Xavier or He initialization.

The nonlinear activation function o (.) is applied component-by-component to the current
layer’s affine output H,;. Furthermore, for some regression issues, this nonlinear activation is not

employed in the output layer. As a result, the neural network may be denoted as

N(x;0) = (HpoooHp_jo-- 00 oH)(x), (1.21)

o D
where o denotes the composition operator, ® = {Wd , b4 } 41 € P denotes the learnable parameters
to be optimized later in the network, and # denotes the parameter space, and A and x” = x denote

the network’s output and input, respectively.

Shallow networks: Various scholars have tried to examine shallower network alternatives to
address these difficulties: They can be sparse neural networks rather than fully linked designs,
or more frequently single hidden layers like ELM (Extreme Learning Machine). More hidden
layers help model complex nonlinear connections when compared to the shallow architecture;
nevertheless, employing physics-informed machine learning for real applications might lead to
deep networks with a large number of layers that can significantly influence training costs and
efficiency. As a result, not only deep neural networks but also shallow ANNs have been reported

in the literature for physics-informed machine learning.

11



Activation function The activation function of a node in artificial neural networks determines
the output of that node given input or a set of inputs. This is similar to the linear perceptron’s
behavior in neural networks. However, only nonlinear activation functions allow such networks,
using only a small number of nodes, to measure non-trivial problems, and such activation functions
are called non-linearities. Choosing the activation function has a significant impact on the neural
network’s capacity and efficiency, and various activation functions can be used in different sections
of the model. Based on the type of neural network architecture, the activation function used in
hidden layers is usually chosen. If we are unsure which activation function to use for our network,
we try and compare the results to find the best ones. We have done the same procedure in this study.
Note that the choice of activation function in the hidden layer will control how well the network
model learns the training dataset. Also, the effect of choosing different activation functions has not

a significant effect on training time [5].

12
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CHAPTER 2
PHYSICS-INFORMED MACHINE-LEARNED MODEL OF CONSTITUTIVE
BEHAVIOR

2.1 Introduction

Cross-linked polymers, owing to their diverse applications in sectors like automotive, structural,
and medical, have emerged as a focal point of research. Characterized by a 3D network of randomly
oriented, elongated molecular chains that are cross-linked, spiraled, and entwined, these materials
can be broadly categorized into filled and unfilled types. Fillers predominantly serve to reinforce
polymers, as illustrated in Fig. 2.1. Given their multifaceted applications, accurately modeling the
mechanical behavior of these materials across a spectrum of strains is paramount. Under quasi-
static deformations, they exhibit hyper-elastic tendencies, predominantly steered by alterations in
network entropy as chains reorient to macroscopic deformations. Farhangi et al. delved into
the effects of fiber-reinforced polymer tubes infused with recycled materials [7, 8]. Similarly,
Izadi et al. explored the impact of nanoparticles on polymer mechanical properties [9, 10, 11].
Numerous studies have probed this hyper-elastic behavior, leveraging either phenomenological or
micromechanical methodologies rooted in molecular chain network statistics [12, 13]. Shojaeifar et
al. [14, 15] proposed a model for the visco-hyperelasticity of materials. While phenomenological
methods are empirical, straightforward, and less interpretative, micromechanical ones, though
highly elucidative, are intricate, factoring in molecular chain adjustments like kink realignments,
convolution rearrangements, reorientations, and uncoilings. Concurrently, the advent of machine-
learned (ML) models offers a promising avenue to circumvent the inherent challenges of both the

phenomenological and micromechanical methodologies.
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Figure 2.1. Schematic illustration for micro-structure of filled elastomers which is depicted micro
scale and nano scale

The exponential growth of computational power over the last decade has enabled the first-
generation of ML models to be used in computational mechanics and polymer physics [16, 17, 18,
19]. Current ML models were often developed based on "black box" approaches, which besides low
interpretability, require a large volume of training data to prescribe a particular behavior [20, 21].
In solid mechanics, stress-strain tensors are only partially observable in lower-dimensions. Thus,
obtaining data to feed the black-box ML model is exceptionally challenging. In general, one can
classify current Data-driven efforts in computational mechanics into three categories with lots of
approaches placed between two categories (see review [22]).

- Model-free Distance-minimization Approaches were developed to circumvent the need for
constitutive models by directly finding stress-strain pairs with the least distance to experimental
data, which also satisfy compatibility and equilibrium constraints. This approach was initially set
for nonlinear truss and linear elastic materials [23] and later were expanded to include hyper-elastic
materials [24]. While being superior to other models by being statistically independent of any
prior knowledge of the materials, the method has few major limitations. It has a excessively high
computational cost, has strong sensitivity to data scattering, and in high-dimensional problems
suffers from lack of data [25]. This approach is further amended by studies on the combination
of data-driven identification and computational mechanics [26]. To reformulate the heuristic opti-

mization approach adopted by [23], mixed-integer programming was used for its implementation
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[27]. Coelho and Breitkopf [28] in their book investigated the main approaches for constitutive
modeling using optimization methods.

- Non-linear Dimensionality Reduction Approaches seek to build a constitutive manifold
from experimental data to describe an accurate approximation of the strain energy in different
states of deformation. These approaches focus on describing the constitutive behavior through a
set of shape functions, such as B — spline [29], with constants derived through the LSQ error
minimization [30, 31, 32] or a ML approach [33]. Mainly derived from the WYPiWYG model
[34], it focuses on solving the system of linear equations which consist coefficients of shape
functions, rather than nonlinear fitting a predefined model. In elasticity, manifold learning is more
efficient and more accurate than black-box ML models and it has already been generalized to cover
damage [35]. In Matous’s study, a manifold-based reduced order model was proposed [36]. This
model relies on non-linear dimensionality reduction and the connection of macroscopic loading
parameters to reduced space using an artificial neural network (ANN). Fritzen et. al [37] proposed
a data-driven homogenization method for hyper-elastic solids using the reduced order method. In
their work, the surrogate model combines radial basis functions and piece-wise cubic polynomials.
The main problem with these approaches is the large number of tests needed for validation and
their dependency on the assumption of constitutive manifolds with a particular functional structure
[32].

- Autonomous Approaches incorporate ML models as surrogate functions to capture the high-
dimensional and non-smooth micro-scale behavior of material constituents, which has been shown
to be a successful approach in Multi-scale analysis [38]. Several multi-scale methods of analysis
have been proposed based on the implementation of micro-scale ML models into the reduced-order
FE simulations of the macro-scale approach [18]. This coupling allows for the scalable utilization
of ML surrogate models. However, the validity range of current ML models is extremely limited

due a number of reasons:
* the unconstrained search space of optimization variables
* neglecting underlying physics
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* difficulties in deriving parameter feasibility ranges

* lack of transition models to reduce the order of the problem

Recently by implementing the reinforcement learning concept, a new class of ML meta-models
have been successfully developed based on (non)cooperative games, where the model trains a
pair of L-agents to emulate a specific performance through turn-based trial and error [39]. This
paradigm employs ML techniques to capture the behavior and interaction of microstructures as a
surrogate model. In Stoffel’s study [40], they replaces the viscoplastic material law in finite element
simulation with a feed-forward neural network to make an intelligent element. Another study [41]
was conducted to predict the tension response of rubber by a feed-forward neural network. They
used strain values and filler percentages as inputs generated from a regression model and stress as
output.

Kaliske and Zopf [42] proposed an inelastic model-free approach represented by recurrent
neural networks for uncured elastomers. For history-dependent functions, naturally, recurrent
neural networks offer attractive alternatives, but require enormous amounts of training paths of
standardized lengths, which are highly non-trivial. In 2019, Haghighat et al. [4] proposed a
physics-informed neural network that solves any given law of physics described by non-linear
partial differential equations. Another study [43] showed that the performance of this model for
linear elasticity, and Xu et al. [44] modeled viscoelastic materials using physic constrained learning.
Recently, we developed a a Bayesian surrogate constitutive model based on Bayesian regression
and Gaussian process [45] to consider uncertainty of model [46]. A recent study [18] proposed a
data-driven constitutive model by predicting a non-linear constitutive law using a neural network
surrogate model constructed using a learning phase on a set of RVE non-linear computations.
An investigation was conducted to formulate a constitutive model for rate-dependent materials by
neural network and its implementation in finite element analysis. The challenge of sufficient data
set for training, however, still remains [47].

Here, a cooperative multi-agent system 8% = ﬂj., i € {l,n}, j € {l,m} is proposed to

describe different features in material behavior by using n X m different machine-learned agents

18



(L-agents) which learn from experimental data sets. To reduce problem dimensionality, the 3D
matrix is represented by m 1D directions, which allows researchers to replicate each L-agent m
times to represent the 1D behavior of the material. The proposed model trains each agent to
emulate a certain material behavior with the objective function being the error between the overall
prediction of the system and the experimental data. Model fusion is used to integrate all L-agents
back into a centralized system.

The main contributions of this work is to infuse knowledge of physics into the model through
certain modeling constraints, namely (1) by providing a new data-driven model based on physics
behind a machine learning process for predicting non-linear mechanical behavior of cross-linked
polymers (2) the first data-driven model that captures inelastic behavior of cross-linked polymers
such as Mullins effect and permanent set (3) a new paradigm with the upgrade-ability of model from
hyper-elastic to damage behavior roots from easy transformation from the integration of micro-
mechanics to the machine learning process (4) proposing a new model with better training speed and
accuracy compared to several well-known models. There are two types of cross-linked polymers.
One type shows hyper-elastic behavior; however, another type does not have hyper-elasticity at all.
In this study, our focus is on cross-linked polymers which have hyper-elasticity such as rubbers
and elastomers. This paper is organized as follows; in section 2.2, the main concepts of non-linear
behavior and deformation-induced damage in cross-linked polymers are introduced and described
in detail. Section 2.3 explains the idea and formulation of the proposed model in detail. Model
verification with experimental data on rubber inelasticity is discussed in section 2.4. On resume,

section 2.5 provides some concluding remarks and outlines some perspectives.

2.2 Non-linear Features in Cross-Linked Polymers

Hyper-elasticity in materials, particularly cross-linked polymers, is characterized by their nonlinear
elastic response under extensive deformations. Notably, these polymers often manifest inelastic
traits within their hyper-elastic behavior, such as the Mullins effect—a damage post initial elonga-

tion [48, 49]. This effect is observed in both filled and unfilled variants of cross-linked polymers.
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For a deeper insight into the micro-structural origins of these inelasticities, Fig. 2.2 delineates
physical sources in amorphous polymeric systems, including chain breakage [50], chain disentan-
glement [51], molecular slippage [52], and rupture within filler clusters [53]. Post initial loading,
deformation-induced damages typically result in a residual strain termed as the permanent set.
While unfilled rubbers exhibit a negligible permanent set, it becomes pronounced in most filled
compounds, as illustrated in Fig. 2.2.e.

Historical attempts to model the inelastic characteristics inherent to the constitutive behavior of
cross-linked polymers predominantly leaned on either phenomenological or physics-based analyt-
ical methodologies. The former, while simpler, often falter outside design conditions, whereas the
latter, despite their accuracy, are overly intricate for real-time applications.

In this work, by synergizing a physics-based methodology with machine-learned L-agents,
we introduce a knowledge-infused ML strategy to tackle the inelastic nuances in the hyper-elastic
behavior of cross-linked polymers. To accurately capture the nonlinear behavior of these polymers,
we employ a tailored neural network, optimizing activation functions, layer counts, and neuron
numbers. Furthermore, to encapsulate damages, L-agent internal parameters are meticulously
crafted, reflecting the material’s memory characteristics. For materials with a comprehensive
memory, like rubbery substances exhibiting damage, the historical maximum state predominantly
dictates subsequent sequences. Employing a micro-sphere as a directional model for the polymer
matrix ensures the accurate representation of inelastic traits, including the permanent set. A detailed

exposition of these steps is provided in the ensuing section.

2.3 Physics-based Constraining of the Solution Domain

To model the second order stress-strain fields required for characterisation of hyper-elastic material,
current approaches ranging from phenomenological to data-driven, face one major challenge,
namely lack of data on 3D stress-strain fields. There are no tools to measure stress field across a
structure, and for strain we can only measure the strain field for relatively simple structures using

digital image correlation (DIC) techniques [54].
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Figure 2.2. Schematic Physical explanation of Deformation Induced Damage

Helmholtz free energy W is goverend by deformation and temperature. Differentiating ¥ with
respect to kinematic state variables at constant temperature yields internal forces (i.e. stresses)
defined per unit mass. For the case in which W is solely a function of deformation (i.e. isothermal
processes), the Helmholtz free energy referred to as the strain energy function.

For hyper-elastic materials, strain energy is derived directly from Clausius-Planck form of sec-
ond law of thermodynamics through different work conjugate pairs, such as two-point strain/stress
tensors (F/deformation gradient:P/first-order Piola stress), material strain/stress tensors (E/Lagrange
strain:S/second-order Piola stress), and spatial strain/stress tensors (LL/Hencky strain:7/Kirchhoff
stress). Strain energy function must accompany conditions like normalization, growth conditions,
isotropy, objectivity, and polyconvexity, which guarantees the uniqueness of the solution. In view
of the lack of data on the stress fields, a proper modeling approach is expected to be able to only use
the limited information obtained from the classical characterization tests on the collective sample

behavior. In rare cases, a model can be provided by digital image correlation reconstruction of
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2-D strain fields, which shall be used for model validation but should not become a necessary data
for model fitting in view of the cost/complexity of the experiment. The challenge of significant
missing data has been historically addressed by implementing knowledge of the material behaviour
in the model and to constrain the model in advance before having the data. Such a solution is
not relevant in data-driven approaches due to lack of infused knowledge of the material. Here,
we propose to address the challenge of significant missing data in high-dimensional data-driven
approaches through a physics-driven order-reduction approach by infusing knowledge through im-
plementation of the concept of micro-sphere, network decomposition, continuum mechanics, and
polymer physics. Accordingly, we developed a sufficiently constraint machine-learned model that
can predict the material behavior solely based on the macro-scale collective behavior of the sample.

Fig. 2.3 demonstrates a schematic of the proposed model simplification idea.

2.3.1 Constraining by Continuum Mechanic Laws

We introduce the first and the most important constraint from continuum mechanics understanding
on 3D mapping of second order stress/strain tensors. While, F — P mapping generally needs a
complicated fourth order tensor C = IF), in hyper-elastic materials, unlike hypo-elastic materials,
the procedure can be simplified using an internal energy density function. Accordingly, we can
use Finite strain theory to simplify F — P mapping by introduction of the strain energy ¥,, as
the middle agent in mapping, where F — W¥,, — P. The strain energy is a non-negative scalar-
valued function ¥, (F) which can replace part of the process requires to derive tensor-valued stress
function P(F). The increment of ¥, denotes the stress required to change the strain field, and thus
W¥,, can be described with respect to any stress-strain work conjugates such as (i) two-point tensors,

(i1) material tensors, or (iii) spatial tensors, as shown below

0¥, 0¥, 0¥,
P=— S=—gh T= 2.1)
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One particular advantage of using ¥,, as middle agent is that it ensures the material objectivity,
and thermodynamic consistency on all the derived constitutive model (see Truesdell et al. [55]).
Considering the physics of the problem, certain restrictions exist for strain energy which needs to

be enforced further in the data-driven model, namely

¥,.(F) >0 when F#0 Increase energy by deforming,
VY, (F)=0 when F=1 Normalization condition, (2.2)

¥, (F) > 0o when detF — o0/0 Growth condition.

Further restrictions can be introduced by finite strain theory to ensure stability of ¥, in large
deformations of certain materials. For hyper-elastic materials, ellipticity is a major concern which
can be enforced by verifying the strain energy in the absence of traction forces in two arbitrary
directions [56]. Verifying this condition is generally labor-intensive, so polyconvexity is introduced
as a stronger condition that entails ellipticity. It is also simpler to verify [57]. So, the first constraint
that we enforce in our model, is enforcing agents to derive ¥,,(F) such that it satisfies Eq. 2.2 and

polyconvexity condition.

2.3.2 Constraining by Micro-Sphere Concept

Micro-sphere concept is developed for materials which are initially isotropic. Here, the second
constraint that is implemented is based on Micro-sphere concept to include the initial isotropy of
cross-linked amorphous network. Knowing amorphous systems are isotropic at virgin state, poly-
mer chains are considered to be uniformly distributed in all spatial directions. Such homogenized
spatial arrangement of polymer chains allow us to use the micro-sphere concept to represent the
3D matrix as a homogeneous assembly of similar 1D elements that are distributed in different
spatial directions over a micro-sphere (see Fig. 2.3). This approach can transfer information from
super-simplified 1D elements to generate complex 3D behavior of the matrix via homogenization

over the unit-sphere. Furthermore by discretizing the sphere into finite sections, the integration can
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Figure 2.4. The unit micro-sphere and the orientation vector in terms of spherical coordinates

be taken out numerically over Ny integration directions [d;],_; y, with different weight factors
[wiliz1_, [58]. Accordingly, strain energy of the matrix ¥,, with respect to its elements can be

written as

Ng
1 d

Y,=— [ vias" = W, h v, 4 = gl 2.3

m I s m ;Wz m wnere m (2.3)

where W,,% is the energy of sub-matrix element in direction d; which will be represented by one
team of L-agent 8% which represents an additive cooperation between multiple L-agents A-.
Eq2.3 represents the integral S(6, ¢) = /06 f0¢ sin (8)d6d¢ over the unit-sphere with the unit vector
r = sin (0) cos (¢)e, + sin (6) sin (p)e, + cos (¢)e; (see Fig. 2.4). Assuming identical team in all
directions in the virgin state, namely 8% = B% initial isotropy is assured, although the material
can quickly become anisotropic due to different loading on different directions. Moreover, since
L-agents react to varying loading in each direction, the model can consider the onset of damage,

deterioration, and propagation of cascading failure in materials with directional response.

2.3.3 Problem Reduction using Network Decomposition Concept

The third constraint is derived from statistical mechanics, namely by infusing the concept of
superposition, which allow us to predict complicated patterns by superposing simple patterns on
top of each other. The concept, a.k.a network decomposition concept in constitutive modeling [59],

will be carried out by representing the energy of an element,%,,% by superposing the energy of
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multiple sub-elements, v, = Zyil ‘I’jdi , where each sub-element is responsible for one simple
inelastic feature. Representing each sub-elements by one L-agent, we can calculate the energy of
one element by a team of cooperative L-agents 8% = [ﬂ;], and then replicating this cooperative
team in different directions to provide us with the energy of the matrix.

To this end, by substituting Eq.(2.3), we can directly derive the energy of the matrix with respect

to sub-elements and the L-agents which represent them as given here

1 d Nd NA
¥, = —/‘PmddS = wit i
dr S ; ; /
Ny Ny Ny
¥, ~ Z wiﬂ; where % = Z _7{}. 2.4)

where Ny is the number of sub-elements considered for each element. Consequently, we derived
super-simplified scalar-to-scalar mapping behaviour for each element which can be represented
simplified 2-layer feed-forward neural network L-agent ﬂ; While training data are only available
on collective behaviour of the L-agents, the input parameters can be defined for each L-agent team
individually. Each L-agent, ﬂ; = lﬁ; (E',M ), will be trained based on a set of non-kinematic
input E’ and internal M ; parameters, which depending on material memory (full or recent), can
satisfy normalization, growth conditions, isotropy, objectivity, and polyconvexity.

The input vector is independent of the sub-element definition and should represent the problem
setting, material or loading, e.g. stretch & time. Internal parameters are specifically hypothesized
for the model to capture the evolution of damage and vary for each network. The behavior of all
teams should be identical in the virgin state to represent initial isotropy, so one has ﬂ;. =A ;‘ Vi # k.
Accordingly, we only assume different ANN types for L-agents associated to different sub-elements.
Allreplicated agents associated to one sub-element are the same despite being distributed in different
teams to represent different directions.

For the replicated agents, only the inputs are different depending on their direction (see
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Fig.2.3).So the energy of one sub-element can be written as
¥ = A’ = ANN ; (Wi, E', M), (2.5)

where W is the weight vector associated to L-agent ﬂj'., and W = [W1 ---WNS] is the weight matrix
representing assembly of all W;. Consequently, based on Eqs. 2.1 and 2.4, the first Piola-Kirchhoff

stress tensor P can be derived as

P=——pF'P= Z Z Wia_Fj — pF T, (2.6)

where p denotes the Lagrange multiplier to guarantee incompressibility of the material. To train
the model, a cost function should be derived to quantify prediction error against experimental
observations on collective sample behaviour, e.g. uni-axial tensile test provides 1D dataset S =
[15, /7], with nominal stress P and stretch A in direction of principal stretch. Here, the error has

been quantified using least-square method by writing

2
Ns

Ng
EW) =53 633w
n=1

i=1 j=1

—pF g, - P,| , (2.7)

oy

OoF
which Py 1) := g,Pg; is the first component of the experimental macro-scale stress tensor P in
loading direction g,.

Neural-network L-agents: Artificial neurons, often termed as nodes, constitute the foun-
dational units of the neural system. These nodes facilitate the reception and transmission of
information to their counterparts via activation functions. The efficacy of an Artificial Neural
Network (ANN) agent’s "learning" capability hinges significantly on the judicious selection of the
activation function for each node. Activation functions determine the activation state of a neuron,
introducing non-linearity to its output. This non-linearity enables the model to adapt to diverse data

sets and discern between outputs. The cost function aids in estimating W, employing the gradient

descent (GD) algorithm to iteratively refine the initial approximation towards target values.
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Material With Full or Recent Memory: For materials exhibiting history-dependent properties,
it’s imperative to meticulously select parameters that encapsulate the material’s memory. These
parameters are subsequently integrated into the L-agents via internal parameters. The nature of
these memory parameters varies based on the material in question. For instance, visco-elastic
materials, which possess recent memory, necessitate internal parameters that relay information
from one iteration to the subsequent one. Conversely, materials with comprehensive memory,
like elastomers, allow for the definition of internal parameters that are decoupled from solution
iterations. In such cases, these parameters act as precursors to external events, such as using the

maximum stretch in rubber as an indicator of the historical peak loading in a given direction.

2.4 Implementation to Rubber Inelasticity

To show the performance of the proposed model, inelastic behavior of rubber has been studied. The
number of teams and their associated agents can be chosen based on the trade-off between accuracy
and computational cost. Here, we choose 21 teams, each with two agents which is a relatively small
number [58] (21 integration-point). The inputs and internal parameters of L-agents are designed
to capture the rubbers deformation with full memory through A;_,,, parameters. To enable teams
to predict different states of deformation, each teams should be provided with the first and second
invariants of deformation[60]. The condition is satisfied by providing input set Sfi = [A%; /lgiax] to

L-agent 1 and S;l" = [v¥%; v‘,f{ax] to L-agent 2
2% = \JdiCd;, V% =+d;C-'d, C=F'F (2.8)

where A% and v% are designed that lead to first and second sub-elements represent the /1 and /5,
respectively. For the ANN structure of L-agents, we consider one input layer, one hidden layer with
four neurons and three activation functions soft plus (i (e) = [n(1 + €°®)), sinusoid (i (e) = sin(e))
and hyperbolic tangent (y(e) = tanh(e)). In summary, we represented the rubber matrix by the

cooperative game of 21 teams of 2 agents through ﬂj., ie{l,21}, je{l,2}.
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Final cost function after agents fusion is given by

T
E(W1,W,) = 22 gl(ZZ ord or ~PF sl (2.9)
i=1j

subjected to weights related to A,,,, and v,,4 < 0 ; and weights related to 4 and v > 0 to satisfy
thermodynamic consistency and polyconvexity respectively. Eq. 2.10 and Eq. 2.11 show the
derivation of each sub-element’s energy with respect to deformation gradient. Accordingly, Fig.

2.3 shows the schematic concept of the derived model.

21 j . 21
oA, 924 (9?(] 1
d Aw —F(d; ®d;). 21
EWZ A4 OF ; Tod 1di (d; ® d;) (2.10)
21
07, v p-Ty—1
ZW ovdi OF :_Z Vd, Vd, F7F (di®d)). (2.11)

2.4.1 Minimizing Data Requirement for Training

Data-set Minimization A critical step in the selection of the training dataset is to understand the
role of the training points and assure their quality in the model predictions. Too little data may
provide a false sense of confidence by preventing us to see the critical points, while low-quality
data may provide faulty results which seems perfectly robust. For example, in the aforementioned
model developed for rubber, we have introduced two L-agent types which represents two sub-
elements using Sf" and Sgi input sets, respectively. In view of the definition of S% we know that
it has a limited variation in uni-axial tensile loading which makes the contribution of the second
L-agent almost limited in such loading. However, S gi significantly varies in bi-axial loading, which
makes the contribution of second L-agent quite considerable in this case. Therefore, training with
uniaxial data cannot provide quality information needed for confident training of both agents since
second-agent cannot be fully engaged.

In essence, we cannot train agents with the scenarios that they are not participating in or have

minimal contribution. Thus, the confidence in training of agents is directly correlated to the quality
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of the training data, and in contribution of agents in those scenarios. However, by defining the
quality of data with respect to the input required by each agent, we can quantify the confidence
interval in which an agent can be trained with high confidence with respect to the provided data.
The confidence interval of a system is equal to that of its agent with least confidence. The
confidence of an agent can be calculated with respect to the deformation range used in each
direction for training of that agent. Since the reliability of the predictions of each agent is related to
its training, we can linearly correlate the agent’s reliability to their training range. As an example,
in case of uniaxial tension where the sample is stretched till y,, maximum first deformation state
1

(axial) is y, which occurs in the loading direction, and minimum is L which occurs in the
X

transverse directions. Similarly, the training domain for the second agent is [Xi, VXx]. In case of

bi-axial tension, range of agents deformations are | X%, Xbi.] and [j, Xl%i ].

bi.
If we train the model based on uniaxial tensile data till y,, the model can predict different states
of deformation based the ranges that the model have calibrated based on that. In order to ensure

accurate prediction of the model, the prediction ranges should be in the range that agent is trained.

Thus, in the bi-axial prediction case, the model limits to

1 1
Agent 1: ——, Xbi.| € [ » X ] — xbi. < VX
Xl%l 1 »\/E X l X
1 1
Agent 2: [—,)(Zl..] € [—,\/)(x] — Xbi. < VXx- (2.12)
Xbi. Xx

As it can be in Eq. 2.12, these two ranges result into a same confidence interval for the agents.
Accordingly, considering one of these agents confidence interval would be sufficient to calculate
the network reliability. Likewise, these training/prediction domains can be calculated for different
cases of traing and predictions with different states of deformation, see table 2.1. To show the
confidence interval, we explore five different training data set and their resulting agents. Using two
set of experiments for the training purpose can increase the predictability range of the model as
each of the experiments can be activated in different ranges and agents. Note that the model may

extrapolate and predict more than confidence interval but it is not necessarily accurate.
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Table 2.1. Prediction domain for train till stretch y

- Training Uni. ! Tensile Bi. 2 Pure Shear Uni. Comp. > Plane Strain Comp.
Prediction
Uni. Tensile X X X % )l(
Bi. X X X 7 v
L I
Pure Shear )1( )1( )I( W Y
Uni. Comp. T g Y X X
Plane Strain Comp. \/L)? )% i X X

1.

Training with uniaxial only vs biaxial only Mars dataset which has three modes of pure
shear, uni-axial and bi-axial tensile tests have been used [61]. In first case, the model is
trained by bi-axial data only till y = 1.65 and validated against other modes (see Fig. 2.5.a).

Confidence interval in uniaxial and pure shear predictions is also limited to y = 1.65.

In second case, the model is trained by uniaxial data only till y = 2.18 and validated against
other modes (see Fig. 2.5.b). Confidence interval in shear will be limited to y = 2.18 but in
bi-axial will be dramatically reduced to y = 1.21 due to the uncertainty in training L-agent

2.

Training with uniaxial only over a long range Here, we showed that we can improve
the confidence interval of one agent not only by choosing the games in which it has high
contribution, but also by increasing the length of the game in which one agent has small
contribution. In essence, we can have a short game with high contribution, or long game
with low contribution. In case of rubber, uniaxial tension is a game in which 2nd L-agent has
low contribution. So, here we show that for a sufficiently long game (uni-axial till y = 7.7),
we can increase the confidence interval for the second L-agent (bi-axial till y = 1.66), see
Fig. 2.5.c Treloar dataset which has three modes of pure shear, uni-axial and bi-axial tensile

tests have been used [62].

Training with uni-axial Tension and Compression Here, we showed that we can improve
the confidence interval by using multiple games to train the agents. So, here model is trained

by uniaxial tensile (till y = 3.7) and compression data (till y = 0.4). The confidence in
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Training with bi-axial only till 1.65 Training with uniaxial only till 2.18
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Figure 2.5. Model training and prediction with a) bi-axial tension training (filled natural rubber)
b)uniaxial tension training (data set[61]) c) uniaxial tension training (Treloar’s data set [62]) d)
uniaxial tension and compression training (data set [63])

training of the 1st L-agent is mainly defined by the uni-axial tensile test while that of the 2nd
L-agent is formed by compression test. The predictions of the trained agents were validated
against other modes (see Fig. 2.5.d), and as expected confidence interval in bi-axial till
X = 1.58 and pure shear predictions is also limited to y = 3.7. Heuillet data-set with three

modes of pure shear, uniaxial and bi-axial tensile tests have been used for training/validation.

Accuracy within Confidence Interval The proposed engine shows exceptional accuracy within
the confidence interval which is comparable to some of the most comprehensive and most expensive
knowledge-based models. We have shown the predictions of the models against different sets of
data provided by Uramaya[64] and Mars [61], where the model were trained using bi-axial tests

only, see Fig. 2.6. Bi-axial tests were chosen to provide the longest confidence interval for other
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Figure 2.6. Model training and prediction of uniaxial, bi-axial and pure shear a) Urayama’s data
set [64] b) Mars’s data set [61]

Table 2.2. Relative error for several well-known models for Treloar’s data set

Model Type Al Phenomenological Micro-Mechanical
Non-affine Network averaging
micro-sphere model [65] tube model [66]

Proposed model WYPiWYG model [29]

Error(%) 1.12 5.26 0.93 2.11
Training Set Uniaxial Uniaxial Uniaxial + Pu're shear Uniaxial + Pgre shear
+ Bi-axial +Bi-axial

modes (see table 2.1).

To show the performance of the proposed model, we compared the relative error of our model in
fitting and prediction of Treloar’s data set with the non-affine micro-sphere model [65], WYPiWYG
model [29], and network averaging tube model [66]. Note that the error reported for the non-affine
micro-sphere model and network averaging tube models is fitting error not prediction error,
since they have used all three uniaxial, bi-axial, and pure shear at the same time in their published
results.

Although the proposed model and WYPiW YG model use uniaxial data for training and predict
other states of deformation. Thus, results show the excellent performance of our model; however,
the proposed model is not complicated and data-dependent as much as other physics-based models
(see table 2.2).

The compression behavior of rubber-like material is another aspect that plays an essential role in

industrial application. We trained the model with the data set of uniaxial compression experiments
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Figure 2.7. Model training with uniaxial compression and prediction of plane strain compression
(Arruda-Boyce’s data set [67])

and predicted the behavior of plane strain compression. Fig. 2.7 shows the performance of the
proposed model for compression tests. The error in training and prediction of the proposed model
for Arruda-Boyce data is 0.73%, which compared to the non-affine micro-sphere model, which has

1.29% error, shows a significant performance of our less complicated model.

Damage Prediction and Deformation History To further investigate the performance of the

proposed model in material with full memory, we predicted the inelastic features in the behaviour
of filled elastomer, namely Mullins effect and permanent set. Fig. 2.8 shows that stress-stretch

curves for this cross-linked polymer with experimental data of [64]. We used one set of bi-

axial loading-unloading till y = 2.7 for training and predict inelastic effects in different states of

deformation e.g. uniaxial and pure pure shear at increasing stretch amplitudes which constitutes

deformation histories.

Convergency outside of the confidence interval To investigate the convergency of the proposed

model outside of the confidence, prediction of the inelastic behaviour on stretch amplitudes larger
than the confidence interval were illustrated on two different sets of experimental data on rubber,
Itskov’s [68] and Zhong’s [69] dataset. While we strongly recommend the users to stay within

confidence interval, the model prediction accuracy outside of the confidence interval shows the
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Figure 2.8. Model training and prediction of uniaxial, bi-axial and pure shear (Urayama’s data set
[64])

relevance and reliability of the model in extreme cases which is mainly resulted from the constraints
induced by knowledge infused into the model. Results indicated that the trend and proposed model
performance (Fig. 2.9 and Fig. 2.10). Here, we gradually reduce the confidence interval by using
smaller range of training data to see the drop in quality of predictions. As expected, despite accuracy
reduction, there is no significant change in the model predictions profile which is not usually the
case for extrapolation methods. In Fig. 2.9.a, we trained the model with the largest amplitude. As
we expected, the error in training and prediction is 4.6%. As we reduce the amplitude of training
in Fig. 2.9, we see that the error has increased generally. There is an instability in the errors and
overestimating in Fig. 2.9.b and Fig. 2.9.c which root from numerical simplification and choosing
same neural network structures and activation functions for different sets of data for training. The
important point is that we want to show that the model is accurate for different modes of training.
To ensure our result is general for different elastomers, we did the same training procedure for

another dataset (Fig. 2.10). The result shows the same results as the last dataset.

2.5 Conclusion

A physics-informed data-driven constitutive model for cross-linked polymers is developed by
embedding Neural networks into a multi-scale model. We propose a systematic approach to
reduce the order of the constitutive mapping by leveraging existing knowledge of polymer science,

continuum physics, and statistical mechanics. We use our model to predict the mechanical behavior

35



~
o
~
IGS
~—~
[o)}

4 O Experimental Data - Uniaxial P 0 O_ll?xpc.rimcmal Data - Uniaxial
— «==Traini o9 === Trainin,
Q:S —l]’-;zilnilcrtligon e 9 § 5 —Prgdictﬁm
@
2 3 ¢ 2 4
2 K 2
= . © & 3
n 2 W0 »n
g | ep L £ 2
E | e AL E
o o
Z z 1
0 Error: 4.6% 0 Error: 4.3%
1 1.2 1.4 1.6 1.8 1 1.2 1.4 1.6 1.8
Stretch Stretch

~
(¢)
~
[o)}
~
o
N’
W

O Experimental Data - Uniaxial O Experimental Data - Uniaxial
—_ «e=Traini — - Traini
= 5 | Zprediction £ 4 | Zpecdiction
=
z , =
2 s 3
£ 3 &
wn -
=) g 2
£ g
£, z 1
“ o Error: 6.5% Error: 6.3%
0 0
1 1.2 1.4 1.6 1.8 1 1.2 1.4 1.6 1.8
Stretch Stretch

Figure 2.9. Model training and prediction of cyclic uniaxial tension with step-wise increasing of
amplitude (Itskov’s data set [68])
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of filled elastomers. The results indicate that our model can easily capture multiple inelastic effects
in the behavior of the materials, is significantly less data-dependent, has lower dimensionality,
and is interpretable. To illustrate the superior performance of knowledge-driven models developed
by this approach, its predictions are bench-marked against several experimental data sets. We
compare the stress responses from Treloar’s data set in our model with several well-known models
to show the accuracy and simplicity of our model. In summary, our model provides a hyper-elastic
constitutive model which captures damage of polymer chains for cross-linked elastomers for quasi-
static loading. In the future, the proposed model can be further extended to include the effect of
the deformation rate. The modular platform nature of the proposed model allows the addition of

such effects.
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CHAPTER 3
MACHINE-LEARNED CONSTITUTIVE MODEL FOR STRAIN RATE,
TEMPERATURE, AND COMPOUND

3.1 Introduction

Classification of Cross-Linked Polymers Response Fig. 3.1 illustrates two loading cycles of a
uniaxial tensile test, elucidating this phenomenon. A pristine particle-filled rubber specimen, when
loaded to stretch A1) via Path 1 and subsequently unloaded to a stress-free state through Path 2,
exhibits an intersection with the positive A — axis at stretch /lﬁl), denoting the specimen’s residual
extension. Reloading the specimen to a stretch 12 exceeding A" traces Path 3, followed by
unloading along Path 4, resulting in an expanded residual stretch /lg). Due to the stress-softening
effect, the stress at identical stretch levels along Path 2 (Path 4) is considerably diminished compared
to Path 1 (Path 3). The permanent set, representing the residual stretch post complete unloading,
may undergo a gradual reduction over time. Empirical observations [70] indicate that post-
loading, the reloading curve is subdued compared to the virgin material’s initial loading curve but
elevated relative to the unloading curve. The disparity between unloading and reloading trajectories
epitomizes the hysteresis phenomenon, predominantly attributed to strain rate effects [71, 72].
Cross-linked polymers have strong non-linear elasticity associated with inelastic effects in their
overall behavior. Because of the underlying polymer micro-structure inside the polymer matrix,
amorphous polymers display rate-dependent finite elastic-plastic behavior. The realignment of
kinks, rearrangement of convolutions, reorientation, and uncoiling of molecular chains as the load

is accommodated results in this behavior. Temperature fluctuation, on the other hand, can have an

impact on the mechanical characteristics of these materials. They may be exposed to the outdoors or
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Figure 3.1. The Mullins effect schematic with a permanent set. a) Two uniaxial tensile cycles
deformation based on ASTM D412-C [73], and b) the related stress-stretch curves

have internal heating as a result of energy dissipation. The majority of theoretical and experimental
research on this topic has been done at room temperature [1]. However, these materials’ mechanical
characteristics should be explored at temperatures other than room temperature. The interaction
between the filler and the polymer matrix is also affected by temperature changes. As a result,
filled polymers display more complicated non-linear behavior that is temperature-dependent. As a
result, developing a temperature-dependent and filler-dependent, strain rate constitutive model that
predicts the inelastic behavior of cross-linked polymers in various states of deformation for a wide
range of strain, strain rate, temperature, and filler concentration to be applicable for various types

of operations is extremely important and challenging.

Constitutive Approaches to Model Strain rate of Soft Materials Phenomenological models,
which are based on a collection of material properties, do not take into account the microphysics
of materials [70, 74]. Micro-mechanical analysis, on the other hand, is based on the statistical
mechanics of polymer structure and uses physical meaning in its analysis. Micromechanical models
that include functions and material factors linked to microstructure take into account microstructural
data; however, their practical applicability is restricted owing to their high computing costs and
lengthy training procedure.

With the increase of the computational capacity, Data-driven approaches can address the limits

of the analytical models derived based on continuum mechanics. Recently, increasing attention has
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been given to developing data-driven approaches that are directly derived based on material data.
Tang et al. [75, 76] proposed a mechanistic-based, data-driven approach for numerical analysis, and
they demonstrated that this mechanistic-based approach could exploit the deep physical insights
obtained from well-established finite strain theory and experimental evidence. At the same time, this
approach can circumvent issues in establishing explicit functions to characterize material behaviors
[77].

In this chapter, a physics-informed data-driven strain rate model was developed to predict the
constitutive and failure behavior of the cross-linked polymers that integrates conditional artificial
neural networks (CNN) into continuum reconfiguration. The data-driven constitutive model de-
veloped in this study can consider the synergistic effect of strain rate, temperature, polymer type,
and filler ratio. A practical two-step method is proposed in the data training stage, enabling highly
effective training using only a small amount of experimental data. To validate the approach, the
proposed method was applied to investigate the mechanical behaviors of NR and SBR under various
loading conditions. Our proposed network architecture has several advantages compared to other
researches. Firstly, it is able to integrate strain rate, temperature and filler percentage together with
physics to accurately predict the behavior of elastomers, allowing for more accurate predictions.
Secondly, it uses a deep learning approach that enables the model to learn the complex interactions
between the different parameters, allowing it to make more accurate predictions than traditional
approaches. Finally, by incorporating physics into the model, it provides a more comprehensive
understanding of how the elastomer behaves, allowing for more accurate predictions.

In this chapter, a physics-informed data-driven nonlinear rate-dependent constitutive model is
proposed based on our recent work on implementing knowledge into NN models, which captures

not only compounding ratios but also temperature and strain rate effects.

3.1.1 Mechanical Damage: Cooperative Multi-Agents System

Through the hard implementation of the physical laws into the neural network, we already discussed

how the mechanical damage in constitutive behavior of polymer matrix could be represented by
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cooperative multi-agents system.?(j., i € {l,n}, j € {1,m}, based on our last study [78]. The
model can explain different features in the material behavior with n X m different learning agents.
The objective is to minimize the collective error between the predicted system performance and
the experimental data. Each agent is trained to provide a specific material behavior that minimizes
the total error. To bring all of the agents back into a centralized system, model fusion is employed.
Our model represents each agent by a simple deep-learned neural network (NN) constrained by the
hard implementation of physical laws into a neural network.

Constitutive behaviour of the virgin material is modeled based on our recent paper [78] using
a set of collaborative shallow neural network agents.

In our recent paper, we suggested a framework to use ideas from continuum mechanics, sta-
tistical physics, and polymer science to create super-constrained reduced-order machine learning
algorithms, which could partially solve the present challenges. We have simplified the 3D stress-
strain tensor mapping problem into a small set of super-constrained 1D mapping problems via
sequential order reduction. Then, we added a collection of numerous replicated neural network
learning agents (L-agents) to categorize those mapping issues into a select few groups, each of
which was described by a different sort of agent. Accordingly, the polymer matrix continuum has
been represented by a microsphere constructed by polymer chains that are uniformly and equally
dispersed in all spatial directions. Micro-sphere concept is valid for materials that are initially
isotropic and incompressible. The volumetric strain energy of the microsphere was then expressed
by integrating the energy of chains in all directions as [d;];_; ,. Assuming the 3D polymer
matrix to be a homogeneous super-assembly of various 1D polymer bundles dispersed in all spatial
directions, the energy of the sphere, ¥,,,, may be easily calculated by integrating the energies of all

the components, as

1
p, = — [ wiags’. 3.1)
A S

Using this approach, the behaviour of the polymer matrix can be modeled by having the
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behaviour of basic 1D components. To calculate the energy of all 1D components, a surface
integration may be carried out numerically across N integration directions [d;],_, v, with different
weight factors [w;];—; ,. Such integration can be performed by discretizing the sphere into finite
sections. Therefore, it is possible to express the strain energy of the polymer matrix ¥, in terms of

its constituents as

Na
1
PF) = — / wlds' =Y wut,  where gt = 8% (3.2)
dr S —

where F stands for macro-scale deformation gradient, ¥,,% is the element’s energy in direction
d; and is represented by a group of L-agents 8% that, using the microsphere idea, represents the
cooperative addition of many L-agents 8% = Z?’;l ﬂj(.i) = Z;\;‘l NJ @ (x.,©,.). We assume that,
in the virgin state, 8% = 8B4/, all multi-agents are identical in order to meet initial isotropy. It is
crucial to reformat the energy of a single polymer chain with respect to A4 = Vd' FT Fd as follows
because chains in different orientations are subject to multiple micro-stretches. As a result, we may

directly extract the matrix’s energy in terms of sub-elements and L-agents.
1 d N S - S ;
‘Pm_ﬂ ds" ,Z‘,Zw% = ;szﬂ (3.3)

If each sub-element is characterized by an L-agent, a simplified feed-forward neural network
will represent the super-simplified scalar-to-scalar mapping behavior of the sub-element.
The first Piola—Kirchhoff stress tensor P may be calculated using Egs. 3.1 and 3.3 to summarize

the enforced restrictions.

P=— —pF = Z Z W"a_Fj —pFT, (3.4)
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where p is the Lagrange multiplier used to assure the material’s incompressibility.

P may therefore be written as

k d; —~ =
Yy (F Yy (F i ] i i F
_uE) 0 M():Z PY: 0d;,Cd; 0

P ; b Ay
oF oF Yo 204 oF  OF

while % =8% (3.5)
i=1
where C is the right Cauchy—Green tensor, F = J~'/3F, and C = J~2/3C. Additionally, by applying
the following identities, Eq. 3.5 might be made even simpler as follow
ddCd OF

— = =2F(d®d): J31=2J3F(d®d). 3.6
= g5 = 2Fdad) (d®d) (36)

Normalization, conditions of growth, isotropy, objectivity, and poly-convexity are already
satisfied in the proposed equation in our recent paper [78].

Maximum micro-stretch in history 19, : In the course of deformation, polymer chains begin
to slide on or debond from the aggregates. This debonding starts with the shortest chain and
gradually involves longer and longer chains. Under unloading, the debonded chains do not reattach

back to the aggregate’s active sites, and thus the maximal microstretch previously reached in the

loading history,

A4 = max A9(1) (3.7)

max
TE(—OO,[]

is crucial for the description of the polymer-filler debonding.

3.2 Strain Energy of the damage matrix

Given the multiple multiplicative elements involved in deriving the strain energy of the damaged
matrix, we proposed using a Conditional Neural Network (CondNN) to represent the energy of
each L-agent. The reason for the importance of this is having a model to predict superficial damage

in non-aged material and also predict hardening in virgin but aged material.
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3.2.1 Conditional Neural Network (CondNN) L-Agent

A simple N-layer multilayer feed-forward neural network comprising an input layer, N — 1 hidden
layers, and an output layer. We suppose that the n'” hidden layer has N, neurons. The previous
layer’s post-activation output x”~! € R¥»-1 is then fed into the n'” hidden layer, and the specific

affine transformation is of the form

H, (x”—l) 2 W1 4 p. (3.8)

where the network weight W € RV»*Nn-1 and the bias term b € RV to be learned are both
initialized using unique procedures like Xavier or He initialization [79, 80].

The nonlinear activation function o (.) is applied component-by-component to the current
layer’s affine output H,,. Furthermore, for some regression issues, this nonlinear activation is not

employed in the output layer. As a result, the neural network may be denoted as

Nx;0) = (HyoogoHy-jo-- 00 oH)(x), (3.9)

N
where o denotes the composition operator, ® = {W(”), b(")} € P denotes the learnable param-

n=1
eters to be optimized later in the network, and # denotes the parameter space, and N and x° = x
denote the network’s output and input, respectively.

Conditional Neural Networks (CondNN) are a continuum of machine-learned models which are
hybrids of two extreme machine-learning algorithms, computationally efficient trees, and super-
accurate Neural Networks (see [81, 82]). CondNNs lie in between the two extremes, and we
can tune the hyper-parameters to generate CondNNs with different efficiency/accuracy trade-offs.
By using the routing feature from the decision tree, CondNNs can use conditional routing to
confine computation to only a small region of the network rather than involving all nodes. Such
capability makes CondNNs particularly relevant for complex problems where the outputs are not

only dependent on past events, such as deformation-induced matrix damages, but also on external

data, which can be loading conditions or compound properties.
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Routed behavior, in which data is transmitted to one or more children depending on a learned
routing function, is a characteristic of decision trees. In other words, CondNNs are decision trees
with the difference that instead of nodes, shallow NNs are being used (see Fig. 3.2). Note that we
can use routing conditions to derive physical or chemical evolution parameters or a combination
thereof. Also, such architecture can be scaled to include other external effects such as aging, creep,
swelling, or plasticity.

Conditional neural networks are advantageous in comparison to simple neural networks because
they can be used to provide chances for more efficient and effective learning. These networks allow
for the learning process to be tailored to specific conditions, meaning that the network can better
adjust to the data it is given and can better predict future outcomes. This allows for more accurate
and detailed predictions, as the network can adjust itself to the conditions that are being presented
to it. Additionally, conditional neural networks allow for more efficient and effective learning as

they can better identify patterns and make better predictions, leading to faster and more accurate

results.
a) b) @ ©)
Ol g
@E@%ﬁ é@ o
A - b e
®E®§ Wsle
e °
()

Figure 3.2. Schematic figures for a) a compact graphical notation for neural networks, b) a
representing decision trees, and c¢) a generic conditional network

- Engine Setup with multiple CondNNs The hyper-parameters summary and inputs determine
the design of the neural network: (i) the number of hidden layers, n; (network depth), (ii) the

number of neurons per hidden layer, n, (network width), and (iii) the activation function.
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So, we can write

Ep=Np(xp.0F),  Ec=Ne(x,0),  yd = No(x.,0), (3.10)

Next, we define the loss function £ Mean Squared Error (MSE) for a total of n,,, data points as

2
Ntot Na Ns 0(8 8(,"700 )
L(x,0) = 22 g ZZW — 2 _pFT|g PV, (3.11)
J=

i=1

where P}! := g,Pg, is the first component of the experimental macro-scale stress tensor P, in

loading direction g, for point n.
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Figure 3.3. Illustration of the suggested model, which includes order-reduction and model fusion. It
demonstrates how we propose a knowledge-based platform using ideas from continuum mechanics,
polymer sciences, physics, and machine learning

3.3 Experimental Validation

For benchmarking, the proposed engine has been trained and validated in four different loading

scenarios
1. Digital materials that promote relaxation
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2. modeling strain rate effects on uni-axial tension and compression

3. modeling individual and combination of the temperature and filler-ratio effects on constitutive

behavior
4. modeling coupled effects of the temperature and strain rate on constitutive behavior

To evaluate engine’s prediction at different stages of deformation, the predictions were benchmarked

against experimental data in all scenarios.

3.3.1 Engine Architecture

We employed an identical engine to mimic both loading scenarios, and the engine is made by
Ny = 21 teams, each with Ny = 2 L-agents [83]. It is worth noting that the number of teams
and associated L-agents were determined based on the accuracy/efficacy trade-off. We evaluated
one input layer, one hidden layer with four neurons, and three activation functions soft plus
U (e) =In(1+e®), sinusoid ¥ (®) = sin(e), and hyperbolic tangent s (e) = tanh(e) for the CondNNs
structure of L-agents. We are employing a shallow network to guarantee the convergence of FEM
analysis.

To capture the deformation of the rubbers with complete memory, the internal parameters of
L-agents were developed using A;_,, parameters. The first and second deformation invariants
were provided to each team in order to allow them to anticipate possible deformation states [60].

The requirement was met by feeding input sets to the first and second L-agents in the following

order
W = [adi, adi, 29 D =111, x =[n,4%,2% 3.12
xp _[ 9 ) max]’ xc _[ ]’ xe - [n’ ) max]’ ( . )

while
A% = \Jd;Cd;, C=F'F (3.13)

where 1% is connected to I}, as the first invariants of C.
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In conclusion, the rubber matrix was represented as a cooperative game with 21 teams of two
agents through _7{;., i € {1,21}, j € {1,2}. The ultimate cost function of the engine after agent

fusion is given as

2
Ntot 21 2 i d;
Bﬂj A%

1
,0) = = ; — _pFT|g, - P, 3.14
L(x,0) ZZ g ZZW G4 9F pF " 181 - P, (3.14)

n=1 i=1 j=1

assuming A,,4, < 0, and weights related to A, and A > 0 to satisfy thermodynamic consistency and
poly-convexity, respectively.

Grid search is a powerful tool for hyperparameter selection and can help to identify the optimal
set of hyperparameters for a given model. Based on that, we tuned the model’s hyperparameter
such that a range of hyperparameters and their respective values are identified, and the performance
of each set of hyperparameters is evaluated. The set of hyperparameters that yields the best
performance is then selected as the optimal set of hyperparameters that should be used. Also, the
model training time is less than a few minutes due to the simplicity of the model. However, the
time can be reduced by using more powerful hardware, such as GPUs or multiple CPUs, in order

to speed up the training process.

Results for Elastomers We assess the performance of the suggested model in this part using
experimental data from multiple elastomers in various rate ranges. First, we look at uniaxial
deformations since evaluating the effectiveness of suggested models in simple deformations, which
are easier to test, is a standard method (actually, most available data in the literature are for uniaxial
tension or uniaxial compression). The following set of data was used for benchmarking (see Table

2).

* HDR compression experiment Our engine was validated against monotonic HDR compres-
sion experiments at low to moderate strain rates [84]. To eliminate the Mullins effect, each
virgin specimen was exposed to five pre-loading cycles before the actual test, as described
in [84]. Our engine predictions and the experimental data are in strong agreement, as shown

in Fig.3.4(a). HDR’s behavior did not show a significant shift at rates higher than 0.88/s,
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Table 3.1. The summary of the experimental datasets used for benchmark

Material Loading Type Feature Reference
HDR compression strain rate [84]
Black filled rubber uniaxial strain rate [85]
Polyurea uniaxial high strain rate [86]
Rubber uniaxial temperature [87]
SBR uniaxial filler ratio [88]
PVA uniaxial temperature and strain rate [89]

according to [84]. Note that dot lines have been used for training and the solid lines show the

performance of the model in prediction after the training.

Tensile tests on carbon black filled rubber [85] After removing the Mullins effect, the
experiments were carried out on five different specimens using monotonic strain-controlled
tension. The tests were performed at low to moderate strain rates, and the data is recorded
as nominal stress vs. stretch. When compared to the experimental data, the performance is
illustrated in Fig.3.4(b). Note that dot lines have been used for training and the solid lines

show the performance of the model in prediction after the training.

Polyurea behavior at high strain rates using a drop weight tensile testing device[86].
In view of the high flexibility and economic feasibility of polyurea, the high rate-dependent
deformation behavior of polyurea was used for benchmarking. The comparison against exper-
iments is shown in Fig.3.4(c). Experiments show that at rates exceeding 400/ s, the material’s

behavior becomes nearly rate-independent, which is exactly what the model predicts.

Uniaxial Tensile Test at Different Temperatures Seasonal temperature changes can cause
significant variations in the mechanical properties of rubber. Therefore, the impact of temper-
ature on the mechanical properties of rubber must be considered. Although the mechanical
responses of filled and unfilled rubber have been characterized at room temperature, the ef-
fects of temperature on the mechanical response of rubber materials in a certain deformation

range have rarely been studied [87]. Four types of rubber materials filled with different
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contents of carbon black were used in this study[87]. The rubber matrix was natural rubber,
and the filled carbon black was N234. The proposed model has been benchmarked against
these results to show the performance of the model in predicting the effects of temperature

on the mechanical response of rubber materials (see Fig.3.5).

 Uniaxial tensile tests on SBR with different filler ratio The data of four styrene-butadiene
rubbers filled with 30, 40, 50, or 60 phr carbon-black N347 and constructed of the identical
gum composition were used to validate our engine’s predictive capabilities [88]. Each
material softens to some extent when loaded to maximum strain, and this is reflected in a
gentler reaction when unloaded. The comparison against experiments is shown in Fig.3.6.
Note that dot lines have been used for training and the solid lines show the performance of

the model in prediction after the training.

Results for PVA  We have previously shown that our constitutive model can properly predict
uniaxial tension test data for elastomers. Uni-axial tension tests for dual-crosslink PVA [89] at
various temperatures, and strain rates may also be accurately predicted, as shown below. We
forecast the stress-stretch curve for uni-axial constant stretch rate tension tests using weights gained
during model training and compare these predictions to test outcomes. Model predictions are
compared to three temperature and two loading rate tests in Fig. 3.7. There is a high agreement
between model predictions and experimental evidence. Fitting is shown by dashed lines, whereas

prediction is represented by solid lines.

Results for Digital Materials In this paragraph, we use the weights derived from VHB 4910’s
stress relaxation training to demonstrate the model’s relaxation capture ability. The VHB was
loaded at a stretch rate of A = 0.1613/s, as shown in Fig.3.8(b). This sample is stretched at a
set pace, and once it reaches 1 = 2,4, 6, it is held in that stretch for 900s before being loaded
again. When it hits the 4,,,, = 7 maximum stretch, it is emptied at the same pace. Please read this

article [91] for more information. The experiment’s outcome is depicted in Fig.3.8(a). Our strain

50



Training with uniaxial compression till 0.14

W
(S

O Experiment: 0.2 1/s q
0 O Experiment: 0.02 1/s .
— ¢ Experiment: 0.002 1/s o
a 5 1.6 % Experiment: 0.0002 1/s o F
s o = === Model: 0.2 1/s °
— G =] — Model: 0.02 1/s g
»w -10 5 S 12 | — Model: 0.002 1/s o°
5] $ e Model: 0.0002 1/s o
s .15 8 &% o
z 40 = s 5
—_—
g -20 g OExperimental data - Uniaxial Compression % 08 . 3
: é g OExperimental data - Plane Strain Comy 2
L =
o -25 [ - Training ”,
Z. g = Prediction 0.4
-30
0.1 0.3 0.5 0.7 0.9 0 .
1 1.2 1.4 1.6 1.8 2
a) Stretch b) Stretch
©O Experiment: 573 1/s
160 O Experiment: 408 1/s Y
¢ Experiment: 327 1/s
% Experiment: 14 1/s a/e *
i~ * Experiment: 0.15 1/s o &
S 120 oo Mode: 573 15 /o «
< — Model: 408 1/s K &
2 Model: 327 1/s 7 *
O — Model: 14 1/s
5) 80 Model: 0.15 1/s '.lo ¢ ¥
[} %
E & *
= 70 *
40 N ¥
x ¥
%
0 .
1 2 3 4 5 6 7
C) Stretch

Figure 3.4. a) Comparison of the proposed model results with [84] nonlinear’s uniaxial compression
test data for high damping rubber, b) Comparison of the proposed model results with [85] uniaxial
extension test data for carbon black filled rubber, and ¢) Comparison of the proposed model results
with [86] uniaxial extension test data for polyurea. Fitting is shown by dashed lines, whereas
prediction is represented by solid lines

rate model can well capture the relaxation behavior of VHB in loading, relaxing, and unloading
operations, as illustrated in Fig.3.8. Note that due to the lack of using convolution integral in our

model, it is not able to predict behavior that has a different situation from the training dataset.

3.4 Summary

The purpose of this study was to expand our most recent model, [78], to include the impacts
of strain rate, temperature, and percentage of filler without sacrificing the accuracy of the prior
model in order to make the previous model more complete. To anticipate the inelastic hyperelastic
behavior of soft materials, a large strain three-dimensional physics-informed data-driven model

was developed. Despite significant attempts to predict hyperelasticity and its influence on the
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Figure 3.5. Based on the suggested model and the uniaxial extension test results provided by [87],
stress—strain curves of three types of carbon black filled vulcanized rubber compounds a) C00,
b) C40, c) C60 at different temperatures. Fitting is shown by dashed lines, whereas prediction is
represented by solid lines

mechanical performance of soft materials, there have been few models that can concurrently
account for strain rate, temperature, and filler percentage with acceptable computational resources.
By order-reduction into a 1D mapping issue, we used polymer science, statistical physics, machine
learning, and continuum mechanics techniques to simplify 3D stress-strain tensor mapping. The
mechanical behavior of VHB 4910, elastomers, and hydrogel was predicted using our model. The
results reveal that our model accurately describes the hyperelastic behaviors of soft materials.
Based on the findings of the proposed model on various datasets, the following conclusions may be
drawn. (1) The suggested model has predicted rubber stress-strain curves at various strain rates that
were in good agreement with the experimental data. The developed model may, therefore, properly
represent the hyperelastic mechanical behavior of soft materials over a specified deformation range.
(2) The devised approach was evaluated for its ability to represent the temperature dependency of

elastomer mechanical performance. (3) The suggested model was used to create a filler-dependent
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Figure 3.6. The suggested model was used to compare the outcomes of four rubbers manufactured
of the same SBR gum and filled with either 30, 40, 50, or 60 phr of N347 carbon-black when they
were subjected to cyclic uniaxial loading-unloadings, as described by [88]. Fitting is shown by
dashed lines, whereas prediction is represented by solid lines

model with specific filler-quantity parameters. At various filler quantities, the explicit filler quantity
model may adequately explain the hyperelastic mechanical behavior of rubber. Because of its
computing speed, simplicity, correctness, and interpretability programs for FE, the model is an
excellent choice for advanced implementations.

Note that Hybrid methods combine data-driven and physics-based approaches to tackle complex
problems. While these methods often have the advantage of combining the best of both worlds,
they also present certain limitations. Data-driven methods rely on large amounts of training data
to approximate a solution. This reliance on data means that these methods are limited by the
quality and quantity of the data available. If the data is incomplete or noisy, the resulting solution
may be inaccurate. Additionally, data-driven methods do not take into account any physical or
theoretical constraints. On the other hand, physics-based methods rely on theoretical models to

approximate a solution. These models are often complex and require a great deal of knowledge to
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Figure 3.7. [90] provided a comparison of model and experimental testing at two distinct stretch

rates and temperatures of (a) 13°C, (b) 30°C, and (c) 50°C. Fitting is shown by dashed lines,
whereas prediction is represented by solid lines

implement correctly. Additionally, physical laws are often too restrictive and may not capture all of
the complexity of a problem. The limitations of hybrid methods arise from the limitations of both
data-driven and physics-based methods. Hybrid methods combine the best of both approaches,
but they are still limited by the availability of data and the complexity of the physical models.
Hybrid methods are also limited by the time and effort required to develop and implement them.
Finally, hybrid methods tend to be more difficult to interpret, as they combine the complexity of
both data-driven and physics.

Also, the shape and size of the sample in tensile testing have a direct effect on the output of the
test. The shape of the sample affects the stress-strain curve, which is the output of the test. The

size of the sample affects the maximum load that can be applied before the sample fails. In general,
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Figure 3.8. a) Comparison of the model results and experimental data of stress-stretch relations
for VHB 4910 at loading rate A = 0.1613/s, b) Experimental method of sequential relaxation

experiment [91]

larger specimens have higher ultimate tensile strengths than smaller specimens because they are
able to resist larger loads. The shape of the sample also affects the stress-strain curve because
different shapes will have different stress-strain curves. For example, a round sample will have a

different stress-strain curve than a rectangular sample. However, the model works as long as the

stress-strain curves are based on the same standards.
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CHAPTER 4
MACHINE-LEARNED MODEL FOR SINGLE-STRESSOR AGING

Overview This chapter presents a new model that is the extended of the first chapter (mechanical
damage) to describe the accumulated effects of the mechanical and environmental damage on
elastomer Matrix. The model describes the matrix through a cooperative multi-agents framework
where each agent has been defined by a simple conditional neural network (CondNN) which is

super-constrained by equations derived from physics, thermodynamics, and continuum mechanics.

4.1 State of The Art

Nowadays, cross-linked elastomers play a significant role in several industries such as aerospace,
structure, transportation, shipbuilding, and automotive due to excellent flexibility, toughness, form-
ability, and versatility, [92, 93]. These materials encounter aggressive environmental conditions
such as water, temperature, and solar ultraviolet radiation (UV) during their operation, which affects
their durability and properties. Fig. 4.1 shows common forms of aging.

Over the last four decades, many degradation studies have dealt with the complexity of polymer
lifetime prediction and extrapolations, either by measuring mechanical or similar degradation
indicators over a large temperature range, thereby establishing the basis for predictions, or by
focusing on limitations in straight line Arrhenius extrapolations. It is interesting to note how trends
in these studies over the years reflect on the evolution of more sensitive analytical techniques, better
stabilization of materials, and an overall improved understanding of polymer aging phenomena
[94, 95, 96, 97].

The reliable design of rubbery structures, which prevents failure due to environmental degra-
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dation, requires the development of constitutive models considering the high stretching capacity in
different states of deformation. This can be achieved through continuum-based models integrating
the relationship between the large-strain macro-response and the degradation processes, all of which
are of crucial importance. In this regard, it is the main goal of this study to propose a practical and
simple description of the environmental aging of rubbery media through a novel constitutive model
using physically realistic approaches. In this study, we try to use machine learning algorithms that
need the minimum possible dataset for training. It is axiomatic that the predictability of the model
is related to the dataset size that we are using for training.

Polymer aging can take form in either physical or chemical changes or both. Notable exam-
ples of chemical changes that occur due to weathering are chain scission during the curing of
polymers, thermal conditioning at elevated temperatures, and photo-chemical aging. In polymeric
systems, physical aging refers to the structural relaxation of the glassy state toward the meta-stable
equilibrium amorphous state and it is accompanied by changes in almost all physical properties.
Specifically, physical aging occurs when the material is in a non-equilibrium state, and gradually
tends towards an equilibrium due to the macromolecular relaxation; Note that the proposed model
in this chapter does not consider high-temperature aging and is just valid for a small range around
glass transition temperature (7). Temperature elevation can often accelerate physical aging and
is often used for this purpose since real-time physical aging is super-slow, which makes it often
infeasible for most studies.

Higher temperatures can also accelerate chemical reactions of the matrix in the presence of
oxidizing agents like oxygen, which causes chemical aging of the system. The collection of the
physical and chemical changes induced by time at high temperatures is often known as thermal-
induced oxidative aging. The polymer matrix changes during thermal-induced aging as the polymer
backbone interacts with oxygen. There are two main consequences of chemical reactions at the
macromolecular scale: (i) polymer chain scission and (ii) cross-link formation. The contribution
of those two mechanisms to the behavior of the aged material will increase along the aging

period; the resulting state of the material can be considered a product of the competition between
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these reactions. The change can be dominated by either reaction depending on the polymer
matrix type, cross-linking agents, and the aging temperature. Generally, the increase of cross-link
density significantly increases the matrix stiffness, increases T, and reduces its stretchability. Both
reactions have a substantial effect on the polymer chain length distribution within the matrix as
well. Additionally, aging alters the arrangement of molecules in the polymer matrix. [98, 99].

In the presence of water, such as in the case of submerging polymer samples in water, hydrolytic
aging can take place. The interaction of the elastomer matrix with the hydroxyl or hydrogen ions
in water causes hydrolytic aging. Chain scission and chain detachment may occur as a result
of water molecules attacking the polymer matrix hydrolytically. Hydrolytic attacks, on the other
hand, reduce the molecular weight of the matrix, which also affects the mechanical behavior [49].
Generally, short-term aging is attributed to the materials that need curing, such as adhesives.
This phenomenon is also referred to over curing as well [100]. In this respect, here we used
cured specimens to avoid over-curing in our aging setup. During thermo-oxidative aging, two
simultaneous phenomena will occur, which are namely chain scission and cross-link formation. In
most of the cross-linked polymers such as SBR, crosslink formation is dominant, which made the
material tougher. On the other hand, during hydrolytic aging, chain scission is dominant, and as a
result, water acts as a plasticizer, and as a result, makes the material softer. From the constitutive
modeling point of view, constitutive behavior is mainly getting harder by thermo-oxidative aging
while hydrolytic aging makes it softer [101].

There are other types of aging, such as (i) hygrothermal aging, which is a coupled concurrent
effect of thermal-induced and hydrolysis aging, and (ii) photo-oxidative aging, which is accelerated
thermal-induced aging with UV (see Fig. 4.1). Many experimental and theoretical models have
been proposed in order to show the effect of thermal-induced and hydrothermal aging on the

mechanical behavior of cross-linked elastomers.

58



Virgin Matrix

Damaged Matrix

Thermo-oxidative aging

.. Mechanical 'l'cst‘.:"’

Stress
Stress

L Hydrolysis

Y

Stretch
Stretch

Photo-oxidative aging

Figure 4.1. Schematic of common types of aging including thermo-oxidative, hygrothermal,
hydrolysis, and photo-oxidative agings

In experimental approaches, three types of tests are used to characterize the mechanical behavior
of elastomers during "single-stressor chemical" aging;

(i) Relaxation test, where the temperature and strain of samples are held constant during the
aging, and the stress drop is studied over time (Fig. 4.2.a).

(i) Permanent set test, which is similar to the relaxation test, but after relaxation, the specimen
is unloaded, and the final length is measured and investigated with initial length (Fig. 4.2.b).

(iii) Intermittent test, where the sample is aged at stress-free state first and then characterized
[102] (Fig. 4.2.c).

Several studies have investigated thermal-induced aging through those tests for different types

of materials, such as natural rubber [103, 104, 105, 106, 107, 108], and composites [109, 110, 111].
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Similarly for hydrolysis, those tests were used to characterize aging in rubbers, [112, 113, 114],

composites [115, 116], and biodegradable materials [117, 118].

(a) Relaxation test for thermo-oxidative (b) Permanent set test (©) Intermittent test for thermo-oxidative
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Figure 4.2. Schematic illustration of a) intermittent test b) relaxation test ¢) permanent set test for
thermo-oxidative aging [119]

In recent decades, reliability and material performance through degradation has attracted wide
attention; Scholars have proposed different mathematical degradation models based on their ap-
plications. The Arrhenius along with the [120] Archard [121] and Paris models, [122] fall in
single stressor degradation, which is continuous and without any fluctuation. Several models have
been proposed from a combination of constitutive models and degradation models. Ha-Anh and
Vu-Khanh [123] employed an Arrhenius function and combined it with the Mooney-Rivlin model
to predict the hyperelastic behavior of aged polychloprene. Lion et al. [102] proposed a phe-
nomenological model by splitting Helmholtz free energy into three parts. In 2013, Johlitz [124]
proposed a phenomenological model that considers both mechanical and chemical degradation.
Meanwhile, in the micro-mechanics category, Mohammadi et al. [125, 98] proposed a model for
thermal-induced aging that combined the Author’s network evolution model with the Arrhenius
function and different decay rates. This study [126] investigated the geometry dependency of aging
between substrate and adhesive by employing finite element simulation based on chemo-mechanical
modelling. There are a few models that theoretically investigate hydrolysis [127]. Vieraetal. [128]
proposed a model for hydrolysis using Bergstrom and Boyce’s constitutive model by decomposing

mechanical behavior into time-dependent and time-independent parts. In another study, the Author
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investigated the mechanical behavior of biodegradable materials during hydrolysis aging by em-
ploying a quasi-linear viscoelastic model [129]. In another micromechanical study, Bahrololoumi
et al. [101] proposed a model for hydrolysis that combined Author’s network evolution model and
Arrhenius decay function. All the mentioned models have several advantages and disadvantages.

The three key novelties of the proposed methodology are:

* Despite wide range of studies on behaviour of elastomers behavior during aging and abun-
dance of data, there has been very few physics-informed data-driven models that can suc-

cessfully reproduce the experimental data other than those used for training.

* So far, data-driven constitutive model for single-stressor aging are mostly based on black-
box approach and there has been no methodology to infuse background knowledge into the

modeling to reduce the dependency on data.

* A comprehensive data-driven model for aging problems are strictly limited to few simple

studies.

In view of those challenges, we proposed a new approach for reduced order modeling single-
stressor aging in elastomers by infusing Knowledge into a data-driven approach. The following are
the major novelties of the proposed method:

(i) Developed a systematic approach to reduce order of the constitutive mapping and address
data volume problem for training.

(1) Validated a novel physics-informed hybrid framework to describe the relationship between
elastomeric network mechanics and environmental degradation.

(ii1) Predicted various inelastic effects through our model which is also less data-dependent, has
higher interpretability, and uses a knowledge confined solution space.

(iv) Incorporating background knowledge from polymer physics, continuum mechanics, and
thermodynamics into the neural networks and constraint the solution space.

Therefore, in this chapter, we develop a hybrid physics induced data-driven framework that

is constrained and simplified by applying rules and concepts from polymer physics, continuum
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mechanics, and thermodynamics to predict the effects of a single mechanisms environmental aging
such as thermal-induced aging or hydrolysis on constitutive behaviour of the material. The proposed
model is based on the concept of a cooperative multi-agent system ﬂj., ie{l,n}, je{l,m}to
describe different features in the material behaviour with n X m different neural network learning
agents (L-agents), which are responsible for learning from experimental data sets. We have
simplified the 3D stress-strain tensor mapping problem into a small number of super-constrained
1D mapping problems by means of a sequential order reduction. We assume that during aging,
the polymer matrix is changed by degradation, and due to the lack of exact knowledge on behavior
and interaction of polymer microstructures, we model it using an L-agent system. The model is
validated by our set of experimental data. In addition, relaxation and intermittent experimental data
available in the literature are used to show the proposed model’s accuracy in different conditions.
The hybrid NN model can predict aging behavior between the lowest and highest temperature.
Although in NNs, we can control it, so it is only valid in the domain it is trained. The reason is
that we have not implemented physical equations in the proposed hybrid model. It is our outlook

for future study.

4.2 Mechanical and Environmental Damages in Polymers

Cross-linked elastomers are created by mass cross-linkage of polymer macro-molecules to each
other within a confined space. Modeling the constitutive behaviour and damage mechanisms in
cross-linked polymers has been the subject of interest for the past 50 years, and a general description
of the micro-processes has been formulated. In general, elastomer degradation is caused by two
types of stresses: mechanical, such as deformation, vibration, and relaxation, and environmental,

such as thermal aging, hydrolysis, and photo-oxidation.

Deformation-induced damage: One good example of mechanical damages is the Mullins effect,
where the matrix softens after the first stretch [130, 69, 131]. This phenomenon happens in

filled rubber polymers, not all polymers. There are multiple sub-structural changes in the matrix
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that are formed due to mechanical damages, such as chain breakage in the filler interface, chain

disentanglement, molecules slipping, and rupture in the cluster of fillers [50, 51].

Environmental Damage: Multiplicative Decomposition of Strain Energy Environmental
damage occurs mostly due to changes in the chemical micro-structure of the matrix, which occurs
due to competition or collaboration of multiple sub-mechanisms. For example, thermal aging is
widely considered as the competition between cross-link formation mechanism and chain scission
mechanisms, where the former makes the matrix stiffer by inducing new bonds. In contrast,
the latter makes it softer by debonding polymer chains from the system. The rate of polymer
chain scission and cross-links formation defines that the material should become brittle or ductile,
although in both cases, the matrix experiences damage[132]. The effects of loading scenarios,
material morphology, and environmental conditions on rubber behavior are generally considered
inelastic. From a modeling aspect, inelastic effects can be described through a collection of
chemical and physical events within the matrix. However, establishing the relationship between
the chemical/physical evolution of the matrix and the changes in macro-performance remains a
significant challenge in physics-based modeling. On the contrary, the data-driven models do not
need to establish this relationship explicitly and thus can directly describe the strain energy of the
matrix through multiplicative decomposition to describe the effects of physical &, and chemical

&, evolutions on the strain energy of a sub-element as
Wi = &8y s (4.1)

where w‘f", and ngfj denote the updated and reference energy of a sub-element in the network j and
direction d; damaged portion.
Almost all external inelastic effects can be described using multiplicative chemical and physical

evolution parameters, ranging from aging and degradation to hyperelasticity and creep.

* Reversible Physical changes &, mainly involves deformation-induced changes in the ma-

terial and often heals over time. Thus, &, gradually tends toward 1 with time. It is mainly
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induced by the breakage of ionic bonds, the recoverable hyperelastic motion of free chains, and
the slippage of elastically active crosslinked chains. In filled elastomers, physical evolution
can be further induced by the sliding between fillers and filler-rubber matrix, the breakage and
reformation of agglomerates, and the deformation of elastic aggregates. These mechanisms
also induce physical stress relaxation, cyclic hysteresis, and often healing. Within the context

of this paper, deformation-induced mechanical damages are mainly described by Maximum

d

micro-stretch in history 4%, .,

and classified as physical changes. One can approximate &, as

a DNN with following parameters

Ep=Ny(x,,00), (A% ex,, 4,24 3 (4.2)

* Irreversible Chemical changes &, mainly involves the unrecoverable inelastic events, and
thus &, remains constant or go toward 0 over time. Unrecoverable molecular changes in
the crosslinked network are often manifested by the breakage of covalent bonds and the
formation of a "plastic-like" behavior upon complete unloading, i.e., permanent set. The
chemical evolution can lead to competing mechanisms such as scission or formation of
chemical bonds and crosslink formation, which are also influenced by rubber compounds
such as the ratio of antioxidants, fillers, etc. Within the context of this paper, the effects of
the aging condition, compounding ratios, and external temperatures are mainly described by

chemical evolution. One can approximate &, as a DNN with following parameters

Ee = No(xe, 00, {n,T} € x. (4.3)

In general, we outline two key requirements that &, and &. must meet

1. &, should always move toward 1 with time ,

2. depends on the situation &, will stay the same or go toward O over time.

Thermo-oxidative kinetics: During thermo-oxidative aging, the rate of chemical oxidation
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can be characterized as

d[P]
—— = = k[P, (4.4)

[P] is the chemical compound concentration of P, k is the reaction rate coefficient, and ¢ is the
reaction order. The chemical reaction governing a degradation process is commonly described
using first-order Kinetic equations (¢ = 1). Furthermore, k is just a function of temperature in the
presence of homogenous conditions, low stretches during aging, and no diffusion-limited oxidation.
The major cause of alterations in the polymer matrix is chemical interactions between the polymer
backbone and oxygen during thermal-induced aging [133, 134, 135].

Hydrolysis kinetics: Hydrolysis is commonly described using first-order kinetics equations,

similar to thermal-induced aging, but with respect to the production rate of carboxylic end groups.

—— =/[C], 4.5)

where [C] is the carboxyl end group content in the polymer matrix. The parameter ¢ is the
hydrolytic degradation rate, which determines the rate at which the material ages. Mechanical
stress, ester group condensation, polymer structure, water diffusion, temperature, and the pH of the
degradation environment are all elements that influence the rate of degradation. As aresult, applying
mechanical stress during hydrolytic degradation might increase the likelihood of chain cleavage
and, as a result, the hydrolysis rate constant. Similarly, the pH of the degrading environment
can influence the hydrolysis rate constant via catalysis. Due to the absence of mechanical force,
constant temperature, and constant pH in the domain, the hydrolysis rate remains constant through
the degradation process in this investigation. Furthermore, as compared to hydrolytic aging, the
time spent diffusing water into the sample volume is insignificant. In fact, the water was evenly
distributed across the sample volume. As a result, during the course of the degradation process,
the concentration of water molecules is considered to remain constant. To make the formulation

easier, the deterioration rate is assumed to remain constant throughout the aging process at a given
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temperature 6 [136, 137].

4.3 Physics-Constrained Data-driven Modeling: Multi-Agents Model

Overview This work presents a new generation of super-constrained deep-learned hybrid con-
stitutive models that can describe the accumulated effects of the mechanical and environmental
damage on elastomer Matrix. The model describes the matrix through a cooperative multi-agents
framework where each agent has been defined by a simple deep-learned neural network (NN)
which is super-constrained by equations derived from physics, thermodynamics, and continuum
mechanics. The use of NN agents within the micro-mechanical models, as opposed to traditional
physics-driven modeling methods, provides a new generation of hybrid models that use the inter-
pretability/simplicity of micro-mechanical models plus the computational speed and adaptability
of machine-learned algorithms. While the accuracy of the predictions of the proposed hybrid
model still relies heavily on the quality of the data used for training, the model output is already
constrained within the region that satisfies our existing knowledge of the matrix behaviour.

The model has been constrained at multiple steps; (1) model defined based on strain energy;
(2) hiring micro-sphere for 3D to 1D order reduction; (3) using network decomposition to separate
different inelastic effects; (4) defining learning agents to represent each 1D subnetwork. Those
steps which are required to build a cooperative multi-agents hybrid model and their formulation are

outlined in the following.

4.3.1 Cooperative Multi-Agents System

In finite deformation regimes, strain-energy based constitutive functions are extremely advan-
tageous over classical stress-strain equations by satisfying multiple conditions at once, such as
normalization, growth conditions, isotropy, objectivity, and poly-convexity to ensure the solution’s
uniqueness. Moreover, strain energy based formulations can be easily verified against the 2nd law
of thermodynamics and consequently Clausius-Planck inequality by being formulated with respect

to different work conjugate pairs such as
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Two-point strain/stress tensors (F : P) —  F:deformation gradient, P:first stress,
Material strain/stress tensors (E : S) —  E:Lagrange strain, S:second stress,
Spatial strain/stress tensors (L : 7) —  L:Hencky strain, T :Kirchhoff stress.

(4.6)

To model the second-order stress—strain fields required for characterization of hyperelastic ma-
terial, current approaches ranging from phenomenological to data-driven, face one major challenge,
namely lack of data on 3D structures. There are no tools to measure stress field across a structure,
and for strain, we can only measure the strain field for relatively simple structures using digital
image correlation (DIC) techniques. The problem of considerable missing data has traditionally
been solved by incorporating material behavior information into the model and constraining the
model in advance of obtaining the data. Due to the lack of infused knowledge of the material, such
a solution is irrelevant in data-driven approaches.

We propose to resolve the problem of significant missing data in finite deformation constitutive
behaviour through a physics-driven order-reduction approach by implementing the micro-sphere
concept, network decomposition theory, continuum mechanics compatibility equations, and general
rules provided by polymer physics on matrix behaviour. Therefore, we will create a micro-
mechanical model with super-constrained deep-learned agents serving as the constitutive models
at 1D to predict the matrix behavior solely based on the macro-scale collective behavior of the
sample. We have previously discussed [78, 138] the formation of such algorithm for mechanical
induced deformation as shown in Fig. 4.3. In other words, we will use exactly the same procedure
of knowledge implementation into the model from our recent work, and the only difference is
the network architecture used to define L-agents which is based on a new generation of machine

learning algorithms known as conditional neural networks (CondNNs).
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to reduce the order of problem
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- Network Decomposition Network decomposition constraint is derived from statistical me-
chanics, namely by infusing the concept of superposition, which allows us to predict complicated
patterns by superposing simple patterns on top of each other. To account for damage accumulation,
the cross-linked matrix is hypothetically divided into a number of parallel networks, where each
network represents one damage model. Accordingly, the entropic energy of the polymer matrix is
the summation of the energies of the parallel networks. The platform is defined as a generalized set
of assumptions to describe the micro-structure evolution through the mechanics of a single chain.
The quasi-static deformation in polymeric joints are often induced by manufacturing process, ther-
mal expansion and/or the coeflicient of thermal expansion (CTE) mismatch between adhesive and
adhered. The energy of the polymer matrix in the quasi-static deformation can be given as the
superposition of the energy of two parallel networks, which consist of polymers between crosslinks
or between particles, respectively. Motivated by breakage of shorter chains during elongation and
its consequent network rearrangement, directional pre-stretch will be used as a history variable to

describe permanent damages, i.e., stress softening and permanent set.

Networks and Subnetworks Each network is considered to have a unique composition and
describes a different energy-dissipating damage mechanism. Using the concept of micro-sphere,
each network is considered as a 3D composition of infinite 1D subnetworks that are distributed
in all spatial directions. Subnetworks can only be subjected to uniaxial deformation and thus will
experience different deformations based on their directions. To develop a model for the subnetwork
in direction, only a simplified form of entropic energy is needed with respect to uniaxial deformation.
Integrating a subnetwork in all directions, the consequent network is a representation of that concept
in a 3D configuration. The similar concept will be used for training of the neural network.

As aresult, network decomposition helps us describing the complex behaviour of a 1D element
as the super-position of the simple behaviour of N sub-elements, where ¥, 4 = Z?’;l ‘de”. Here,
each sub-element is responsible for one or no inelastic behaviour. Assigning L-agent to each

sub-element, .?l;. = ‘de", an element behaviour is described by a team of cooperative L-agents
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B = 27;1 &7{; Consequently, we can extract the energy of the matrix directly with regard to

sub-elements and the L-agents as

Ny Ns

W,'lﬂjdi = % Z Wl'.(ﬂ;-. (47)
1

1 d Na
v, =— [ ¥,%dS" =
4r Js Z i=1 j=1

=1 j=
Considering each sub-element is represented by an L-agent, the super-simplified scalar-to-scalar
mapping behavior of a sub-element can be modeled by a simplified feed-forward neural network.
Summarizing the implemented constraints, the first Piola—Kirchhoff stress tensor P can be derived,

as

Ng N aﬂl
_ a\Pm -T ._ E E J -T
P_W_ F = ap. IWiW_pF , (48)
1= j:

where p signifies the Lagrange multiplier to ensure incompressibility of the material.

4.3.2 Conditional Neural Network (CondNN) L-Agent

There is a new family of hybrid machine learning algorithms known as conditional neural networks
(CondNNs) for problems in which the outputs are not only dependent on past occurrences, e.g.,
deformation effects on the matrix, but also on external actions, e.g., temperature and time of
aging effects on the polymer matrix. This new algorithm has been derived by the combination of
general neural network and decision tree concepts (see [81, 82]). A routed behavior is a feature
of decision trees; the data is sent to one or more children based on some learned routing function.
This conditional computation means that we can infuse the knowledge in the model. Meanwhile,
throughout many tasks, NNs achieve industry-leading precision for learning, but decision trees have
the ability to infuse the knowledge into NNs. In other words, CondNNs are decision trees with the
exception that instead of moving the data as is, each node applies a non-linear transformation to it.
We can also forward the data to one or more of its children using routers.

In order to design an L-agent which can model mechanical and environmental damage in the

polymer matrix, we use CondNNs as a new hybrid framework. The feed-forward L-agents consist
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of NNs followed by a fully connected layers, which the first branch represents the mechanical
damage in the polymer matrix. The resulting features are then combined multiplicatively with the
second branch of NN followed by fully connected layer that represents environmental damage in

the matrix. (see Fig. 4.4)

- Neural Network Architecture The architecture of the neural network (Fig. 4.4) is determined
via the hyper-parameters summary: (i) number of hidden layers, n; (network depth), (i) number of
neurons per hidden layers, n, (network width), (iii) activation function.

The L-agent response is computed using a feed -forward algorithm for a given set of hyper-

parameters (n;, n,). Each L-agent can be represented by a CondNNs as
Al = DU (EYWS (M, Sf) DY =CNN(We.E), ¢4 = CNNu (Wi, My, Sj1), (4.9)

where 1//? represents the energy of deformation-induced damage part and D% is related to envi-
ronmental damage of one sub-element. Similarly, two weight matrices Wy’ = Wm{Wmfz 41
and W, = [We 1 ---Wen,+,] are related to weight matrices of mechanical and environmental damage
CondNN:s, respectively. Here, lﬂ; (Mji , Sji) 1s trained on the basis of a non-kinematic input sets ]Wji
and internal parameters Sji for the mechanical damage CondNN. Selection of internal parameters
depend on (full or recent) material memory. Also, the input vector E' should represent the setting
of the problem related to environmental damage such as temperature and time of degradation.

Normalization, conditions of growth, isotropy, objectivity, and poly-convexity are already

satisfied in the proposed equation.
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Figure 4.4. Schematic of a neural network with physics-informed engineered features to learn the
effect of environmental aging on the mechanical Behaviour. This is referred to as CNN in this study

- Model parameter identification The parameters of the CondNN model are identified using
a Gradient descent algorithm. A data collection consisting of n data points is the basis for model
recognition. Loss function was defined with respect to the difference between target values, AKA
experimental data, and approximated value, AKA CondNN output. Here, we define the loss

function £ Mean Squared Error (MSE) for a total of n,,, data points as

. 2
Ntot Na Ns aﬂl
J

; 1
1 J _ b -T _ pll
L(W, oo, Wiy, We) = 2 nE:l g iél j; Wi oF pF 7 lg,—-P, |, (4.10)

where P!! := g,Pg, is the first component of the experimental macro-scale stress tensor P, in

loading direction g, for point n.

4.4 Validation: Environmental + Mechanical Damages in Rubber

Here, the proposed hybrid model is developed and validated for two different loading scenarios
1. Thermal-induced aging + Mechanical deformation (Mullins effect)
2. Hydrolysis (desalinated water) + Mechanical deformation (Mullins effect)

In both cases, the model was benchmarked against experimental data to predict the inelastic behavior

of cross-linked elastomers for different states of deformation at different stages of aging. We also
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validated the model predictions for different coupling scenarios for mechanical and environmental
damages, namely

- Intermittent test where the sample has been aged first with no stress, and then the mechanical
behaviour is characterized

-Relaxation test where the samples were loaded and aged at constant deformation and the drop
in the stress has been recorded.

In both cases, the predictions were validated against four main variables the effect of (i)

deformation, (ii) deformation history, (iii) aging time (¢), and (iv) aging temperature (6).

4.4.1 Network Architecture

For modeling both loading scenarios, we used identical engines; a relatively simple engine built by
N4 =21 teams, where each team had Ny = 2 agents [83]. Note that the number of teams and their
related agents can be chosen based on the trade-off between accuracy and computational cost. In
other words, we consider 21 teams because it is a small number for estimation of the integral with a
summation. As a result, it guarantees that the proposed model error in prediction is excellent even
in a small number of teams. To capture all deformation states, we used only two agents, each of
which is representative of the first and second invariants of the Green-Cauchy deformation tensor.
For the CondNN:ss structure of L-agents, we considered one input layer, one hidden layer with four
neurons and three activation functions soft plus y(e) = In(1 + ¢°*), sinusoid (e) = sin(e) and
hyperbolic tangent s (e) = tanh(e).

The internal parameters of L-agents were built via A;_,,,, parameters to capture the deformation
of the rubbers with full memory. In order to allow teams to predict various deformation states, the

first and second deformation invariants were supplied to each team [139, 60].
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The condition was satisfied by providing input sets into the first and second L-agents as

My =A%), ST =[], EY=10], My =[], Sy =Vl EY =110l

2 2 max
(4.11)
while
d:.Cd;, v%=+d,C'd;, C=FTF (4.12)

where [d;];_;  y, is integration directions in micro-sphere, A% and v% are related to I; and I, as
the first and second invariants of C, respectively.
In summary, the rubber matrix was represented by a cooperative game of 21 teams of 2 agents

through _7{;., i €{1,21}, j € {1,2}. After agent fusion, the final cost function is given by

Lo
L(W,,, W, e>—22 gl(zz (W, o~ PF g P @13
i=l j=

subjected to weights related to 4,4, and v,,4x < 0, and weights related to 4 and v > O to satisfy

thermodynamic consistency and poly-convexity, respectively. Accordingly, the energy of each

sub-element can be written with respect to the deformation gradient F as follows

21 j . 21 ]
OA dA% [Ml’
21 ] . 21
OA, Jy A, T
Z Wi o = —Z e Vd FTF ! (d; 9 d). (4.15)

Minimizing Data Requirement for Training For history-dependent materials, parameters should
be specifically chosen to represent material’s damage and then fed into the L-agents through in-
ternal parameters. However, different types of damage parameters may be required for describing
different materials, e.g., for materials with recent memory such as visco-elastic materials, internal
parameters should transfer information from each iteration to the next. In contrast, for materials

with full memory such as elastomers, the internal parameters can be defined independently of
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the solution iterations as a damage-precursor of the external events; for example, the maximum
stretch and aging time/temperature in rubber material can be used as a damage precursor to show
the history of damage in each direction. So, each L-agents in all directions consists of damage
parameters.

The reason for training with biaxial datasets roots from the point that we cannot train agents
with scenarios in which they aren’t involved or have a minor role to play. As a result, the quality
of the training data and the contribution of agents in those situations are strongly proportional to
the confidence in agent training. We can measure the confidence interval in which an agent may be
trained with high confidence with regard to the provided data by describing the quality of data with
respect to the input required by each agent. Too little data can give us a false sense of safety because
it prevents us from seeing the crucial points, while low-quality data can lead to incorrect conclusions
that appear to be completely reliable. We added two L-agent types in the aforementioned rubber
model, which represent two sub-elements using Mf" and Mg" input sets, respectively. We know
from the definition of Mgi that it has a restricted variation in uni-axial tensile stress; therefore, the
contribution of the second L-agent in such loading is essentially non-existent. However, because
Mg" changes greatly in bi-axial stress, the contribution of the second L-agent is fairly important
in this instance. Because the second agent cannot be completely engaged, training using uniaxial
data cannot give the quality information required for reliable training of both agents (please see our
recent paper [78] ). The reason for training with different states of deformation is that we want to
show the performance of the model by choosing different datasets. If we train the model based on
uniaxial tensile data till stretch y,, the model can predict different states of deformation based on
the ranges that the model has calibrated based on that. In order to ensure accurate prediction of the

model, the prediction ranges should be in the range that the agent is trained. Thus, in the bi-axial
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prediction case, the model is limited to

1 1
Agent 1: — Xbi. | € [—,x ] — Xbi. < VX
Xi’l l \/E X l X
1 1
Agent 2: [_’Xiil € [—,\/)(x] — Xbi. < VXx- (4.16)
Xbi. Xx

4.4.2 Step 1: CondNN Training in the absence of aging

To investigate the performance of the proposed model in the material in the absence of aging,
we benchmarked the inelastic features in the behavior of natural rubber, namely Mullins effect
and permanent set. Figure 4.5 shows stress-stretch curves for this cross-linked polymer with
experimental data of [64]. We used one set of bi-axial loading-unloading until A = 2.7 for training
and predicting inelastic effects in different states of deformation, e.g., uniaxial and pure shear at

increasing stretch amplitudes which constitutes deformation histories.
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Figure 4.5. Model training and prediction of bi-axial, pure shear, and uni-axial(Urayama’s dataset
[64]). Dash lines stand for fitting and solid lines stand for prediction. The biaxial dataset which
have been showed with the blue line used for training and of the model. The black lines in bi-axial,
shear, and uni-axial datasets show the performance of the model in prediction after training

4.4.3 Case Study 1: Thermo-Oxidation + Mechanical Damage

Natural Rubber Prediction of aging was validated against experiments for samples aged at
various times and temperatures. Firstly, experimental data from natural rubber relaxation test filled

with 60 phr carbon-black was used to demonstrate model results (see Fig. 4.6). Intermittent test
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results were also used to verify the model’s functionality to predict the impact of various degrees
of aging alongside various strains (see Fig. 4.7). The training dataset is chosen to cover different
relaxation stretches and the highest and lowest effect of temperature and time in order to increase
the predictability of the model for different temperatures and times. Note that the model is just able

to capture the relation effect of aging, not the relaxation effect of viscosity.
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Figure 4.6. Training and model predictions for NR against; (a) intermittent test, (b) relaxation test
at € = 20%, (c) relaxation test at £ = 50%. Dash lines stand for fitting and solid lines stand for
prediction. The red points in figure a) and b), and the black points in the figure c) have been used

for training of the model. The solid lines show the performance of the model in prediction after
training
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Figure 4.7. Training and model predictions for NR against intermittent test; (a) at 60°C, (b) at 80°C,
(c) at 100°C. Dash lines stand for fitting and solid lines stand for prediction. The black(unaged)
and green points in the figure a) and c), and just the black(unaged) points in figure b) have been
used for training. The solid lines show the performance of model in prediction after the training

Polyurethane A bone form punch was used to punch dumbbell samples in compliance with
ASTM D412 standards. The reason that we are using dog-bone samples is that in this shape, when
we put the extensometer in a specific location of that sample, we are sure that it gives us one
component of the deformation matrix, for example, x-x direction. But in complex shapes, several
components of stress tensor participate; so, it is not possible to see the effect of each component with
an external extensometer. Three different temperatures, 60°C, 80°C, and 95°C, in zero humidity
level, were used to age the samples. The performance of the invented model was determined using

the results of the uni-axial tensile failure tests. Fig. 4.8 depicts the evaluation’s related findings.
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the performance of model in prediction after the training

Silicon Adhesive To assess the model’s capabilities, we compared its predictions to our exper-
imental results, which were specifically developed to demonstrate the effect of chemical aging
on the constitutive response of silicone adhesive. In this case, samples were placed in ovens at
temperatures 60°C, 80°C, and 100°C with a relative humidity of zero (i.e. RH= 0%). All of the
specimens were aged under constant pressure, and after a set amount of time, they were removed
from the containers and dried with tissue paper. The predictions of the proposed model against the

experimental data for different types of aging and different amount of aging times, temperatures,

and deformations are plotted in figure 4.9.
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Figure 4.9. Training and model predictions for silicone adhesive against intermittent test; (a) at
60°C, (b) at 80°C, (c) at 100°C. Dash lines stand for fitting and solid lines stand for prediction.
The black(unaged) and green points in the figure a), the black(unaged) points in figure b), and the
black(unaged) and green points in the figure c) have been used for training. The solid lines show
the performance of model in prediction after the training

Note that the model is able to predict the behavior of elastomers even in the stretch greater than
4. Thermo-oxidative aging makes the samples brittle. As a result, the failure point for samples
happens on the less stretch. So, because the focus of the proposed model is on the behavior of aged
materials we showed the performance of the model till stretch less than 4. In addition, the kernel

of model is the same even for higher stretches. So, the model works for higher stretch as well.

4.4.4 Case Study 2: Hydrolysis + Mechanical Damage

Styrene-butadiene rubber (SBR) samples were placed at temperatures of 60°C and 80°C at
Ibar pressure in sealed containers filled with distilled water. After aging, samples were removed

and dried at room temperature for ten days. We used an SFM-20 united testing machine with a 1000
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1b load cell for quasi-static tensile tests. A strain rate of 43.29’1% was used at room temperature
for extension. The samples were subjected to uni-axial tensile test to failure in monotonic failure
experiments, but the samples were expanded to preset amplitudes of 1.3, 1.6, 1.9, and 2.1 in the
cyclic test. The central zone extension was measured using an external extensometer. Fig. 4.10

shows the effect of time and temperature on damages induced by deformation.

Silicon Adhesive Insealed containers filled with distilled water, samples were held at 60°C, 80°C,
95°C, and 1 bar pressure. After aging, samples were removed and dried for 1, 10, and 30 days at
room temperature. For quasi-static tensile tests, we used an SFM-20 united testing system with a
1000 1b load cell. Fig. 4.11 depicts the influence of time and temperature on deformation-induced

damage.

Other Compounds with behaviour reported in the literature were also used for validation of
the proposed model to predict behaviour with complex patterns of inelasticity, such as hardening
and curvature alteration. Here, we have been generalizing the experimental data available in the
literature to form a model for predicting the hydrolytic aging activity of three other compounds. Fig.
4.12 shows the excellent performance of the devised model in prediction of mechanical behavior
of Poly-Urethane submerged at 100°C in seawater [140], PLA-PCL fiber at 37°C submerged in
phosphate buffer solution [128], Natural rubber (vulcanized A) submerged in seawater at 40°C

[141].
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Figure 4.12. Training and model predictions of three different materials against aging; (a)
PolyUrethane (PU) submerged at 100°C in seawater [140], (b) PLA-PCL fiber at 37°C submerged
in phosphate buffer solution [128], (c) Natural rubber (vulcanized A) submerged in seawater at
40°C [141]. Dash lines stand for fitting and solid lines stand for prediction

4.5 Conclusion

The aim of this chapter was to propose a novel physics-informed hybrid framework to capture the
relation between elastomeric network mechanics and environmental damage. The proposed model
is used to describe the effect of single-stressor aging, such as thermal-induced or hydrolytic aging, on
the behavior of the material in this hybrid system. Huge chain scission, cross-link reduction, chain
formations, and changes in polymer morphology are all examples of environmental single-stressor
damages that alter the polymer matrix over time. In other words, this model is a predictive model
and not a descriptive model. As aresult, it can provide prediction in a fraction of time and cost to the
end-users for the reliable design of components. Although, The model cannot be used to understand

or explore kinetics. By extracting micro-structural activity from macroscopic experimental data,
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the data-driven approach aims to overcome the shortcomings of both phenomenological and micro-
mechanical models.

The model arises from polymer physics and an order reduction strategy ending to the constrained
L-agents training. The polymer matrix was described by a cooperative multi-agents system, in
which each agent is represented by a simple deep-learned CondNN that is super-constrained by
laws derived from physics, thermodynamics, and continuum mechanics. While satisfying the
continuum mechanics and thermodynamics rules, the proposed hybrid model is quite simple for
the most rubbery media in the extreme environment.

The excellent performance of the proposed method was proven by validating against different
experimental data on different materials that are particularly selected to reveal the evolution of
inelastic behaviour during single stressor agings. The efficiency of the model was found satisfactory,
and in some cases, excellent when compared with the experimental data. "In general, the error
of our model in training and prediction is less than 10%." Accuracy and simplicity of the model
make it a proper choice for commercial and industrial application because we do not need to know
the exact behavior and interaction of micro-structures; however, in the future, the model can be
extended to consider viscoelasticity and non-isotropic formation for better precision due to platform
of the model. Besides, note that the proposed model focus is on the mechanical behavior of the
material during degradation, not lifetime prediction. Also, the performance of the proposed model
is completely dependent on the dataset that we choose for training. Itis axiomatic that if we increase

the available dataset for training, the predictionability of the model is more accurate.

83



a) 3.45 Unaged b) 2.76 Temp. = 60, Time = 6 Days
- Prc.clif:tion — Prediction

B 2761 Training Qoo_? B so7 | Training
£ s
S 207 %
2 = 138
g 138 %
» 7

0.67 0.67

0 0
1 1.2 14 16 18 2 22 1 1.4 1.8 2.2
Stretch Stretch
¢) d) .
276 Temp. = 60, Time = 10 Days 2.76 Temp. = 80, Time = 6 Days
— Prediction — Prediction
. 207 Training _ 207 Training
] <
[ <o)
2 138 2 138
“0.67 2 067 o~
0 o
0 0 ceQ
1 1.4 1.8 2.2
Stretch
e) 2.76 Temp. = 80, Time = 10 Days
— Prediction
------- Training

Stress [MPa]

Stretch

Figure 4.10. Multiple SBR training and model predictions; (a) unaged, (b) constitutive behavior
for 6 days of age at temperature study of 60°C, (c) constitutive behavior for 10 days of age at
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Figure 4.11. Training and model predictions for silicon adhesive against intermittent test; (a) at
60°C, (b) at 80°C, (c) at 95°C. Dash lines stand for fitting and solid lines stand for prediction.
The red(unaged) and black points in the figure a), the red(unaged) points in figure b), and the
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performance of model in prediction after the training
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CHAPTER 5
FATIGUE AND AGING: REDUCED-ORDER KNOWLEDGE-DRIVEN
MACHINE-LEARNED MODEL

Elastomeric materials are widely used in numerous automotive and aeronautic applications as
critical components that must reliably operate for an extended time. To assure the reliability of
elastomer components, it is crucial to predict their end-of-life for any given load condition [142].
There is growing evidence that elastomers’ fatigue is a function of both environmental and mechan-
ical loads, which may alter components’ properties, appearance, and performance before visible
cracks form and spread. The fatigue of elastomers due to coupled environmental and mechanical
loads is the subject of this work. We will mainly focus on the nature of fatigue—mechanisms and
possible experiments that can correlate fatigue damage to the matrix changes. End-of-life pre-
diction requires an accurate model of three items (1) constitutive and failure behavior, (2) fatigue

behavior, (3) aging behavior.

Constitutive and Failure Behaviour

Constitutive Behaviour: The constitutive models of elastomeric components, which are often
described by explicit functions within the context of continuum mechanics, are generally very
important for their design and optimization [143, 144]. Numerous studies have been conducted
on and applications made to conventional continuum mechanics-based constitutive models for the
numerical analysis of engineering structures. These models, however, are only as precise as their

underlying assumptions [145, 146].
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Failure Behaviour: When exposed to moderate or large strains, crosslinked polymers are vul-
nerable to failure and fracture. Failure often represents the beginning of damage, whereas fracture
represents damage localization into cracks for subsequent propagation. While there are numerous
methods to model failure and fracture based on continuum damage mechanics (CDM) was devel-
oped [147, 148, 149]. predicting failure and fracture along with the constitutive behavior remains a
primary challenge. The core idea in most models is to describe the gradual accumulation of damage
via an additional variable called the internal variable, which often has no physical meaning. If the
damage is abrupt rather than gradual, then there is no need for internal variables, and it is only
necessary to bound the strain-energy function[150], which is the core concept of our data-driven

approach here.

Fatigue Modeling

Fracture-based methods: The fatigue life of rubbers may be predicted using fracture mechanics
techniques. There are two steps to fatigue failure prediction. The first stage is predicting the location
of the fracture nucleation using continuum mechanics, and the second one involves estimating the
crack evolution using geometrical factors and energy release rates [151].

To simulate crack initiation and propagation in elastic substances, linear elastic fracture mechan-
ics (LEFM) was introduced. This approach has been widely utilized to forecast fracture behavior

in a variety of fields, including soft matter domain and geology [152].

Continuum-based methods: Another option is to use the continuum damage mechanics (CDM)
idea in conjunction with a fatigue predictor to compute damage accumulation cycle by cycle. The
beginning and spread of microcracks occur throughout the fatigue process due to a continuous
evolution of the damage. The basic assumption in the CDM technique is that the net section
contributing to load transmission in a specimen or structure decreases with damage owing to these
microcracks.

Ayoub et al. [153] used a continuum damage mechanics technique to estimate the fatigue life of
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rubber-like materials and expanded a model published by Wang et al. [154] for uniaxial loadings. In
order to calculate the evolution of damage, a scalar damage variable D is introduced which defines
the continuum damage mechanics method. The evolution of D is computed by a history-dependent

evolution equation or a simpler algebraic model, for example by a Miner rule.

Data-driven Models: When (1) there is a significant amount of data available, (2) a precise
solution using physics-based mathematical techniques is not feasible, and (3) the data are noisy
and/or complicated, machine learning models are appropriate. Fatigue meets the criteria for the
machine learning analysis since it exhibits all of those attributes. The neural network (NN) is the
most popular machine learning model utilized in the subject of fatigue.

Traditional NN models are only data-driven methods. It is impossible to directly transfer the
impact of many factors on the performance of the material under fatigue. Without taking into
account any previous physics knowledge, the data treatment alone takes time. On the other hand,
over the years, a lot of knowledge regarding the physical mechanism of fatigue phenomena has been

gathered. Therefore, a good direction for fatigue research is the physics-informed NN method [4].
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Figure 5.1. The crosslinked elastomer specimen’s constitutive response to cyclic loading contains
three defining characteristics of inelasticity: stress softening, growing permanent stretch, and
stiffness degradation
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Aging Modeling

Chemo-physical deterioration brought on by mechanical loads and environmental variables will
eventually lead to material failure. Understanding the relationship between chemical decay and
mechanical performance deterioration is crucial to foreseeing the breakdown of elastomers in
demanding applications like offshore platforms. Different degradation processes functioning alone
or in combination might be the cause of this breakdown. These processes may be divided into
two categories: those having significant impacts, such as thermo-oxidation, hydrolysis, and hygro-
thermal aging, and those with minor effects, such as chemical corrosion and ozone cracking
[155, 156, 157, 95, 158, 159, 160].

In the presence of oxidizing substances like oxygen, higher temperatures can also intensify
the matrix’s chemical processes, leading to the chemical aging of the system. Thermal-induced
oxidative aging is a term used to describe a group of physical and chemical alterations brought on
by prolonged exposure to high temperatures as the polymer backbone interacts with oxygen during
thermally induced aging, the polymer matrix alterations. The production of crosslinks and polymer
chain scission are the two fundamental effects of chemical reactions at the macromolecular scale
[161, 162].

Along the ageing process, both crosslinking and chain scission contribute to the behaviour of the
material. Its current state is the outcome of the competition between both mechanisms. Depending
on the kind of polymer matrix, crosslinking agents, and aging temperature, either reaction may
predominate the change. In general, an increase in crosslink density increases the matrix’s stiffness,
Ty, and stretchability to all rise dramatically 5.2. The distribution of polymer chain lengths inside

the matrix is significantly influenced by both processes as well [163, 164, 165, 166].
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Figure 5.2. Schematic representations of the constitutive response of elastomers during the process
of thermal aging

Most research on rubber’s simultaneous exposure (synergistic fatigue) to static (environmen-
tal) and dynamic (mechanical) fatigue has been experimental. Only a few micro-mechanical
and phenomenological models are currently available. In the meanwhile, the development of
machine-learned (ML) models has received a lot of attention as a solution to the problems with
phenomenological and micromechanical techniques [167, 125, 168, 169, 170, 171].

The three main contribution of the suggested methodology to fill the gap in the modelling of

concurrent fatigue and aging, are as follows:

* There have been very few physics-informed data-driven models that can accurately recreate
the experimental data other than those utilized for training, despite the large range of research

on the behavior of elastomers during synergistic fatigue and the amount of data.

* Black-box approaches have dominated data-driven constitutive models up to this point, and

there is no way to incorporate prior information into the modeling to lessen its reliance on

data.
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* There are just a few straightforward research that can provide a complete data-driven model

for synergistic fatigue problems.

In consideration of these obstacles, we developed a novel method for knowledge infusion into
a data-driven methodology for reduced order modeling of synergistic fatigue in elastomers. The

suggested method’s main innovations include the following:

* Developed a methodical strategy to handle the training data volume issue and lower the order

of the constitutive mapping.

* Proven an innovative hybrid framework based on physics to explain the connection between

elastomeric network mechanics and environmental deterioration.

* Our model, which is also less data-dependent, more interpretable, and employs a solution

space with less knowledge, predicted a variety of inelastic effects.

* Constricting the solution space and incorporating background information from thermody-

namics, continuum mechanics, and polymer physics into the neural networks.

5.1 Experimental observations

SBR sheets that were sulfur-vulcanized and provided by a local merchant were utilized for this
investigation. The ASTM D412-C size die was used to cut the SBR specimens into dog-bone pieces,
and its shape is shown in Fig. la. Here, a quick summary of the experimental characterizations is
provided. In this regard, quasi-static tensile tests were conducted using uni-axial universal testing
equipment (Test Resources 311 series frame). The extensometer grips holding each specimen were
25.4mm apart, and all tests were displacement-controlled. All experiments were carried out at
standard room temperature 7.

Induce thermal aging damage: Thermal aging gradually modifies the chemical composition
of rubber materials, which in turn influences the structure of their macro-molecular network.

Numerous studies conducted over the past ten years have attempted to pinpoint the various aging
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Table 5.1. The results of coupled fatigue and thermal aging experiments conducted on SBR
specimens are summarized

Strain (%) Number of cycles (j) Aging time (days) Aging temperature (°C)
10 % 5, 50, 100, 500 Unaged, 10, 20 60, 80
20 Y 5, 50, 100, 500 Unaged, 10, 20 60, 80

pathways brought on by thermo-oxidation. Thermal aging includes the production of free radicals
Py, in contrast to thermal treatment, which is often best done in an oxygen-free environment.
Because the free radicals Py are so reactive with oxygen, they stimulate a series of chemical
reactions in the polymer known as propagation [172, 173, 96, 174, 161].

For several weeks or months, material samples are stored in an air convection oven with
ambient oxygen and a constant temperature as part of intermittent testing for thermal aging. At
regular intervals, the aged samples are taken out of the medium and put to a quick test at room
temperature. The intermittent test was applied in this case. As a result, the aged samples are taken
out of the medium at set intervals and put through a quick examination at room temperature. The
samples were kept in a stress-free environment at 60°C or 80°C with 0% RH for 10 or 20 days.

To cause cyclic fatigue damage, aged and virgin samples were subjected to various amplitudes
of uni-axial tensile cycles under displacement control conditions. In this regard, non-relaxing
cyclic loads with amplitudes ranging from 10% to 20% and a cross-head speed of 50mm /min
cause cyclic fatigue. Here, we measured the changes in constitutive behavior under uni-axial stress
to describe cumulative damage after 5, 50, 100, and 500 cycles (see Figs. 4.2). The overview of all

test conditions is shown in Table 1.
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Figure 5.3. Cyclic fatigue of unaged material (left), fatigue-induced damage of aged material
(middle), and thermo-oxidation aging of material(right)

5.1.1 Effects of Concurrent Aging and Fatigue

Here, our objective is to model the changes in the constitutive behavior of materials concurrently
exposed to Fatigue and aging.

Aging damage is mainly governed by two sub-structural mechanisms, namely (1) crosslink
formation and (2) chain scission. The former can make the material more brittle, while the latter
makes it softer. Those phenomena can be conveniently described through first-order kinetics
for most elastomers, and the well-known Arrhenius function can best approximate it (see Figure
4.2(right)).

Fatigue damage, on the other hand, softens the stress-stretch curves of elastomers in each cycle
due to the loss of physical bonds until the material reaches a steady behavior known as the fatigue
limit. The peak stress level at each cycle, (T,{mx, is maximum in the first cycle and then gradually
decreases as the number of cycles increases until it reaches a steady state (see Figure 4.2(left)).

Accordingly, when the material is exposed to concurrent aging and fatigue, the material response
is defined through a competition between aging-induced hardening and fatigue-induced softening.
In other words, the hardening induced by thermal aging due to the creation of crosslinks can be
neutralized by stress softening of cyclic fatigue due to bond breakage, molecules sliding, filler
rupture, and disentanglement. According to concept shown in Fig. 5.1, the evolution of o;{mx
during quasi-static cyclic testing mostly depends on the number of cycles j and the degree of

thermal damage (aging time and temperature). Normalizing the peak stress value to the first cycle
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maximum for each aging state shows that thermal and fatigue damage may be separated and that

fatigue damage can be represented as a function of the number of cycles.

5.2 Knowledge-Informed Data-Driven Model

The experimental results show that an elastomeric sample exposed to parallel damage behaves
in a mode that may be characterized as hyperelastic with accumulated mechanical (D,,.) and
environmental damages (9., ). Accordingly, two phenomena (i) environmental degradation and (i1)
mechanical damage brought on by fatigue—contribute to the damaging buildup in the elastomers.
The major objective of this part is to define a suitable expression for the strain energy of the matrix
taking the damage variable O into account. We define 0 < O < 1 as a general non-kinematic
scalar parameter, taking into account effective factors for damage accumulation, to describe the
overall state of damage in relation to the damages brought on by mechanical and environmental
forces.

The strain energy of the damaged polymer matrix Wp can be correlated to the strain energy
of the virgin matrix ¥p = (1 — D)¥y by using nonlinear damage variable 9. The strain energy
function may be hypothesized by to constructing a constitutive equation for an incompressible

polymer matrix (i.e., J = detF = 1) as follow

Wy =¥p - p(J - 1), 5.1)

where the scalar p is an indeterminate Lagrange multiplier, often known as hydrostatic pressure,
and may be derived from boundary conditions (a comprehensive discussion of p’s derivation for
the planar stress condition appears in [175]).

Let us define the damage variable D = F (D, D) of the matrix as a function of D,,., and
Dy, which can represent accumulative damage during concurrent mechanical and environmental
loading. Based on this definition, one can say material fails (9 = 1) if mechanical damage

(Dpe = 0) or environmental damage reaches the failure limits (9,,, = 0). Moreover, one can say
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material is virgin (9 = 0) if no mechanical or environmental damage is present (D,,, = D,, = 0).
Therefore, the mathematical expression that describes the damage 9 in dependence on D,,, and

D,y must comply with the following conditions

D=0 v Dpe =0ND,, =0,
D = A Dpe =1,

D=1 A D,y = 1. (5.2)

In view of those boundary conditions, one can represent failure conditions or O = 0 through a
3D curved surface with fixed corner lines and edges. The exact composition of F (D, D) can
first be calculated by having multiple failure points obtained from deformed and aged materials. In

general, we outline three key requirements that ¥ must meet

1. Regardless of the circumstances involving mechanical and environmental loads, damage

should always range between 0 and 1,

2. As long as the events are controlled by the same kinetic, the damage function and its first

derivative should be continuous, and
3. Damage accumulation is an irreversible process which yields V¥ > 0.

When all of the aforementioned requirements are met, the damage function # can be approximated
by using other failure points. As there is no specific function for cumulative damage, any function
that can meet the aforementioned requirements and can be used. Within consideration of this (see
Fig. 5.4), a phenomenological damage model is developed that may be divided into mechanical

and environmental damages and is expressed as

D =sigmoid (aDpye + bD,,) = D =sigmoid(aEpe(Xpme) + bEey(Xey)), (5.3)
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where vector x,, represents the environmental aging conditions, such as aging time #, temperature
T, humidity RH, and x,,, shows mechanical damage conditions.

The behavior of the damage function is designed based on the resistance of the material to crack
nucleation. For high-resistant rubbers to crack nucleation, we choose a convex function for damage

modeling, and for low-resistant rubbers to crack nucleation, concave functions are the best options.

D 0.5

—_

Dev

Figure 5.4. Diagram showing the accumulation of damage during mechanical and environmental
aging as a family of concave functions

Environmental Damage Add-on

The contribution of environmental damage, such as thermal oxidation, on the mechanical behaviour
of polymeric materials, will be modeled based on our recent paper [176] using an Add-on correction
function that is derived by conditional Neural Network (CondNN). This approach is appropriate
for issues where the outputs depend on both past events such as the effect of deformation history on
the matrix and current events such as the effects of temperature and aging on the polymer matrix.
Combining ideas from decision trees and deep neural networks led to the development of this novel
method. We first independently formulate the impact of environmental damage on a multiplicative
damage parameter 9,,,, which is directly correlated to material loss of toughness during aging. For
example, in thermal-oxidative aging, loss of toughness is directly proportional to the irreversible

damage generated by aging kinetics, although the material becomes stiffer.
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Using the concept of CondNN [82], we describe D,, as

lﬁaged = (1 - Dev)‘/’virgin where D, = 8ev(xev) and € Xey = {t’ T,RH, } (54)

Fatigue Damage Add-on

he contribution of fatigue damage under cyclic loads to the mechanical behaviour of polymeric
materials, will be modeled based on our recent paper [177] by proposing an Add-on correction
function. Most cross-linked materials, e.g., hydrogels and elastomers, soften by each cycle of
tensile loading due to the damage evolution in the matrix induced by deformation. In the case
of high cycle numbers, the material responds and eventually reaches a stable curve known as the

fatigue limit. This behaviour has been illustrated in Fig. 5.1 where the peak stress oL, reaches its

max
maximum value in the first cycle and then gradually decreases as the number of cycles increases

until it reaches a steady-state value of Interestingly, experimental results demonstrate that &/

T
is an ever-decreasing function that depends solely on j and is independent of the stretch amplitudes
(see [178] for more discussion).

It should be noted that the distance between this zone and the fracture affects how much
normalized softening occurs (from the start of the softening to reaching the stable zone). The
three-zone normalized softening charts till fracture reflect this [179]. (i) A stress softening takes
place in the first zone, starting with the second cycle and continuing until the stable zone is reached.
(i1) To reach the critical damage level, there is a slight variation in the normalized maximum stress
laying up in the second zone. (iii) The normalized maximum stress rapidly decreases in the third

and final zone, which lasts until the sample fails. Consequently, one can describe the mechanical

damage D, as

Die = Sme(xf,?e) where j € Xye (5.5)
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Constitutive Model

The constitutive behaviour of the material is modeled based on our recent paper [78] using a set
of collaborative shallow neural network agents. In our recent paper, we suggested a framework
to use ideas from continuum mechanics, statistical physics, and polymer science to create super-
constrained reduced-order machine learning algorithms, which could help to partially solve the
challenges now present. We have simplified the 3D stress-strain tensor mapping problem into a
small set of super-constrained 1D mapping problems via sequential order reduction. Then, we added
a collection of numerous replicated neural network learning agents (L.-agents) to categorize those
mapping issues into a select few groups, each of which was described by a different sort of agent.
Accordingly, the polymer matrix continuum has been represented by a microsphere constructed
by polymer chains that are uniformly and equally dispersed in all spatial directions. Micro-sphere
concept is valid for materials that are initially isotropic and incompressible. The volumetric strain
energy of the microsphere was then expressed by integrating the energy of chains in all directions
as [di];=;. y,- Assuming the 3D polymer matrix to be a homogenous super-assembly of various
1D polymer bundles dispersed in all spatial directions, the energy of the sphere, ¥y, may be easily

calculated by integrating the energies of all the components, as

1
Y= — / wlds’. (5.6)
47T S

Using this approach, the behaviour of the polymer matrix can be modeled by having the
behaviour of basic 1D components. To calculate the energy of all 1D components, a surface
integration may be carried out numerically across Ny integration directions [d;],_; _y, with different
weight factors [w;];—; ,. Such integration can be performed by discretizing the sphere into finite
sections. Therefore, it is possible to express the strain energy of the polymer matrix ¥p in terms

of its constituents as

Na
¥, (F) = (1 —@)% /S wlds' = (1 —@)Zwiwdf, where Y4 =8%  (57)
i=1
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where F stands for macro-scale deformation gradient, ¥,,% is the element’s energy in direction
d; and is represented by a group of L-agents 8% that, using the microsphere idea, represents the
cooperative addition of many L-agents 8% = Zyil ﬂj(.i). We assume that, in the virgin state,
B% = B4 all multi-agents are identical in order to meet initial isotropy. It is crucial to reformat
the energy of a single polymer chain with respect to A = Vd! FT Fd as follows because chains in

different orientations are subject to multiple micro-stretches.

Constitutive formulation By differentiating Eq. 5.1 with respect to the deformation gradient

F and using the formula g—{, = JFT, the first Piola-Kirchhoff tensor P may be obtained. P may

therefore be written as

while w% = 8% (5.8)

0¥ (F) o 0y N 8B% 1 9dCd; OF
P= pF s —;w

OF ’ TONi 204 sF  OF

where C is the right Cauchy—Green tensor, F = J~'/3F, and C = J~2/3C. Additionally, by applying
the following identities, the equation might be made even simpler as follow
ddCd OF

Normalization, conditions of growth, isotropy, objectivity, and poly-convexity are already
satisfied in the proposed equation.

A simple N-layer multilayer feed-forward neural network comprising an input layer, N — 1
hidden layers, and an output layer. We suppose that the n'* hidden layer has N, neurons. The
previous layer’s post-activation output x*~! € R¥»-1 is then fed into the n’" hidden layer, and the

specific affine transformation is of the form

Ho (x71) £ W1 450, (5.10)
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where the network weight W e RNn*Nn-1 and the bias term b € RM» to be learned are both
initialized using unique procedures like Xavier or He initialization [79, 80].

The nonlinear activation function o (.) is applied component-by-component to the current
layer’s affine output H,,. Furthermore, for some regression issues, this nonlinear activation is not
employed in the output layer.

As a result, the neural network may be denoted as

N(x;0)=(HyoooHy 1000 oH) (x), (5.11)
N

where o denotes the composition operator, ® = {W(”), b(”)} 1 € P denotes the learnable param-
n=

eters to be optimized later in the network, and # denotes the parameter space, and A and x° = x
denote the network’s output and input, respectively. Each L-agent can be represented by a neural

network as follow

AP = v (e 0), (5-12)

where 1,//? represents the energy of deformation-induced damage part.
Physics-informed Neural Network Here, we define the loss function £ Mean Squared Error

(MSE) for a total of n;,; data points as

2
Na N5 9 (sig (aDpe +bDey) Y)

1 Ntor
.0) = = ; —pF T |g, — P | 5.13
LEw® =3, e ZUZIW o PF g - P, (5.13)

where P! := g,Pg, is the first component of the experimental macro-scale stress tensor P, in

loading direction g, for point n, while

Dme = me(xme’ C")me)a Z)ev = Nev(xev» ®ev)a w;ll = Ne(xfzi)» ®£l>) (514)
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Polymer Matrix Aging Model
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Figure 5.5. Illustration of the suggested model, which includes order-reduction and model fusion. It
demonstrates how we propose a knowledge-based platform using ideas from continuum mechanics,
polymer sciences, physics, and machine learning

5.2.1 Failure model

The failure point in a continuum body is then captured using an extension of our methods. Typically,

when the strain increase, hyper-elastic material models permit an unlimited growth in strain energy.

[F[| 500 = W¥p(F) -0 (5.15)

where ||...|| is a tensorial norm. Obviously, no natural substance stores more and more strain energy
when its deformation becomes larger and larger. Here, a strain energy limiter known as the critical

failure energy is shown.

|IF|| >0 = Yp(F)=68E(tT,)) (5.16)

where &(z, T, j) may be thought of as the energy of material failure, which depends on the aging
period (t), temperature (7'), and the number of cycles (j). We assume that E(¢,7, j) is the
single constant explaining the characteristics of material failure, similar to how classical fracture
mechanics introduces only one constant of material toughness (or the critical energy release rate)

to characterize failure. In fact, this may be seen as a failure criterion that describes how a material’s
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"toughness" changes with time and is defined in the previous step. In other words, we assume that
the evolution of toughness of intact material over aging is equivalent to the change in strain energy
of a polymer matrix during aging ¥p (F ;ﬁ). The damage function D, which may take into account
the interaction of thermal aging and fatigue, models the evolution of toughness. Accordingly, the
breakdown point of the material during aging may be determined by equating the strain energy of

the damaged matrix ¥p and the virgin state ¥,,4g¢4-

IF| > 00 = W, (F)=8&(nT.))=(1-D)¥ (F?) (5.17)

where the failure points of aged and new materials, respectively, are F? and F‘f’. It should be
emphasized that as a result of the polymer matrix’s changing shape during aging, free radical P°
production occurs. The propagation of chemical processes in the polymer is favored by the unique
reactivity of the free radicals P° with oxygen. As aresult, a chain’s starting entropy in the material’s
aged state ¢, as opposed to its virgin state cg, is different. As a result, in order to compare the
elongation at break for aged and virgin materials, one must first normalize the polymer matrix’s
strain energy with regard to its starting value. Note that we are using stress-strain point of unaged
(Fg) and several aged (Fy) conditions for training. Next, by an inverse problem, we can find tensile

strength and elongation at break for various aged conditions using Eq. 5.17.
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Algorithm 1 The algorithm for thermo-vibration and failure modeling

1: F,t, T, j < Import defromation, time, temperature, and number of cycles as NN inputs.

N

[, n « Initialize NN hyperparameters.

W « Initialize NN parameters.

» 0w

d, w « Initialize set of directions and their weights.

bt

¥Yp (Fef‘) =(1-D)¥ (F?) « define constraints for failure point.
6: while err > TOL do
7:  whilei < k do
8: A4, AS;M «— Calculate stretch and hisory of that.
9: Y% «— Calculate the strain energy based on NN,
10:  end while
11:  Y¥p (F}‘) « Calculate matrix energy using 21 integration points.
12: L « define cost function based on NN and experimental data.
13: W « Constraint optimization of £ for W.

14: end while

5.3 Validation and results

We compared the proposed model’s predictions to the outcomes of our experiments, which were
conducted with the explicit goal of revealing the detrimental effects of chemical and mechanical
aging on the constitutive response and energy absorption of the polymer matrix.

We employed identical engines, a rather straightforward engine created by N; = 21 multi-agents
with Ny = 3 agents each, as described in [83]. It should be noted that the decision about the number
of multi-agents and the associated agents might depend on the trade-off between accuracy and
computational expense. In other words, since 21 multi-agents is a modest number for an integral
estimate with a summation, we take it into consideration. As aresult, it ensures that even in a limited
number of multi-agents, the suggested model error in prediction is negligible . Only two agents,

one of which is a representation of the first and second invariants of the Green-Cauchy deformation
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tensor, were utilized to capture all deformation states. For the NNs structure of L-agents, we
considered one input layer, one hidden layer with four neurons, and three activation functions soft
plus ¢ (o) = In(1 + €°*), sinusoid Y (e) = sin(e) and hyperbolic tangent i (e) = tanh(e).

To capture the deformation of the rubbers with full memory, the internal parameters of L-agents
were developed using A4, parameters. The first and second deformation invariants were provided
to each multi-agents in order to enable them to forecast different deformation states [139, 60]. By

feeding input sets to the first and second L-agents as needed, the requirement was met as

XD = [k kv ) = (T, % = (], (5.18)
while
d;Cd;, v = \Jd;C-d,, C=F'F (5.19)

where [d;];_; y, is integration directions in micro-sphere, A% and v% are related to I; and I,
as the first and second invariants of C, respectively.
In summary, the rubber matrix was represented by a cooperative game of 21 multi-agents of 3

agents through ﬂ;i) , 1 €{1,21}, j € {1,2}. After agent fusion, the final cost function is given by

(l) d;
04, FT 1192 (z) d; (). @)
£(®e,®ev,®me)—2§ gl(;1 ; M op PF )gi-Py 1% while A7 =D yti(xD;00),

(5.20)
subjected to weights related to 4,4, and v, < 0, as well as 4 and v > 0, to fulfill poly-convexity
and thermodynamic consistency, respectively.

As a result, each sub-energy element can be expressed in terms of the deformation gradient F

as follows

21 (@) .21 (i)
(9.,7(1 6/1‘1’ 6&7( 1
2" o4 OF Zl (W —d gt (died). (5.21)
- P
21 (@) 21 )
oA, Ov 0A," 1 ~
ZW’ Avii - _Z Wia S 'FTF (d; 0 dy). (5.22)

i=1
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The predictions of the developed model versus experimental findings for various aging durations

and the number of cycles at temperatures of 60 and 80C, respectively, are shown in Figs. 5.6 and

5.7. The created model is able to forecast both the material’s reaction to softening brought on by

fatigue damage and hardening brought on by thermal aging. Additionally, it can forecast how both

damage processes would behave when added together.
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Figure 5.6. Validation of the model predictions for SBR for unaged, and aged material for 10 and 20
days in at 60°C; a) the samples’ constitutive behavior, including their respective failure endpoints,
b) maximum stress versus the number of cycles with maximum stretch of stretch,,,, = 1.1, and
¢)maximum stress versus the number of cycles with maximum stretch of stretch,,,, = 1.2. The
solid lines show the performance of model in prediction after the training
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Figure 5.7. Validation of the model predictions for SBR for unaged, and aged matrials for 10 and 20
days in at 80°C; a) the samples’ constitutive behavior, including their respective failure endpoints,
b) maximum stress versus the number of cycles with maximum stretch of stretch,,,, = 1.1, and
c¢)maximum stress versus the number of cycles with maximum stretch of stretch,,,, = 1.2. The

solid lines show the performance of model in prediction after the training

The model has a reasonable accuracy and can predict both constitutive behavior and the failure

point (see Fig. 5.8).

106



- Experimental data
. Model prediction |

Stress

t=10d t=20d t=10d t=20d

Unaged  1_c  T-60c T=80C T=80C

Figure 5.8. Prediction of the failure points due to degradation effect

The aging experiments were carried out separately since we lacked the experimental capacity
to perform thermal and mechanical aging simultaneously (i.e., intermittent approach). Therefore,
the goal of this research is to comprehend how the damage caused by mechanical and thermal
aging builds up over time. Mechanical aging and thermal aging both cause various damage
pathways. Therefore, in order to expand the research to simultaneous damage accumulation, it is
crucial to comprehend how sequential damage accumulation affects the evolution of mechanical
characteristics. The present model, it should be highlighted, links damage to the buildup of thermal

aging and fatigue as well as to their combined impact.

5.4 Conclusion

The purpose of this research was to put out a unique, physics-based framework to describe how
elastomeric network mechanics and environmental degradation are related. The proposed model
is utilized to explain how thermal aging and cyclic fatigue affect the material’s behavior. Massive
chain scission, cross-link reduction, chain forms, and modifications in polymer morphology are
a few examples of mechanical and environmental damages that, over time, influence the polymer

matrix. To put it another way, this model is predictive rather than descriptive. As a result, it can
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give end customers a prediction for the trustworthy design of components at a fraction of the time
and expense. The model, however, cannot be utilized to comprehend or research kinetics. The data-
driven approach seeks to overcome the limitations of both phenomenological and micro-mechanical
models by deriving micro-structural activity from macroscopic experimental data.

Additionally, we hypothesize that the development of strain energy and the loss of toughness
during aging are related, which enables us to predict the breakdown point along the aging trajectory.

By validating against various experimental data chosen to illustrate the evolution of inelastic
behavior during parallel damage accumulation, the good performance of the proposed scheme was
demonstrated. Comparing the model’s efficiency to the experimental data revealed that it was
generally acceptable and, in some circumstances, great. Because we do not need to know the
precise behavior and interaction of microstructures, the model’s accuracy and simplicity make it a
good choice for commercial and industrial applications. However, in the future, the model can be
expanded to consider viscoelasticity and non-isotropic formation for greater precision due to the
model’s platform. Additionally, the dataset we select for training fully determines how well the
suggested model performs. It follows logically that expanding the training dataset will improve the

model’s ability to predict results.
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CHAPTER 6
PHYSICS-INFORMED NEURAL NETWORK MODEL; PYROLYSIS AND ABLATION
OF POLYMERS

6.1 Introduction

Heat causes both physical and chemical changes in solid polymeric materials. Thermal decom-
position and thermal degradation need to be distinguished clearly from one another. The process
of considerable chemical species change brought on by heat is known as thermal decomposition.
Thermal degradation is the loss of physical, mechanical, or electrical qualities as a result of the
effect of heat or excessive temperature on material, product, or assembly. Thermal decomposition
is the main alteration in burning.

Pyrolysis is one of the many different types of chemical decomposition processes that take place
at higher temperatures. It differs from other processes like combustion and hydrolysis in that it
seldom requires the addition of additional reagents such as oxygen (O) or water (in hydrolysis).
Pyrolysis results in solids (char), condensable liquids (tar), and non-condensing/permanent gases
[180, 181, 182]. Pyrolysis is widely used in the chemical industry to make ethylene, various kinds
of carbon, and other compounds from petroleum, coal, and even wood, as well as to make coal
coke. It has also been utilized lately on an industrial scale to convert natural gas (mainly methane)
into non-polluting hydrogen gas and non-polluting solid carbon char. Pyrolysis might be used to
turn biomass into syngas and charcoal, waste plastics back into useful oil, or trash into securely
disposable substances, among other things [183, 184].

The combined impacts of thermal, chemical and physical processes play a significant role in the

pyrolysis problems in polymeric materials [185, 186]. Table 6.1 summarizes the different thermal,
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chemical, and physical processes that may be investigated in burning.

Table 6.1. A summary of processes that can be anticipated in burning analysis

Heat conduction/temperature  [187], [188], [189]
Pyrolysis [190], [191], [192]
Volatile convective flow [193], [194], [195]

Char formation/mass loss ~ [193], [194], [195]

Internal pressure [190], [191], [192]
Thermal expansion [192], [194], [195]
Thermal stresses [196], [197], [198]

Before getting into the details of the models, it is crucial to understand what happens when the
polymer is exposed to a high-temperature heat source.

Chemical Processes: Polymers can decompose thermally by oxidative reactions or just by
being exposed to heat. Several main groups of chemical processes play significant roles in the heat
decomposition of polymers, including (1) Chain-stripping, in which atoms or groups not a part of
the polymer chain (or backbone) are cleaved; (2) cross-linking, in which bonds are formed between
polymer chains. (3) Random-chain scission, in which chain scissions occur at seemingly random
locations in the polymer chain; (4) End-chain scission, in which individual monomer units are
successively removed at the chain end; It suffices to state here that heat decomposition of a polymer
often involves many reactions from each of these kinds. However, these broad categories offer a
conceptual framework that is helpful for comprehending and categorizing polymer decomposing

behavior (see Fig. 6.1).

Chain scission Side chain elimination

Substituent reactions

Main reactions

Cross-linking Side chain cyclization

Figure 6.1. General decomposition mechanisms
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Physical Processes: The nature of the material may have an impact on the many physical
processes that take place during heat decomposition. For instance, simple phase transitions upon
heating are not achievable for thermosetting polymeric materials because they are infusible and
insoluble after they have been synthesized. On the other hand, if heating does not go over the
minimum thermal breakdown temperature, thermoplastics can be softened by heating without the
material undergoing irreversible alterations. This gives thermoplastic materials a significant edge in
terms of how simple it is to mold or thermoform items. Carbonaceous chars are created during the
thermal decomposition of several materials, including cellulosic, thermosetting, and thermoplastic
ones. The ongoing thermal decomposition process will be significantly impacted by the physical
makeup of these chars. The pace of heat decomposition of the remaining polymer is frequently
determined by the physical properties of the char. Even though char production is a chemical
process, its relevance is mostly because of its physical characteristics.

The polymer continues to decompose endothermically until the reaction zone reaches the
material’s back-face when the rest of the polymer is degraded to volatiles and char.

The physics of this thermo-chemical reaction is well understood, and it is described by a
collection of coupled nonlinear partial differential equations (PDEs) that describe heat conduction
and burning kinetics [200, 201]. These PDEs (see section 6.2), however, do not have a closed-form
solution; computational approximation is necessary.

Traditional solvers vs. Data-driven methods. The finite element method (FEM) is a common
approach that (1) uses a set of basis functions within discretized sub-domains of the geometry to
approximate the solution to the PDE at each time point and (2) iteratively simulates the evolution of
the basis function coeflicients forward in time [202, 203]. Comes with a restrictive computational
cost in the case of repetitive simulations, such as optimization, control, real-time monitoring, prob-
abilistic modeling, and uncertainty quantification. This is due to the fact that forward simulations
require solving large non-linear equations repeatedly.

In general engineering applications, the advent of Machine Learning (ML) and Al in recent years

has provided an opportunity to construct quick surrogate ML models to replace classical FEM.
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Figure 6.2. Physical and chemical changes during thermal decomposition [199]

Classic neural networks, on the other hand, map across finite-dimensional spaces and can thus
only learn discretization-specific solutions. This is frequently a constraint in actual applications,
necessitating the creation of mesh-invariant neural networks. The finite-dimensional operators and
Neural-FEM are two popular neural network-based techniques for solving multiple PDEs [204]
Finite-dimensional operators. A new line of research has suggested using neural networks
to learn mesh-free, infinite-dimensional operators [6, 205]. Only a forward pass of the network
is required to provide a solution for a new instance of the parameter, avoiding the significant
computational difficulties that plague Neural-FEM approaches. The neural operator just requires
data, not knowledge of the underlying PDE. Due to the difficulty of evaluating integral operators,
neural operators have not provided effective numerical techniques that can match the success of

convolutional or recurrent neural networks in the finite-dimensional scenario.
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Neural-FEM. The third method is known as the physics-informed neural network (PINN).
PINN differs from other machine learning paradigms widely employed for mechanics and physics
challenges in terms of how data is needed and employed. Unlike supervised learning, which is
often used for materials laws and requires artificial intelligence to be trained with labels in order
to generate forecasts, the search for the solution in PINN does not require any data other than the
ones required to form the loss function [206, 207, 208, 209].

PINN challenges. The training of PINN, however, is far from simple, especially for nonlinear
systems of equations. To construct the multi-layer perceptron, non-linearities should be applied to
each element of the output of the linear transformation. This is unlike the finite element method,
which is a more entrenched framework with clear strategies and established mathematical analysis
that guarantees convergence and stability for both the solution and weighting functions in pre-
determined finite-dimensional spaces. Furthermore, for both forward and inverse problems, the
physical constraints or controlling equations could be expressed in several ways; for instance, the
collocation-based loss function, which evaluates the solution at specific collocation points, or the
energy-based method that can reduce the order of the derivatives in governing equations despite
requiring numerical integrations. A large number of tunable hyperparameters, such as the configu-
rations of the neural network, the types of activation functions, and the neuron weight initialization,
as well as different techniques to impose boundary conditions while providing significant flexibility,
may bewilder researchers who are unacquainted with neural networks [210, 211, 212].

Goals. The training element of the physics-informed neural network for high nonlinear PDEs
like Burning is the core of this article. Our goal is to find techniques to make PINN training less
costly, lower the amount of trial-and-error necessary to appropriately tune the hyper-parameters,
and at the very least, empirically increase the training process’s robustness. Although the strategies
given in this research may be relevant to other versions, we confined the scope of this study to the
collocation physics-informed neural network. Our current attempt is to present a synthesis that
incorporates: (i) employing non-dimensionalization and normalization of the physical parameter to

address the problem of complex equations, (ii) infusing a broad understanding of the solution field
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with imprecise knowledge, (iii) using a weighted-sum scheme to enhance optimization algorithms
in the context of multi-objective optimization, (IV) exploiting different approaches for weight

initialization due to unbalanced gradients causes inaccuracy in optimization.

6.2 Exothermic Heat Transfer

When charring polymers are subjected to high temperatures, thermal energy is transferred into the
polymer via thermal convection. Pyrolytic gases and solid residues will arise from the material’s
decomposition. According to the degree of pyrolysis, the polymer may be divided into three zones,
as indicated in Figure 6.2: The polymer decomposes into three zones: charring, pyrolysis, and
virgin material. [213].

In the thermal study of heat transfer in polymers, three main types of thermal energy transmission
are often considered: conduction, convection, and radiation. However, for the sake of simplicity,
all mathematical models for polymers cover the effect of heat conduction in the case of one-sided
heating only. The effect of external convection on heat transfer is rarely explored. Similarly, heat
radiation from a polymer is rarely taken into account.

So, the following PDE governs heat transfer in polymers, i.e., heat transfer with internal heat

generation is expressed as [214, 215, 216].

p o ( or\ a( o\ o aT\ .
2 (00,T) = L ke 2 |+ L (ke 2o ) + 2 (k. 25 ) 4+ 0, 6.1
a: PCrT) ax( ax)+ay( yy@y)+0z( “az)J“Q ©1)

where T is the temperature, C, (T, @), k(T, ), and p(T, a) are the solid’s specific heat capacity,
conductivity, and density which are a function of temperature and degree of burning, and Q is the
rate of internal heat consumption. The change in thermal energy per unit volume is represented on
the left-hand side of the equation, while the energy flux owing to conduction is represented on the
right-hand side. The through-thickness direction is defined by the x-direction, whereas the planar
directions are defined by the y- and z-directions.

Internal heat consumption in polymeric material is expressed as a function of the degree of
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burning a € (0, 1), which is a measure of the conversion achieved during the polymeric material’s

burning reactions. The relationship between Q and e, in particular, can be expressed as [217, 218]

da
Q = _QFE’ (62)

where Q, is the heat of reaction generated per unit mass of polymer during burning [188]. The
evolving degree of burning in polymeric materials is usually controlled by an ordinary differential
equation that indicates the rate of burning as a function of immediate temperature and degree of
burning [187, 219, 220].

da

i g(a,T) > 0. (6.3)

Assumptions: Energy transfer via convection is considered to be insignificant in this study, and
the volatile gases created by the pyrolysis reaction are expected to be evacuated from the material
promptly and hence have no effect on the temperature. Temperature and the stage of the breakdown
reaction influence thermal conductivity, density, and heat capacity. However, because the change
in thermal conductivity with temperature cannot be calculated theoretically, this term must be
determined experimentally throughout the temperature range of interest.

In the space-time domain (x, ), this results in a coupled system of differential equations for
temperature and degree of burning. The temperature 7' (x, ¢) and degree of burning a/(x, ¢) in the
polymeric material are predicted by solving this system of differential equations with initial and
boundary conditions. This work aims to solve the system of differential equations for the polymeric
system burning shown in Fig. 6.3.

The boundary conditions at both ends can be set to a specific temperature by using the following

equations
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Figure 6.3. A schematic of polymeric materials during burning

T|x=0,y,z = Tbx(t)’ Tlx:L,y,z = Ttx(t)» Tlx,y:O,z = Tby(t),

Tlx,y:L,z = Tty(t)’ Tlx,y,z:O = sz(t)’ Tlx,y,z=L = TtZ(t)a (64)

where the subscripts b and ¢ represents the coordinates of the bottom and top surfaces of the

material, respectively. The initial conditions are written as follows

T|,—o = To(x) and ;=g = @o(x), (6.5)

where Tj is the system’s initial temperature, which is normally assumed to be constant in the
geometry, and g is the polymer’s initial degree of burning, which is assumed to be zero for

unburned materials in the entire spatial domain.

6.3 Physics-Informed Neural Network

6.3.1 Neural Network Architecture

Neural networks are well-known for their ability to represent information. Based on the universal
approximation theorem, any continuous function can be arbitrarily estimated by a multi-layer

perceptron containing one hidden layer and a finite number of neurons [221, 222]. While neural
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networks can compactly express very complicated functions, obtaining the precise parameters
(weights and biases) required to solve a particular PDE can be challenging [223].

The bulk of solutions has used feed-forward neural networks since Raissi et al. [4, 224] original
vanilla PINN. Some researchers, on the other hand, have tested with several types of neural networks
to investigate their effect on the overall PINN performance.

We start by building a simple D-layer multilayer feed-forward neural network comprising an
input layer, D — 1 hidden layers, and an output layer. We suppose that the d’" hidden layer has Ny
neurons. The previous layer’s post-activation output x¢~! € RN¢-1 is then fed into the d'" hidden

layer, and the specific affine transformation is of the form

H, (xd_l) 2 Wixd1 1 pd 6.6)

where the network weight W¢ € RN<*Na-1 and the bias term b? € RN to be learned are both
initialized using unique procedures like Xavier or He initialization [79, 80].

The nonlinear activation function o (.) is applied component-by-component to the current
layer’s affine output H,;. Furthermore, for some regression issues, this nonlinear activation is not

employed in the output layer. As a result, the neural network may be denoted as

N(x;0) = (HpoooHp_jo---o00oH)(x), (6.7)

. D
where o denotes the composition operator, © = {Wd , bd} g1 € % denotes the learnable parameters
to be optimized later in the network, and # denotes the parameter space, and A and x = x denote

the network’s output and input, respectively.

Activation function DNN training performance is influenced by the activation function. Activa-
tions like as ReLLU, Sigmoid, and Tanh are frequently utilized [225, 226]. Because the activation
function in a PINN framework is evaluated using the second-order derivative, it is critical to choose
it carefully. Because most activation functions (such as Sigmoid, Tanh, and Swish) are nonlinear

around O, it is preferable to pick a range of [0, 1] rather than a wider domain when rescaling the
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PDE to a dimensionless form. Furthermore, smooth activation functions such as the sigmoid and
hyperbolic tangent can be used to ensure the regularity of PINNs, allowing for accurate calculations

of PINN generalization error[227, 228].

6.3.2 Automatic Differentiation

In order to solve a PDE in PINNS, it is necessary to take derivatives of the network’s output
with respect to the input. The function w can be differentiated since it is approximated by a NN
with smooth activation function 4. Calculating derivatives can be done in four ways: manually,
symbolically, numerically, or automatically. When applied to complex functions, symbolic and
numerical methods such as finite differentiation perform poorly; on the other hand, automatic
differentiation (AD) conquers many limitations such as floating-point precision errors, numerical

differentiation, and memory-intensive symbolic approaches [229, 230].

Nondimensionalization & Normalization of Equations Nondimensionalization X = X% will
be used to remove of physical dimensions of the governing parameters X to describe the physical
process as the deviation of the parameters from their reference point Xy which is used for normal-
ization. This procedure allows us to simplify the loss function and prevent the effects of measured
units in dimensional analysis. Further scaling of the non-dimensionless parameters is also used
to prevent the effects of massive fluctuation of certain quantities that are less important relative to

some appropriate unit. These units refer to quantities intrinsic to the physics of the process rather

than measured units. Consider the dimensionless variables (denoted by 0) as follows:

f=—, X=—, y=—, T=—, a=—, (6.8)
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t*,x*, y*, T*, a* are dimensionless variables that written as

pCpLIL3

t'=—————  T'=T,-T, a'=1. (6.9)
kuxL3 + kyy L2

As aresult, the partial derivatives and the divergence operator are likewise stated in this manner

[231].

10 1= 1=
0o 100 g o156 v.o=l¥.o 6.10)
ot t* ot x* y*

The degree of burning relations and the heat equation are written in a dimensionless form as

10 - 16( 167_’)16‘( 167_")1(9 1 da
el 1 T Wk an
y* oy

10T\ . )
P T)= 7z ka5 = — o= | kees 72 |+O,  whil =-0r=—
t* Ot (pCyT) x* 0X x*0x ) y*dy " ( o 0Z)+Q while - Q © t* Ot
6.11)

6.3.3 Model Estimation by Learning

In the PINN methodology, network training takes place by minimizing the total loss of the network

parameters O,

0" = argminL+(X; 0). (6.12)
OcRP

An error or loss function is defined in PINNs utilizing the network’s processed outputs and
derivatives based on the equations guiding the problem’s physics. As a result, the network’s total
loss, Lg, is made up of the sum of loss terms for the PDE (L) and the initial and boundary
conditions (Lg). Also, let us assume that we have some imprecise knowledge which can provide a

general idea of the solution field.
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By updating the loss function, the imprecise knowledge can be easily included in the total loss

function to guide the training process as

Npack
L7 (©) = Ly (0) + Ls(©) + ) niLs (6.13)

i=1
where £; is the loss term for the i;;, background knowledge, and 7; is the control term for each
knowledge’s contribution. Since the imprecise knowledge is not exact, the minimizer is far away
from any true optimal point. As a result, we are interested in an adaptive optimization problem in
which imprecise knowledge is originally integrated into a supervised learning assignment. Setting
n; = 0 turns off the associated objective once the solution is close enough to finish the supervised
learning work.. L& represents due to error in satisfying the governing differential equations ¥ . It
imposes the differential equation # at collocation points over the domain, €, which can be chosen
uniformly or unevenly. The other term, 8 (1) = g, represents due to the error in satisfying
of the boundary or initial conditions. A mean square error formulation is used in a common

implementation of the loss, where

1 & 1 &
LF(©) = MSEF = N Z |F (Ge (2) — f (z)|I* = A Z Ire (u;) — i, (6.14)
¢ =1 ¢ =1

and

Np
£3(0) = MSEq = 3= . | (d0(2) - g (=) (6.15)
i=1

Optimization is used to minimize the loss function. Based on the literature, optimization of loss
functions is performed using minibatch sampling with the Adam and LBFGS method, which is a
quasi-Newton optimization procedure in most of the PINN literature. The gradient-based optimizer
will almost likely become stuck in one of the local minima for the loss function [232, 233]. Because
stochastic gradient descent (SGD) struggles with random collocation points, especially in 3D setups,

the Adam approach, which combines adaptive learning rate and momentum approaches, is used to
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Figure 6.4. A schematic of PINN blocks. Differential equation residual (loss) terms, as well as
initial and boundary conditions, make up PINNs

speed up convergence [234, 235].

Note that because it may incorporate numerous different objectives for separate tasks, the PINN
problem might be regarded as a multi-objective multi-task problem. This view of modeling has
several advantages. It lowers the order of regularity, which is advantageous for problems involving
discontinuities. Additionally, because the order of partial derivatives increases exponentially in
terms of time complexity in the automated differentiation technique, it may lower the total computing
cost [236]. Multiple objectives used to assess the correctness of the solution may result in gradients
that are conflicting. As a result of the opposing gradient, a compromised solution that is not always
Pareto optimal may emerge. We use the gradient surgery technique [237] for the PINN framework
to address the conflicting gradient and the challenge of balancing different objectives. We have the

following update rule in the most common form of GD-based methods,

0,=0,_1 - a,VeLr,-1, (6.16)

where @, is the updated unknown vector at iteration n'”, Vo Ls,_; is the gradient of the total
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loss function with respect to the unknown vector at iteration n — 1, and «, is the learning rate that
regulates the solution’s stability during iterations.

Let’s call each objective’s gradient vector g; = Ve L;(®) in gradient surgery, and the total
gradient is g = Ve Lr(0®) = Zf\i"lbj g;- You can find the concept in Fig. 6.5. For further

information, we direct interested readers to [237].

Algorithm 2 Algorithm of gradient surgery

1: O « Initialize random weights and biases.
il —1

: for n to Ny, do

2

3

4.  foritoN,,; do
5 Li(0Oy), gi = VL; <« compute objectives and gradients.
6

if g;.g; <0 then

7 8i=8i— rlz;_ﬁjz «— modified gradient.
8: end if
9: g= Zﬁi"f’j g; «— Aggregate gradient vectors.

10: end for
11: ®n+1 — GD(G)nag)
12: end for

g

conflicting &i

non-conflicting
> W N
g

a) b) <) d)

Figure 6.5. Gradient surgery idea [237, 238]

Weight initialization Because training deep models is such a challenging operation, the choice of
initialization has a significant impact on most algorithms. The beginning point can decide whether

or not the method converges at all, with certain initial points being so insecure that the algorithm
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runs into arithmetic issues and fails. Over the previous decade, more customized techniques have
been the de facto norm, as they may result in a slightly more successful optimization process. Pang
et al. [232] describe a method for picking the most appropriate one.

For initialization, Glorot and Bengio [79] advocated using a correctly scaled uniform distribu-
tion. This is referred to as the "Xavier" initialization. The assumption that the activations are linear
is used to derive it. This approach is computed as a random number with a uniform probability
distribution () as "weight = U [—%, #] ", where n is the number of node inputs. When used to
initialize networks that employ the rectified linear (ReLU) activation function, the "Xavier" weight
initialization was discovered to have issues.

The "He" initialization method is the current standard for initializing the weights of neural
network layers and nodes that employ the rectified linear (ReLLU) activation function [80]. The he
initialization technique is computed as a random number with a Gaussian probability distribution

(G) as weight = G(0, \/g), where n is the number of node inputs.

Adaptive weights Training multi-objective total loss functions pose challenges for optimization
techniques, as others have pointed out [4]. The unique solution to the governing equations is
obtained once initial and boundary conditions are imposed strongly, especially in the case of
boundary value problems. It is common to use a weighted-sum scheme to enhance optimization
algorithms in the context of multi-objective optimization [239]. Wang et al. [240] showed that
unbalanced gradients cause inaccuracy in optimization and developed an adaptive loss weight
approach where gradients of individual terms in the loss function are normalized in order to
decrease the stiffness of the gradient dynamics in PINNs. As a result, the total loss term Lq is

changed to

Lry =wg Ly +wslsg, (6.17)

where w represents the weight loss associated with each loss term.
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Based on the parameter values (®)¢ at epoch e, the updated scaling weight w*! for each loss

term is calculated as
= put + (1- o™, 6.18)
where 8 = 0.9 based on [240] and

rerl _ 1 max ([VLy (©°)])
" w¢mean (|VL; (0°)])

(6.19)

Such an adaptive strategy for loss weights improves the system’s robustness and improves the

model’s prediction accuracy.

Algorithm 3 PINN Algorithm for Burning Problem
I: X, t « Sample uniformly spatial and temporal domains.

2: @y <« Initialize randomly using Xavier scheme.
ne1
while err > TOL do

0, < Optimize Ly for O.

AN O

T,, a, < Evaluate temperature and degree of burning using ©.
7. err « ||®n — Op_1|| /||Onll with ||o]| as the L? norm.
8 nen+1

9: end while

6.4 Case Study 1: 1D Burning Problem of Polymer

To evaluate the performance of the proposed PINN, the heat transfer PDEs in a polymeric material

are trained in Python (V3.6.8), using Tensorflow and Keras libraries (V2.10).
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We can define the PINN solution approach for the 1D pyrolysis problem now that we have

covered the method of Physics-Informed Neural Networks (PINNs) and heat equations.

1o 1 o

14 1 6T o
S (pCpT)—x—a—(kxxx r )+Q while. 0 =0~ —=. (6.20)

T and « are the unknown solution variables in the case of 1D burning. For the dimensionless

version of these variables, neural networks are,

T:(x,7)— Nj(%,7;07), and a: (x,7) — Nz (%,1;,05), (6.21)

where ©®, denotes that these networks have their own set of parameters. After that, the total coupled

loss function is written as,

Npack

Lror = w1 L1 +wr Ly + w3 Loy + ws Ly, + w5 Ly, + W6 LTy, + Z niLi, (6.22)
i=1

while

1o

1 AL, 1ol 10a
N —= T) — —— [kp— ——
Lr NClZnt*m(pcp) o r ( o ) 0=
1 1 o .
Ly = . Z ”t_*E —g(a, D> loss of burning degree

1 -
Ly, = Ny Z 1T - To(x)]I%, loss of initial condition of temperature
i=1 (6.23)

Np
1 _
Ly, =— Z T = T,(0)]?, loss of boundary condition at bottom
b Ve

Np
1 _
Ly, =— Z T =T,()|> loss of boundary condition at top
© NI

1 B
Loy = Na Z @ — ao(x)|)? loss of initial condition of burning degree,
i=1
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Training and Hyperparameter Searches It is hardly surprising that network size, architecture,
and optimizer hyperparameters like learning rate can significantly impact PINN solution quality.
We used the hyperbolic-tangent and sigmoid activation functions to create neural networks with
four hidden layers and 20 neurons in each layer for all of the examples in this paper. We used the
Adam optimizer with an initial learning rate of 2 * 10~ and an exponential learning decay to 107
at the end of training. We have also explored a range of hyperparameters, but we have not noticed
any substantial improvements in terms of improving the pyrolysis problem studied here. Fig. 6.6

shows the training history for various hidden layers and neurons.

a) b)
0 I I layer - 15 nodes | 4 layers - 5 nodes
107 4 2 layers -15 nodes 10° - 4 layers - 10 nodes
6 layers -15 nodes 4 layers - 30 nodes

10" 4 107 1
S 102 E 102

10° 4 1031

107 10 Ry

0 200 400 600 800 1000 0 200 400 600 800 1000
Epochs Epochs

Figure 6.6. Losses for a variety of hidden layer (left) and neuron numbers (right)

Comparison with Numerical Results The reference numerical model results will be compared
to the above-mentioned best-performing PINN model outputs in this part. Fig. 6.7 shows the PINN,
numerical solution, and errors. As you can see, the PINN solution has a high level of agreement
with the expected solution when compared to the findings of numerical analysis. The upper face is
given a temperature of 7; = 700, while the bottom face is given a temperature of 7; = 700sin(5;?).

To = 700x° is the initial temperature.

Role of Weight Initialization Because training deep models is such a tough operation, the choice
of initialization has a significant impact on most algorithms. So, we trained the model with Xavier
and He initialization for tanh and ReLU activation functions hereunder. Fig. 6.8 shows the results

for Xavier and He initialization.
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Figure 6.7. PINN and numerical predictions for full cycle of burning for temperature (left), and
degree of burning (right)
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Figure 6.8. Evolution of loss term for Xavier weight initialization and He weight initialization

Training with and without Adaptive Weights. The performance of the suggested PINN with and

without loss weights is shown in Fig. 6.9 to emphasize the need to use loss weights.
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Figure 6.9. Evolution of loss term for optimization with and without loss weights

Training with and without Background Knowledge. To show the ability of background knowl-
edge, we compare two case studies with and without background knowledge. We consider that the
top of the geometry of polymer has a higher temperature and degree of burning always compared
to the bottom of that. We considered it as the background knowledge and added it to the total loss.

Fig. 6.10 shows the result for comparing of this factor.
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Figure 6.10. Evolution of loss term for optimization with and without background knowledge

6.5 Case Study 2: 2D Burning Problem of Matrix Cube

For the second example, we modeled the pyrolysis of ethylene propylene diene monomer (EPDM)
composites at the high temperature and pressure of solid rocket motors (SRMs), which results
in a char layer with a non-uniform distribution pattern. Interestingly, the compact structure of
the char can increase the ablation resistance of the composites. To better understand the ablation
mechanism and inform the design of EPDM composites for SRMs, it is crucial to understand
and describe the char formation pattern throughout the life of the material and also understand

the material behaviour at the interface. We used our H-PINN to predict the spatial evolution of
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chemical processes (pyrolysis and charring) before validating them against mesoscale finite element
results. It is of great theoretical and practical significance to study the formation mechanism of
the compact structure of the char layer for further studying the ablation mechanism and guiding
the development of EPDM composites. To date, the char formation pattern in polymeric materials
cannot be predicted with reduced order models, such as machine-learned approaches. In this
work, the hybrid PINN for 2D pyrolysis of EPDM composites are designed from the basic 2D heat

equation, namely

9 )2 L [, 0T L0 (10T
yyy*ay

1 0a

——. (6.24
t* ot ( )

) +0, while Q=-0,

section A

section A

compact stru?iurea 1' i :s?lijca bubbles. section B

1o SELRN e { g ; section B
loosestructure 4
2 A

v

horizontal section position

section C

Figure 6.11. SEM image of vertical-section of the char layer (left) and Micro-CT images of
horizontal-section of the char layer (right) [241]

The following steps were required to expand the PINN to 2D: adding one input (y dimension)
and providing a pre-layer for the y input, adjusting error calculation to include a term for the second
derivative of the PINN prediction with respect to y, and modifying the error calculation for the heat
transfer boundary conditions. The total loss function’s many terms, as well as their complexity,
present huge complications in network training. The only way to get meaningful results from the

Adam optimizer was to utilize scored-adaptive weights; however, we have found that the process
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has a high computational cost and lacks robustness. We offer a unique strategy, inspired by [242],

to overcome the limitations of standard network training methods for multiphysics issues.

Cone \

Parallel
training

Inverse
mapping
4 ---

’
’
¥
Assembly
4----

Figure 6.12. A mesh is used to discretize the material (left), the pyrolyzing front proceeds towards
the last spot of burning as pyrolysis progresses (right)

Char

The pyrolyzing front is shown as a two-dimensional triangle element. It means that we reduce
the order of 2D problems by decomposing them into many 1D problems and training them as a
collection of learning. In this concept, we need to assume the last point of burning in the material.
Next, we decompose 2D geometry into many 1D elements, which the last point of burning is shared
among all 1D elements. Fig. 6.13 and Fig. 6.14 show the PINN solution for temperature and degree
of burning for different time steps, respectively. The domain is subjected to a constant temperature
300 +700e~'%" at the top and bottom faces and a constant temperature 300 + 600e !> * at the right

and left faces.
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Figure 6.13. Temperature predictions using PINN for various time steps in burning ¢ =
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Figure 6.14. Degree of burning predictions using PINN for various time steps in burning ¢ =
0.01,0.1,0.5,2,4,7
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6.6 Case Study 3: Shen’s Model for Burning

The second category of burning, which considers that the specific heat remains constant, with only
thermal conductivity and material density being temperature dependent, is presented in this section

[243].
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The heat transfer PDE in a polymeric material is presented as

% (psCsT + p.C.T) = 9 (kg—T) +Q, while Q=Kp (C;—C)(T). (6.25)
X

ox

<+

Heat conducts from warm to cold

Figure 6.15. Schematic of 1D burning and char formation

Results are presented for boundary and initial conditions such that L = Imm, Ty = 700x°,
T, = 0 and T; = 700 for duration of 10 seconds. The training is conducted on 500 uniformly
distributed points in (x, t).

Thermal characteristic values of polymers

The thermal conductivity and density of the polymer, as well as char, have temperature-
dependent properties, as shown in Fig. 6.16. The thermal conductivity of the material is shown
in Fig. 6.16.a. When the temperature rises above 250F°, the sample’s exposure time to heat flux
increases, and the material’s thermal conductivity rapidly decreases as a result of the temperature
rise. The material’s thermal conductivity before this temperature is around 10W/mK. The
thermal conductivity of the solid stabilizes at 0.3W/mK at temperatures up to 550F°. Beyond
250 degrees Fahrenheit, the density of the polymer rapidly declines until it reaches zero at 550
degrees Fahrenheit. The density of the char, on the other hand, rapidly increases to 800kg/m3 at

temperature 700 (see Fig. 6.16.b).
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Figure 6.16. Thermo-physical properties of polymer

Comparison between numerical and predicted temperature profiles

To assess the accuracy of the PINN in terms of predicting 7', results are compared to numerical
predictions from MATLAB. Fig. 6.17 shows the temperature prediction for the case study. The

obtained relative error of the predicted temperature when comparing PINN and numerical methods

is below 1%.
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Figure 6.17. PINN and numerical temperature predictions for full cycle of burning

The temperature evolution at the left side of the polymeric material, middle of the polymeric

material, and right side of the polymer are shown for the full burning cycle in Fig. 6.18. Also, The

mean square error of the loss function is reported in Fig. 6.19.
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Figure 6.19. Evolution of loss term in the training of the network

It is somewhat remarkable that a neural network with hundreds of parameters cannot approx-
imate the analytical solution of the 1D hyperbolic PDE with a non-convex flux function with any
degree of accuracy. This is particularly striking because, in theory, there should exist a network that
can offer a near approximation of the continuous solution for any arbitrarily chosen PDE. However,
this is not what is seen. As a result, this leads us to conclude that the issue is not with the solution

in nature but with the methodology we employ to obtain it, i.e., the optimization procedure or the
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loss function.

6.7 Discussion and Concluding Remarks

In this paper, we studied a comprehensive study on Physics-Informed Neural Networks (PINNs)
for the forward solution of pyrolysis problems by making the training more straightforward. We
explored how Physics-Informed Neural Networks (PINNs) can be employed to solve pyrolysis
problems in the forward phase. Our research is the first to explore fully coupled temperature-
degree-of-burning relationships in pyrolysis problems. We presented a dimensionless version of
these relations that leads to the optimizer’s stable and convergent behavior.

While the achieved results are close to our expectations, it should be noted that training PINNs
is time-consuming. We relate the training challenge to the multi-objective optimization issue and
the application of a first-order optimization algorithm, as reported by others. Given the difficulties
encountered and overcome in this work for the forward problem, the next step is to use PINNs to
inverse burning situations.

A multi-task learning approach has emerged in which a NN must fit observed data while de-
creasing a PDE residual. This article introduces single- and separated-network PINN architectures
to forecast temperature distributions and the degree of burning of a pyrolysis problem in a one-
dimensional (1D) and two-dimensional (2D) rectangular domain for the first time to model through
collocation training.

The complex and non-convex multi-objective loss function presents substantial obstacles for
forward problems in training PINNs. We discovered that adding several differential relations to
the loss function causes an unstable optimization issue, which may lead to convergence to the
trivial null solution or significant deviation of the solution. The dimensionless form of the coupled
governing equations that we find most beneficial to the optimizer is used to address this problem.
The numerical results are compared with results obtained from PINN to show the performance
of the solution. Our research is the first to explore fully coupled temperature-degree-of-burning

relationships in pyrolysis problems. Unlike classical numerical methods, the proposed PINN
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does not depend on domain discretization. In addition to these characteristics, the proposed PINN
achieves good accuracy in predicting solution variables, which makes it a candidate to be utilized for
surrogate modeling of pyrolysis problems. While the achieved results are close to our expectations,

it should be noted that training PINNs is time-consuming.

136



CHAPTER 7
UNCERTAINTY QUANTIFICATION AND FAILURE PROBABILITY ESTIMATION

Overview A qualitative breakdown of total uncertainty describing the contributions from data
(noisy, gappy); physical models (misspecification, stochasticity); neural networks (architecture,
hyperparameters, overparametrization); and posterior inference. Aleatoric uncertainty is due to
noisy data and cannot be reduced. Epistemic uncertainty is due to noisy and limited data, as well
as neural network overparametrization. The aim of this chapter is that to model the uncertainty of

a constitutive model for for various materials and estimate the probability of failure in them.

7.1 Introduction

Elastomers, primarily composed of cross-linked polymer matrices, exhibit non-linear behavior
during extensive deformation. This behavior, especially evident before failure, has been a focal
point of research due to its application significance. The hyperelastic behavior of isotropic incom-
pressible rubbers has been analyzed to derive strain energy functions [244, 245, 67]. However, the
development of constitutive models is constrained by theoretical and experimental limitations.
Historically, deterministic models, which describe average material responses, have been pre-
dominant [13]. These models, while useful, overlook inherent uncertainties in elastomer behavior.
This oversight challenges the computation of confidence intervals and model accuracy. The vari-
ability in failure stretch/stress across samples further complicates deterministic descriptions. This
study aims to address these challenges by viewing the failure state as a Fuzzy variable.
Uncertainty Quantification (UQ) focuses on characterizing and mitigating uncertainties in both

computational and real-world scenarios. UQ provides error bounds, setting the validity range for
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model predictions. While most models are deterministic, real-world polymeric system behaviors
often follow probabilistic patterns, limiting deterministic models’ relevance [246, 247].

UQ’s strength lies in its ability to offer probabilistic models that present a range of material
parameter values. This range allows for the analysis of system behavior under unforeseen conditions.
In deterministic models, failure is defined when the nominal stress o exceeds a threshold 0. In
probabilistic models, both o~ and o ¢ are probabilistic, meaning stress increase only heightens failure
probability without specifying an exact failure point.

Failure in materials can be better understood as a probabilistic event rather than a binary
outcome. The inherent uncertainty can be decomposed into two primary sources: (i) "epistemic
errors", which arise from knowledge gaps and can be mitigated with additional resources, and
(i1) "aleatory errors", representing the system’s intrinsic variability that remains constant across
parameters. The primary objective of Uncertainty Quantification (UQ) in computational modeling
is to ascertain and predict these uncertainties [248, 249].

Two prevailing statistical paradigms for UQ are the frequentist and Bayesian views. The former
defines probability based on long-term occurrence rates, while the latter integrates prior knowledge
with new data to determine probability. In the frequentist approach, parameters are treated as
fixed random variables. Conversely, the Bayesian perspective sees parameters as random variables
contingent on available data. While misguided prior knowledge can skew Bayesian models,
accurate priors enhance statistical inference [250, 251]. Thus, UQ serves as the foundation for
computing failure probabilities.

Several deterministic models have been proposed during past decades. In 1948, Rivlin [252]
investigated fundamental concepts of large elastic deformation of isotropic materials. In 2020, we
proposed a physics-based data-driven constitutive model for cross-linked polymers by embedding
neural networks in micro-sphere [78].

In recent years, several studies have been conducted on the stochastic modeling of constitutive
models of soft materials [253, 254, 255]. In 2015, a Bayesian parametric approach was employed

for calibration of the constitutive model for soft tissue based on Bayes factors [253]. Brewick and
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Teferra [254] derived a parametric UQ model of Ogden model for brain tissue. They calculated
posterior distribution of the constitutive parameters by employing Markov Chain Monte Carlo.
Kaminski and Lauke [256], derived parametric UQ models of multiple constitutive models ranging
from Neo-Hookean to Arruda-Boyce, and showed probabilistic characteristics, such as expectation,
variance, skewness, and kurtosis. Recently, Mihai et al. [255] published their study on the
uncertainty quantification of elastic materials by using Bayes’ theorem to select the model. Another
parametric study has been used as a Bayesian calibration framework to determine the posterior
parameter distributions of a hyper-viscoelastic constitutive model using mechanical testing data of
brain tissue [257].

While several studies were conducted on predicting the failure probability of materials and
structures, [258, 259, 260, 261] the failure of rubber-like materials remains a challenging issue.
Here, our goal is to advance a parametric UQ approach to predict failure probability from the
Carroll constitutive model. The model is then compared with predictions of a non-parametric UQ
approach which comes at considerably higher computational cost. Note that we selected the Carroll
model because compared to other complex model such as microsphere model and tube model it is
simpler with equal accuracy for both Treloar’s and Kawataba’s dataset [145]. Carroll model not
only has just three parameters but also it can capture the behavior of elastomers in different states
of deformation such as biaxial, and shear because it is function of first and second invariants of
deformation tensor.

In this chapter, we delineate a comprehensive probabilistic modeling approach for elastomers,
encompassing three pivotal facets: (i) Bayesian calibration of the Carroll model’s [262] parameters
for hyperelastic behavior using two distinct datasets, (ii) formulating confidence intervals for stress-
strain curves via conjugate priors, and (iii) computing failure probability using the First Order
Reliability Method (FORM) and contrasting it with Crude Monte Carlo (CMC) simulations to
discern parameter sensitivities.

Our methodology unfolds as follows:

Step 1: Introduction of a Bayesian-calibrated parametric stochastic model tailored for smooth
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data based on the Carroll model [262].

Step 2: Formulation of a non-parametric stochastic constitutive model for noisy data lever-
aging Gaussian Process (GP).

Step 3: Calibration of both models using silicon- and polyurethane-based adhesive data,
demonstrating their efficacy in predicting behaviors in rubber-like materials.

Step 4: Construction of a probabilistic failure model from the parametric stochastic model
using a limit state function. This approach can be adapted for non-parametric models, albeit with
increased computational demands and an altered implementation strategy.

Step S: Failure prediction via the FORM method, incorporating a sensitivity analysis to gauge
the impact of each constitutive model parameter on failure probability, and juxtaposing the outcomes
with CMC-based predictions.

Here, we first developed a parametric stochastic constitutive model based on Bayesian model
calibration is mentioned for both cases of maximum prior estimation and maximum likelihood
estimation, see section 7.2. Next, we discuss GP as a non-parametric model in detail for finding
hyper-parameters of the kernel-based on the limited-memory Broyden—Fletcher—Goldfarb—Shanno
(L-BFGS) method in section 7.3. Moreover, the probability of failure analysis based on FORM
and CMC simulations are explained in section 7.4. Finally, the results are presented in section 7.5

for two compounds tested in our facility as are described in details.

7.2 Parametric Approach

The foundational step in parametric failure probability estimation involves constructing a stochastic
surrogate model to encapsulate the material behavior, necessitating a probabilistic constitutive
model to account for inherent uncertainties.

Uncertainty Quantification (UQ) typically discerns several uncertainty sources:

(1) Parameter Uncertainty: Originating from model input parameters with indeterminate values,
either due to experimental constraints or statistical inference limitations.

(2) Structural Uncertainty: Often termed model inadequacy or bias, it arises from incomplete
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understanding of the underlying physics.

(3) Algorithmic Uncertainty: Attributed to numerical errors and approximations in model
implementation.

(4) Experimental Uncertainty: Stemming from variability in experimental measurements.

(5) Interpolation Uncertainty: Resulting from gaps in data from model simulations or experi-
mental observations.

For the Parametric Stochastic Constitutive model, the Carroll model [262] delineates the hyper-

elastic response. The associated strain energy function, ¥, and the uni-axial stress, PU7 are defined
as:
Y = Wil + Walt + WinI, (7.1)
3 -1
PUT = (2W1 +8W; (2071 + 22) + Wy (14200) 2) (1-272). (7.2)

where A is the principal stretch in the uni-axial tensile loading, /; and I, are the second invariant
of Green-Cauchy tensor, and W; |,_; 3 are model parameters.

Let us first describe the steps required for the calibration of a constitutive model as a stochastic
model. A constitutive model should be able to connect deformation input A to stress output P

through certain internal parameters W such that

m

P=f(W)+e with fNW)=Y W;g; (1), and P(e)zN(elO,az), (7.3)

Jj=1

where ¢; are the basis functions, m is the number of basis functions, and W; are the weight
parameters gathered in vector W. Here, N (6|0, 0'2) represents the Gaussian distribution of noise
around zero with variance o-> which is assumed to represent % (€). Inserting Carroll model [262]
in Eq. 7.2, f (X\; W) D will be represented by three weight parameters and three basis functions,
where m = 3. As a representative constitutive models, the Carroll model [262] is chosen due
to its performance in predicting different states of deformation, which has a rational error. In a

stochastic calibration problem [263], we optimize function f (A; W) by fitting W with a dataset D
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of n observations of A, and P as summarized below

D = {[A1, P1] ... [As, Py]} = {P, A} (7.4)

Bayesian Methodology is used to calculate the joint probability distribution of model parameters
and accordingly to derive uncertainty associated with experimental data [264]. In comparison to the
least square method (LSM), the Bayesian approach can show the model uncertainty with stochastic
parameters, while LSM mainly search for the best parameters for fitting without providing any
information regarding parameters’ probability. Bayesian method is based on the Bayes conditional

rule of probability where

P(DIW,M)P (W|M)

P (WD, M) = o p s,

(7.5)

which W is the vector of unknown model parameters, and M is the chosen model, namely, the
Carroll model [262]. P (W|M) is the prior joint distribution and shows the degree of belief to
the parameters before we know the data.  (D|W, M) is the likelihood joint distribution which
describes the observation probability of what we have observed, and £ (W|D, M) is the posterior

distribution. Here, (D) is a normalizer, given as follow

P (D) = /Wso (D|W, M) P (W|M) dW. (7.6)

For parameter estimation, the marginal likelihood # (D) does not affect the value of the weight
parameters W, so it is often considered as a normalization constant. In the absence of any
information, the prior probability of the parameters can be assumed to be a Gaussian distribution
on the parameter space. It is one way to illustrate our prior ignorance about the weight parameters
w.

Prior Selection is pivotal in the Bayesian framework. Various strategies exist, including right

Haar measure, Jeffreys prior [265], reference priors [266], Maxent priors [267], and conjugate priors
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[268]. Notably, conjugate priors yield specific posterior distribution families. For computational
simplicity in this study, we adopt a Gaussian prior, sidestepping challenges inherent to other
methods. This choice remains robust, as subsequent observations iteratively refine the prior
distribution.

Bayesian model selection offers multiple methodologies. Among them, the Bayes factor,
frequentist methods, and the Bayesian Information Criterion stand out. The Bayesian approach
holds advantages, notably its interpretability in terms of model posterior probabilities and the Bayes
factor. It also ensures, under mild conditions, the selection of the true model if it exists within the
candidate set [269, 270].

Our chosen prior is expressed as:
1
P(W;a)=N (W|0, —I) , (7.7)
o

where the initial assumption centers the weights around zero, N (W10, a/"I). The precision
parameter, @, acts as a regularization index in MAP to counteract overfitting, and is set to 1 for
MLE. This parameter quantifies the uncertainty surrounding W values [271, 272].

Model Calibration is executed via two distinct methods for cross-validation: (i) Maximum

Likelihood Estimation (MLE) and (ii) Maximum a Posteriori (MAP) estimation [273].

7.2.1 Maximum Likelihood Estimation (MLE)

MLE aims to identify a probability distribution that best replicates observed data. Specifically, it de-
termines the weight parameter vector, Wy, g, that maximizes the likelihood function P (W|D, M).
However, W, g might not always be unique or even existent. To enhance computational efficiency,
the log of the likelihood function, In P (W|D, M), is often maximized due to its slower growth rate.

Since the likelihood function and its logarithm are monotonically related, maximizing one implies
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maximizing the other. Given a differentiable log-likelihood, the MLE criteria can be expressed as:

OlnP(W|D, M) 0o 3*>InP(W|D, M)

<0, (7.8)
ow W=WuyLE ow? W=WuyLE

where the latter condition ensures the function’s convexity at the optimal Wy . Considering
Eq. 7.5 in terms of stress and deformation, the posterior encapsulates our knowledge post-data
observation, given known noise variance o2,

Based on Eq. 7.5, the posterior can be expressed as

P (PIX, W;0%) P (W)
P (P|N\) ’

P (Wl)\,P; 0'2) - P (P|A) = / P (P|)\, W, 0-2) P (W) dW,
(7.9)
where P (P|A) is the marginal likelihood of producing the experimental dataset D. Assuming

likelihood and prior to be Gaussian, we can write the likelihood function with respect to Eq. (7.8)

as
2 1 2
P (P|>\, W o ) = exp [—— || OW - P| (7.10)
202

where @ € R™ is a matrix with values of basis functions distributed over observation points
D such that ®; ; = ¢;(4;). In MLE approach, one can find the weight parameters, Wy g, by

derivation from Eq. 7.10

-1 ®W g — P>
VP (PAW:c?) =0 = Wy =(0'0) oP, o2 = L ERTD

The posterior function is consequently derived as a PDF function of multivariate distribution N as
P (PIXW:o?) = N (PIWh, @) 0y ). (7.12)

The posterior function allows us to make a probability distribution for a new target constitutive
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values A%, and o based on the optimized weight parameters Wy, g using P (P*|A*, Wy 1g; 0),
where the median m (1), lower bound /(1), and upper bound u(1), for any new target deformation

can be calculated as

m

m(A) = Wure:¢;(A), 1(2) ~ m(2) = 20mLE, u() ~ m(A) +20u.e. (7.13)

J=1

7.2.2 Maximum A Posteriori (MAP) Estimation

In this method, in order to find parameters, the measurement process is modeled using the posterior.
We believe that our measurement is around the model prediction, but it is contaminated by Gaussian
noise. So, we have the same likelihood here Eq. 7.10. The difference between this method with the
last method is, here, we maximize posterior. This method is very similar to MLE, with the addition
of the prior probability over the distribution and parameters. In fact, if we assume that all values
of weights are equally likely because we do not have any prior information, then both calculations
are equivalent. Thus, both MLE and MAP often converge to the same optimization problem for
many machine learning algorithms because of this equivalence. This is not always the case. If the
calculation of the MLE and MAP optimization problem differ, the MLE and MAP solution found
for an algorithm may also differ. We model the uncertainty in model parameters using a prior.
In the MAP approach, the likelihood function in Eq. (7.9) will be calculated differently based on

conjugate prior and given as
1
P (PN, W; ) = exp (- =— |@W - P> - | W), (7.14)
202 2

where one can find the optimized weight parameters that are gathered in W4 p, by derivation from

Eq. 7.14

vp (Pl)\, W, 0'2) —0 = Wiyap=1logP(P|A\W:0)=Sy® P, Sy-= (a/I+ —o'®
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The posterior function is consequently derived as
1
P (WA P) = N (W|Wy,Sy) = det (27Sy) "2 exp —(W=Wy)'S (W-Wy)|.  (7.16)

where Wy is the mean vector, Sy is covariance matrix, and for a Gaussian posterior, Wy 4ap = Wy,
and Sy; = Sy. The posterior function allows us to make a probability distribution for a new target

deformation values A* based on the optimized weight parameters W 4p as
P (PN, Wy, Sy) = N (PIWEA(AY), Sy) (7.17)

where the median m(A), lower bound /(1), and upper bound u(1), for any new target deformation

can be calculated as

m(d) = Z Waiap.jd;(d), 1) ~m(d) - 20, u() ~m(d) +20.  (7.18)
j=1

7.3 Non-parametric Approach

A Non-parametric Stochastic Constitutive Model is proposed to describe the constitutive behavior
of elastomers and its associated uncertainty. Unlike parametric method, this method is generic
and can be applied to any mapping ranging simple to complex, although at significantly higher
computational cost. Gaussian processes (GP) take a non-parametric approach to model selection.
Compared to Bayesian linear regression, GP is more general because the form of the classifier is
not limited by a parametric form. GP can also handle the case in which data is available in different
forms, as long as we can define an appropriate covariance function for each data type. Bessa et
al. [274] employed Gaussian processes and neural networks to create a constitutive model for

hyperelastic materials, and also to predict plastic properties.
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Gaussian Process (GP) represents the probability of function outputs by providing a joint Gaus-
sian distribution of the output for any set of input points [275]. This property, and the fact that the
distribution of a subset conditioned on the rest is also Gaussian for any set of observations with
a joint Gaussian distribution, allows predictions to be made at an unknown point (A*) based on

previous observations D. A GP on a model can be written as

P(P) = Gp {Pl; K(A, A} (7.19)

where p is the mean function which indicates the central tendency of the Gp. Assuming no
particular knowledge about the trend of the function, we pick a zero mean function. # (P) denotes
our beliefs about P. Tensor K is symmetric matrix (kernel) that describes the covariance between
every pair of components in the input vector A and depends on a set of hyperparameters 8. There is
a one-to-one correspondence between the differentiability of the covariance function and samples
from the GP probability measurement of the GP probability measurement when selecting the
covariance function model [276]. Describing K using the squared exponential covariance function,

we can write the components as

2 [y

n=

n_ 3 .nm\2
Kij = k (A, ) = voexp (—l > M) : (7.20)

where 0 € {vo,l, >, ...,1,}, and A;" is n-th element of A; from data set. Hyperparameters /,, and
vo represent the length-scale and output-scale, respectively. Consider that a GP prior Gp (P|u; K)
is chosen for the constitutive model M, and our experimental data set is D = [(A;, P;)], where
Pi = M(A;) + € and P(e|d) = N (e, 0; 0%); we can write GP prior as

P (P|0) = N (P|p(A]0) ; K (A, A|6)), (7.21)

To fit the hyperparameters, we look for the 8 that maximizes the log-likelihood [277].
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Based on Eq. 7.16 for a Gaussian distribution, log-likelihood can be written as

(P-pw)' V' (P-p) logdetV nlog2n

log P (P|\, 0) = — 5 > .

with V=KX, \|0) + 0’1

(7.22)

Marginal likelihood indicates the quality of the fitting of the model to our training data. To

optimise the training and maximize the log-likelihood, the best hyperparameters should be located

and used for fitting. In this study, we used L-BFGS method to maximize log-likelihood. Our goal is

prediction of function M (\*) at some test locations A*. Now, we can calculate mean and covariance

functions at A and evaluate multivariate Gaussian distribution. So, we can write joint distribution
between the training function M () = P and the prediction function values M (\*) = P*.

Using Bayes’ rule

P (P*IX", D) = N (P*|parip (X)) : Kpgip (A, A7), (7.23)
where
-1
i () = () + KA N) (KON +021) (= p(V), (7.24)
and
Kyp(A, A7) = K (A%, A%) — K (A%, ) (K A A) + (721)_1 K (X M. (7.25)

where K(A, A¥) is the cross covariance between A and A*.

7.4 Probability Failure Calculation of Hyperelastic Materials

In the previous section, we discussed the incorporation of uncertainties from various sources into
constitutive models. This section delves into the utilization of the probabilistic model, derived from
the previous section, as an input for calculating failure probability.

For hyperelastic materials, uncertainties stemming from the material matrix (both parameter

and model uncertainties), compounding processes (experimental uncertainty), geometry (struc-
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tural uncertainty), and loading conditions (both experimental and interpolation uncertainties) can
significantly influence prediction accuracy. A primary challenge in developing failure prediction
mechanisms is the absence of a definitive failure threshold, making it difficult to categorize events
as binary (either failure or non-failure). In real-world scenarios, samples exhibit failure across a
broad spectrum of stress or strain levels, leading to significant errors in deterministic failure models.
To address this, we require probabilistic models that can accurately depict the probability of failure.

Consider the failure stress criteria, denoted by oy. This can be viewed either as a deterministic
value or as a probabilistic distribution (as illustrated in Fig. 7.2). Given the probabilistic constitutive
behavior of the material, represented by P(W), we can determine the failure profile p s in relation
to oy.

This is achieved using a limit state function (LSF) g(W), which is given as

> 0 Safe region

g(W)=0y-P(W), = g(W): 0 Limit state (7.26)

< 0 Failure region: p

where P(W) is a constitutive equation of the variables Wy, W5, ..., W,, which is estimated from
the Bayesian surrogate constitutive model procedure which can be derived through aforementioned
parametric or non-parametric procedures (see Eq. 7.3). The distribution P(W) can be derived

based on the experimental data on stress-strain behaviour of materials.
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Figure 7.2. Concept of 8 index with respect to LSF in a) the physical space b) the standard normal
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Figure 7.1. Concept of failure probability in an specific stretch and formation of failure region p r
with a) a deterministic criterion for ultimate stress b) a probabilistic criterion for ultimate stress

NATAF transformation will be used to map the distributions of random constitutive variables,
(W), within their standard normal space (for computational purposes [278]). Next, a first-order
Taylor expansion at the most probable point is sufficient to locate the maximum failure probability
of g(W) [279] (see Fig. 7.2.b). The failure probability Py integral over the failure region g < 0 is

written as

Pr=P(g <0) :/ / f (Wi, Wy, ..., W) dW,...dW,, (7.277)
g<0

where f is the probability density function, and n is the size of the input vector W. In Eq. 7.27, the
integral should be taken over p y where g < 0. To simplify the integration, it would be sufficient to

rewrite the integration with respect to a normal standard space with u = 0 and oo = 1. Accordingly,
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one can introduce a new limit state function G on a normal standard space which represents the
former g(W) over the current space. To convert the problem from current space to the normal
standard space, NATAF transformation [280] will be used, which introduce new input parameters
x; based on W as

xi =@ (f(W), (7.28)

where f and ®~! represents the cumulative distribution functions (CDF) of W and the inverse CDF

of x;, respectively. Accordingly, P is estimated as given below [281]

n n
MG 0G 0G

Pf:q)(_ﬁ)a :8: —, MG = G(,le,/lxz,...,,uxn), O-G2 S 5. Cov (-xi’xj)7
oG pre Ox; Ox;

IR

(7.29)
where f is the reliability index, and represents the shortest distance from the origin in standardized
normal space to the hyperplane (deterministic) or paraboloid (probabilistic) formed by G = 0. S
can be calculated by solving an optimization problem. Let us introduce x* to represent the point
along the paraboloid, which has the least distance to the origin, further referred to as the design
point. Here, ug and o are the mean and standard deviation of the G (x) in the standard normal
space. In the FORM analysis, the paraboloid G (x) = 0 can be represented by a linear smooth
surface which passes through the design point, x*, designated by position vector x*.

Accordingly, we have G (x) ~ 0 while G (x*) = 0, and thus the surface can be represented by

G (x) =G (x*) +VGT (x) (x —x"), x* =argmin{|| x || |G(x) =0}, (7.30)
where 8 =|| x* ||. The improved Hasofer-Lind-Rackwitz-Fiessler iHLRF) method is used [282] to
find the design point. Furthermore, having an arbitrary point (x,,) as the design point candidate in
the iteration m, the new candidate design point (x,,+1) can be obtained by

Xyl =X + 00.dps (7.31)
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where d,,, and d,, are the step search and the search direction at the m th iteration, respectively.
Here, 6,, = aX can be determined by Armijo rule which considers a to be a positive value (usually
a = 0.5), and k to be an integer that is iteratively increased from zero [283]. The proper search
direction (d,,) and the step search (6,,) for carrying out the search algorithms to find the design

point are presented as follows

i (G

VG (x)
T m
=|——————+a'x,|a—-x,, o=

| G (xm) |l

= —— 7.32
VG o) 1 (732)

A convergence criteria is required to stop the search algorithm for finding x,,, which is considered
as follows
(1) By assuming x,, to be almost on the surface of the limit state function, we have G (x,,) ~ 0

which yields

G (xm+1) — G(xp)
G(xm)

el, (7.33)

where e ~ 0.001 is the convergence parameter that defines the stop criteria.
(2) The surface gradient of the limit state function passes through the coordinate reference point

at the last point, which shows that the current point is the closest point to the origin

< ey, (7.34)

- m
Il 2m |l " x|l

where e; is convergence parameter as a criteria to stop iteration. It is 0.001 based on literature.
After finding the design point (x*), probability of failure is equal to Py = @ (— || x* [|).

Crude Monte Carlo (CMC) Simulation is used to provide benchmark for validating the
predictions obtained by FORM. CMC simulation is also used concurrently to estimate the limit
state probabilities. The results show the accuracy of the first-order approximation of LSF. CMC is
a popular method among the methods of sampling which generates random numbers for random

variables W, based on their distribution. Each time a random vector is generated, g(W) will be
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validated and consequently, we assume sample failure if g(W) < 0 (see Fig. 7.3). Integral of

failure probability can be written as

pe=ra<o=[ . fronaw= [T [T rmar=t S m.
< - - i=1

) (7.35)
where N = 5+ (1;%) is the number of simulation, and dp = 0.05 is a common value in the
Py
literature [281, 284].

wi) e Sample

Figure 7.3. Monte Carlo simulation

Note that Monte Carlo simulations constitute an integration method which, with respect to
numerical integration, represents an economical means of choosing only some points by chance
in the integration domain instead of systematically scanning in all directions. The value of the
integration is thus deduced from the mathematical expectations of the sampling. On the other
hand, FORM is a method which includes an integration method by estimation of LSF with Taylor
expansion. The reason that we represent and compare these methods is that we want to show with
CMC that first-order estimation of LSF in FORM is correct or not. So, if their results are in a good
agreement, it means that the estimation is correct.

For understanding the procedure of this research, the below flowchart shows the steps of this

study in summary.
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Figure 7.4. Flowchart of steps of conducted study

Sensitivity Analysis

Importance vector, ~y, is used as a computational tool to determine the relative influence
of the parameters in the failure probability function in the reliability analysis. Since now we can
approximate the limit state function around the design point G (x) = ||VG (x*)[| (B — aTx) , variance

of LSF, namely var(G), can be written as follows

var(G) = VGTE2, VG = (- | VG || &)T (- || VG || @) =|| VG ||? (aqz Fant+..+ a/nz) ,
(7.36)

where X, is the covariance matrix. In Eq. 7.36, we define the contribution of each random variable
in the variance of the limit state function through ;> with higher values of |a;| representing larger

influence of their associated random variables. If o; > 0, the random variable is called the load

154



variable, and is called the resistance variable otherwise when @; < 0. So, whenever the FORM
analysis is carried out to derive «y, one can determine the significance of random variables, which
has the greatest interference in the probability of failure. To consider the correlation between the
variables, the importance vector ~ is defined as follows

a]x*,w*D

B (7.37)

||ajx*,w*D| | ’
where jy,, = DL. Here, D is the derivation matrix in & = DRD where R is the correlation

coefficient matrix, and L is derived as the Cholesky factor of the upper triangle of R, namely

L = chol(R).

7.5 Results

7.5.1 Experimental Tests

A uni-axial test is implemented for three materials, silicon, polyurethane black, and Styrene-
butadiene rubber. Four specimens were used to characterize each failure point used in the experi-
mental data.

Our tests were mostly focused on uniaxial tensile tests performed on Dumbbell specimen with

specifications given in ASTM D412- Die C and shown in Fig. 7.5.

2.5cm

Figure 7.5. Detailed sample dimensions

Mechanical Test Quasi-static tensile tests were conducted on a uni-axial universal Testing
Machine (7estResources 311 Series Frame). Samples were clamped between two grips and

stretched at the rate of 50mm/min at room conditions to minimize the visco-elastic effects(i.e.
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22+2°C,50+3%RH ). Measurement is conducted using an external extensometer to avoid clamp
slippage. In Fig. 7.6, stretch-stress curves are depicted for all samples and as illustrated, the
samples failure were very close to each other in small deformation. As deformation increases, the
evolution of defects in the samples leads to uncertainty in the material’s response.
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Figure 7.6. Stretch-Stress results of mechanical tests for a) Silicone, b) Polyurethane c)Styrene-
butadiene rubber

Parametric Stochastic Constitutive Model Model calibration is conducted based on Bayesian
regression to demonstrate UQ of Carroll model with respect to the behaviour of three elastomeric
compounds, silicon, polyurethane, and styrene-butadiene rubber (SBR). MLE and MAP of the
Carroll model were derived for three materials, while several plausible models of MAP are plotted
in Figs. 7.7, 7.8, and 7.9 for polyurethane and Silicone, respectively. Similarly, table 7.1, 7.2, and

7.3 show the stochastic parameters for Silicone, Polyurethane, and Styrene-butadiene rubber.

Table 7.1. Statistical characteristics of Carroll model for Polyurethane

Coefficient
Statistical Standard
Parameters Mean value of
distribution deviation
Variation

Wi Normal 0.61025 0.01555 0.0255

w2 Normal -5.4944e-7  0.9059¢e-7 0.1648

W3 Normal 0.09649 0.23623 2.4481
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Figure 7.7. Model calibration of Carroll model for Polyurethane a) prediction b) plausible models

Table 7.2. Statistical characteristics of Carroll model for Silicone

Coefficient
Statistical Standard
Parameters Mean value of
distribution deviation
Variation
A2l Normal 0.173568 0.002315 0.013341
w2 Normal -8.43e-8 3.492e-8 0.414199
W3 Normal -0.206981 0.028986 0.140046
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Figure 7.8. Model calibration of Carroll model for Silicone a) prediction b) plausible models
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Table 7.3. Statistical characteristics of Carroll model for Styrene-butadiene rubber

Coefficient
Statistical Standard
Parameters Mean value of
distribution deviation
Variation
W1 Normal 0.671017 0.01242 0.01851
w2 Normal 3.5265e-6 1.567e-6 0.4443
W3 Normal -0.3385 0.03127 0.09237
(a) (b)
6 MPE Pred\ctionx ! 6 == weights samplal} from posterior !
5 7. g;:e:::ij:nuon ?.“,.'.# 5 | ® Observation o |
Two standard deviations .?" “'
% 3T .,r""'., 1 2“: 3t ]
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Figure 7.9. Model calibration of Carroll model for Styrene-butadiene rubber a) prediction b)
plausible models

Non-Parametric Stochastic Constitutive Model To see the non-parametric model’s perfor-
mance, a GP analysis is conducted on these data sets to find hyper-parameters of the kernel in GP.
We maximized log-likelihood based on L-BFGS method for two experimental data sets. Fig. 7.10,
Fig. 7.11, 7.12 show the results for Polyurethane, Silicone, and Styrene-butadiene rubber respec-
tively. Besides, several plausible models are plotted based on obtained hyperparameters. Data is
more scatter in larger deformation due to the breakage of some samples and cumulative errors with
stretch increasing. Note that we employed homoscedastic noise in the case study and this is the
reason which initial stretch of curves have uncertainty. To make it zero, we can use heteroscedatic

sparse Gaussian processes which Bessa et al. [285] employed to design a metamaterial and quantify
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the uncertainty.
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Figure 7.10. GP model for Polyurethane a) prediction b) plausible models
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Figure 7.11. GP model for Silicone a) prediction b) plausible models
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Figure 7.12. GP model for Styrene-butadiene rubber a) prediction b) plausible models
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Table 7.4. Probability of failure for Polyurethane, Silicone, Styrene-butadiene based on FORM and
CMC

Method PUB“ DC? SBR¢
FORM CMC | FORM CMC || FORM CMC

P (%) 10.185 9.725 || 5577 5.671 | 2.2903 2.3235

B 1.2710 12973 || 1.5912 1.5829 || 1.9971 1.9910

@ Polyurethane, ? Silicone, ¢ Styrene-butadiene

Probability of Failure For failure analysis, the first step is creating the limit state function g(W).

Based on the previously derived stochastic constitutive model, g(W) can be written as
1,2\ 3 E 2
(W) = oy — |2, + 8W, (21— +/1) +W3(1+2/1) (a-a— ) (7.38)

where we consider 4 = 5.861 for Polyurethane predictions, 4 = 4.815 for Silicone, and A = 3.91 for
Styrene-butadiene which are the mean of stretch in experimental datasets. Note that the selection
of stretch for failure probability calculation depends on how much we stretch the material.

Failure distribution pattern for Polyurethane, Silicone, Styrene-butadiene can be best represented
by oy = N(6.19,0.16), oy = N(5.9,0.237), and oy = N(5.45,0.145) respectively. Those
distributions were derived based on the data of four samples at failure points (i.e., a distribution
analysis on failure points of four samples in each case). Table 7.4 shows the results of FORM analysis
and CMC for Polyurethane, Silicone, Styrene-butadiene rubber. Also, Fig. 7.13, Fig. 7.14, and
7.15 Show the details of CMC simulation and distribution of g(W) analysis for Polyurethane,

Silicone, Styrene-butadiene rubber, respectively.

(a) C.0.V of Failure Probability (b) (©) Distribution Analysis For LSF
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Figure 7.13. Polyurethane: a) coeflicient of variation for failure probability respect to number of
simulation b) probability of failure respect to number of simulation ¢) LSF distribution analysis
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Figure 7.14. Silicone: a) coefficient of variation for failure probability respect to number of
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Figure 7.15. Styrene-butadiene: a) coefficient of variation for failure probability respect to number
of simulation b) probability of failure respect to number of simulation ¢) LSF distribution analysis

Accordingly, the derived failure probability exhibits the probability of material failure at any
specific stretch values. To show the importance of the random variables in failure probability,

a sensitivity analysis has also been conducted, and the results for Polyurethane, Silicone, and

Styrene-butadiene are shown in Fig. 7.16.

(a) _ Sensitivity of Random Variables For PUB (b)

Sensitivity of Random Variables For DC (©)
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Figure 7.16. Importance analysis a) for Polyurethane b) for Silicone c) for Styrene-butadiene
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7.6 Concluding remarks

This paper developed a Bayesian surrogate constitutive model to estimate failure probability of
elastomers. First, a comprehensive uncertainty analysis was conducted and validated at multiple
stage, including a parametric Bayesian inference on Caroll model which was calibrated based on
two methods (MAP and MLE), a non-parametric Gaussian process which is based on squared
exponential kernel. Both models were trained and validated with respect to two sets of our
experiments on silicon- and polyurethane-based elastomers to demonstrate their capabilities in
explaining uncertainty propagation. Next, For these data sets, failure probability analysis was
performed using the First Order Reliability Method (FORM) by constructing a limit state function
based on the stochastic constitutive model at the failure point. Crude Monte Carlo (CMC) simulation
was used concurrently to estimate the limit state probabilities in order to determine the validity
of adopting FORM. Finally, the importance of Carroll model parameters in predicting failure
probability was demonstrated using sensitivity analysis. The developed framework is generic and

can be implemented on any combination of data and constitutive model.
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CHAPTER 8
SUMMARY AND FUTURE WORKS

The main goal of this research was to create a hybrid framework for the constitutive model of
cross-linked polymers under extreme and regular environmental conditions. Each section of the
dissertation is briefly summarized in this chapter. An introduction to cross-linked polymers and

their applications was presented in the first part of this dissertation.

8.1 General Remarks

* In chapter 2, by embedding neural networks into a multi-scale model, a physics-informed
data-driven constitutive model for cross-linked polymers is developed. Using current under-
standing of polymer science, continuum physics, and statistical mechanics, we proposed a
systematic method to lower the order of the constitutive mapping. Our model can effectively
represent various inelastic effects in material behavior, is much less data-dependent, has

smaller dimensionality, and is interpretable, according to the results.

* In chapter 3, we developed a constitutive model for elastomers to capture the dependence
of elastomer behavior on loading conditions such as strain rate and temperature, as well as
compound morphology factors such as filler percentage and crosslink density. It is capable
of considering the effects of loading conditions such as strain rate, temperature, and filler
percentage in different deformation states, as well as enjoying a high training speed and
accuracy even in complicated loading scenarios. It is applicable to a variety of soft materials,
including soft robotics, soft digital materials (DMs), hydrogels and adhesives. This model

has a distinct advantage over existing phenomenological models as it can capture strain rate
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and temperature dependency in a much more comprehensive way.

* In chapter 4, we described a novel physics-informed hybrid framework to capture the relation
between elastomeric network mechanics and environmental damage. The proposed model is
used to describe the effect of single-mechanism aging, such as thermal-induced or hydrolytic
aging, on the behavior of the material in this hybrid system.The model arises from polymer
physics and an order reduction strategy ending to the constrained L-agents training. The
polymer matrix was described by a cooperative multi-agents system, in which each agent
is represented by a simple deep-learned CondNN that is super-constrained by laws derived
from physics, thermodynamics, and continuum mechanics. he efficiency of the model was

found satisfactory, and in some cases, excellent when compared with the experimental data.

» Chapter 5 introduced a novel physics-informed data-driven constitutive model to evaluate the
combined effects of thermal aging and cyclic fatigue on the constitutive and failure behavior
of cross-linked polymers. Our model, building upon recent models of thermal-oxidative
aging and hydrolytic aging, was constructed on the premise of the complete independence of

mechanical and environmental effects.

* In chapter 6, we employed Physics Informed Neural Networks (PINNs) to simulate the stiff
and semi-stiff ODEs governing Pyrolysis and Ablation. Our engine is specifically tailored
to calculate char formation and the degree of burning during the pyrolysis of crosslinked

polymeric systems.

* Chapter 7 saw the development of a Bayesian surrogate constitutive model to estimate
the failure probability of elastomers. After a comprehensive uncertainty analysis, failure

probability analysis was conducted using the First Order Reliability Method (FORM).

8.2 Potential Future Research

Building upon the foundation laid in this dissertation, there are numerous avenues for further

exploration and research in the realm of cross-linked polymers and their behavior under various
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conditions. Some of the intriguing questions and potential research directions that arise from this

study include:

* Diffusion Limited Oxidation (DLO) Effects: One of the pivotal phenomena in under-
standing the aging behavior of cross-linked polymers is Diffusion Limited Oxidation (DLO).
Incorporating the effects of DLO into the proposed model can significantly enhance its
predictive accuracy. DLO plays a crucial role in correlating accelerated aging tests with non-
accelerated aging conditions. A deeper investigation into how DLO impacts the mechanical
and chemical properties of cross-linked polymers, especially under varying environmental
conditions, can provide invaluable insights. This research direction can help in bridging
the gap between laboratory testing scenarios and real-world aging conditions, ensuring the

reliability and longevity of polymer-based products.

* Integration of Neural Network Models into FEM Frameworks: Implementing neural
network models, particularly physics-informed NN models like those developed in this work,
into traditional Finite Element Method (FEM) frameworks presents a set of unique challenges.
Firstly, the inherent differences between the deterministic nature of FEM and the probabilistic
nature of neural networks can lead to complexities in model integration. Secondly, ensuring
that the physics-informed constraints of the NN models are consistently upheld within the
FEM environment is crucial, yet challenging. This is especially relevant when dealing
with boundary conditions, material discontinuities, and non-linearities. Additionally, the
computational overhead introduced by neural networks can strain the efficiency of FEM
simulations, necessitating optimization strategies. Another challenge lies in the training of
these integrated models; ensuring convergence and avoiding overfitting while maintaining
the physical fidelity of the system can be intricate. Addressing these challenges can pave
the way for more robust and accurate hybrid modeling approaches, combining the best of

data-driven and physics-based methodologies.

* Advancing Physics-Informed Neural Networks through Constraints: The evolution of
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physics-informed neural models necessitates the integration of background knowledge, which
can manifest as physical laws, imprecise scientific knowledge, or even rough simulations that
are only partly accurate. Two primary methods for this integration are the introduction of hard
and soft constraints. Hard constraints are defined by amending the parameters formulations,
and while significantly reducing the computational load, they introduce complexities in
model development. They enforce strict adherence of parameters to physical laws or known
behaviors, which can be challenging when dealing with imprecise or incomplete knowledge.
On the other hand, soft constraints are defined as a fading terms in loss functions, and
they are more flexible and can accommodate uncertainties, increase the computational load
due to their probabilistic nature. However, they simplify the formulation by allowing for
deviations within certain bounds. The major challenge lies in striking a balance between
these two approaches. Determining when to employ hard constraints versus soft constraints,
and understanding their implications on both the computational efficiency and the accuracy

of the model, is crucial for the advancement of PINNs in real-world applications.

Material Design and Optimization: Exploring new compounds or additives that can en-
hance the properties of cross-linked polymers to sustain certain servicelife condition, tailoring
the compounds to make them more resilient to aging and environmental damage, can be a

promising direction.

Outlook: AI in Material Science

The integration of artificial intelligence (Al) into material science presents a transformative oppor-

tunity to accelerate discoveries and optimize material properties. However, several barriers hinder

seamless integration:

1. Data Scarcity and Quality: Material science often grapples with a lack of extensive, high-

quality datasets. Experiments can be costly and yield limited data, making it challenging for

Al models that thrive on vast datasets.
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2. Complexity and Interpretability: Materials exhibit intricate behaviors influenced by nu-
merous factors. While Al can predict these behaviors, understanding the rationale behind
predictions is vital. The black-box nature of many Al models poses a challenge to their

acceptance in the field.

3. Physical Consistency and Generalization: Ensuring AI models adhere to established phys-
ical laws is crucial. Additionally, materials phenomena span various scales, and models

trained at one scale might not be effective at another, limiting their general applicability.

4. Integration and Computational Costs: Material science has a rich legacy of computational
methods. Seamlessly integrating Al with these methods, especially given the computational

intensity of deep learning models, remains a significant hurdle.

In this thesis, we have ventured into the intricate realm of material science, leveraging the
power of Al, such as Deep neural network and machine learning, to simulate and predict behavior
of polymers in different conditions. While the aforementioned efforts are a small step toward Al-
driven digital simulation of materials, they also present a new path with significant opportunities
to benefit from Al integration in material science. A full convergence of Al and material science
promises to revolutionize our understanding and utilization of materials. As we move forward,
the insights and methodologies presented in this work can serve as basic pillars, guiding future
endeavors to navigate and surmount the barriers in this interdisciplinary domain. The journey ahead,

though challenging, may lead to significant acceleration in material discoveries and advancements.
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