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ABSTRACT

This study presents the implementation of the asymptotic homogenization method (AHM) to predict the effective thermal conductivity of
suspensions featuring core-shell particles. The AHM leverages the significant difference in scales between macroscopic and microscopic struc-
tures, making it possible to model the domain at multiple scales by capturing the influence of microscopic inclusions under macroscopic
loading conditions on the domain. The study begins by deriving an analytical formulation for the thermal conductivity problem of core-shell
composites, using a multiscale asymptotic expansion, followed by developing a finite element model to solve the unit cell problem. The results
for core-shell inclusions are validated against known analytical solutions for different volume fractions. At low inclusion volume fractions,
the numerical predictions closely match the effective medium approximations. However, at semi-dilute packing fractions, the AHM shows
superior accuracy, aligning more closely with the experimental and analytical results. The study reveals that the effective thermal conductivity
of the three-component composite is influenced by the volume fractions of the core and shell, the thermal conductivities of the core, shell,
and matrix, as well as the spatial distribution of inclusions. The proposed AHM method coupled with finite element analysis offers a general-
ized approach to predict effective thermal or electrical conductivity.

Published under an exclusive license by AIP Publishing. https://doi.org/10.1063/5.0246385

I. INTRODUCTION

Particle-reinforced composites are widely used in various engi-
neering sectors, ranging from aerospace’ to energy” and electronics.”
Despite their extensive applications, accurately computing and predict-
ing the effective behavior of these materials remains a significant chal-
lenge. The enhancement of the effective suspension properties due to
the presence of these inclusions applies to various mechanical and
transport properties, such as elasticity, diffusivity, and thermal conduc-
tivity. Interactions between the different constituents in composite
materials occur on a length scale much smaller than the characteristic
length scale of the heterogeneous medium. Multiscale models capital-

transport problems to determine the effective property, particularly at
dilute concentrations (¢p < 0.1) of inclusion.

Maxwell® made the earliest attempt to calculate effective conduc-
tivity considering non-interacting spherical inclusions with volume
fraction ¢ and conductivity k., embedded in an infinite matrix with
conductivity x,,. The effective conductivity ry, is then expressed as a
function of the conductivities and the volume fraction. However, this
expression is only accurate up to &(¢) and is valid only at dilute vol-
ume fractions. On the other hand, in the limit of close-packing (¢,,,..),
analytical progress has been achieved by examining interactions
between neighboring particles. Keller’ pioneered the approach of

8€:21:,0 G20z Aenuer ||

ize on such differences in length scales to compute the effective proper-
ties of the medium, using homogenization techniques which include
Mori-Tanaka," self-consistent approach,” and asymptotic homogeni-
zation”” to name a few. These methods are widely used in elastic and

investigating interparticle interactions and provided analytical expres-
sions for the conductivity of spherical inclusions within a cubic matrix
near maximum packing fractions. His work laid the foundation for
further studies on effective thermal conductivity in two-component
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composites. Subsequent work by Batchelor and O’Brien'’ addressed
complex double asymptotic limits involving large but finite inclusion
conductivity and small gaps between inclusions near the maximum
packing fraction. They calculated the effective conductivity by consid-
ering the dipole strength of spherical particles in contact with each
other. McPhedran and McKenzie'' further expanded on this work by
devising a multipole expansion method to predict the conductivity of
systems arranged in a simple cubic structure, achieving high accuracy
even for close-packed spheres. At this close-packing limit, Sangani and
Acrivos'” contributed by modifying Zuzovsky and Brenner’s'” meth-
odology to solve a set of linear equations, allowing for the computation
of effective conductivity for spherical inclusions.

Several investigations have been conducted to predict the effective
properties of suspension of homogeneous inclusions over a wide range
of inclusion volume fractions; however, they are rarely compared with
known asymptotic limits in the dense packing regimes. The work of
Easwar et al,'* employing the asymptotic homogenization method
(AHM) to predict effective properties, is notable for its ability to accu-
rately capture the behavior of suspension in both dilute and near-
packing conditions. AHM leverages scale separation to incorporate
microstructural effects. It systematically incorporates interparticle
interactions, providing accurate predictions at near-packing limits,
aligning with the asymptotic estimates’ ' in that regime. These rigor-
ous comparisons with the analytical results make AHM a superior
framework for analyzing composite systems, particularly when particle
interactions dominate as systems approach maximum packing.

While traditional two-component heterogeneous media, consist-
ing of solid inclusions embedded in a continuous matrix, have been
extensively studied and modeled, recent advancements in materials sci-
ence and manufacturing techniques have led to the development of
hybrid particles, such as core-shell structures. Core-shell particles
(CSP) consist of two materials, forming the inner core and the outer
shell. This design allows for enhanced customization of a composite’s
effective properties, surpassing the capabilities of either material alone.
These hybrid particles have found applications across various fields,
including thermal energy storage systems," thermal insulation for
enhancing energy efficiency in civil structures,'” and as functional
additives in polymers to improve mechanical and thermal properties.'”
However, the interaction between the core and shell materials and
their combined effect on the surrounding matrix introduces complex-
ity in predicting the effective thermal conductivity (ETC) of compo-
sites reinforced with core-shell particles.

This study aims to (1) review current models for predicting the
effective thermal conductivity of composites containing spherical CSP,
(2) develop a generalized method that uses the robustness of AHM
with the effectiveness of finite element (FE) solutions to predict effec-
tive properties across various parameters, and (3) evaluate the influ-
ence of volume fraction, conductivity ratios, and particle interactions
on the effective thermal conductivity of these composites.

Il. CORE-SHELL PARTICLE REINFORCED COMPOSITES:
EXISTING MODELS AND APPROACHES

Maxwell’s method can be extended to include systems of spheri-
cal inclusions with contact resistance'® and core-shell inclusions'” as
shown below. As we advance, this adaptation will be called the
extended Maxwell method.

ARTICLE pubs.aip.org/aip/pof

FIG. 1. A single core-shell particle in infinite medium.

A single core-shell particle embedded in an infinite matrix is con-
sidered (Fig. 1). The core, shell and matrix are represented by the sub-
scripts ¢, s, and m respectively. The thermal conductivity coefficients of
these phases are denoted as &, K, and «,,. The core and outer shell have
radii R, and R;, and their volume fractions are represented by ¢, and ¢,.
The combined volume fraction of the core and shell is denoted as ¢,

Let r be the position vector, and T be the temperature distribution
function. A constant temperature gradient E is applied at infinity and
the distribution of temperatures in the heterogeneous media is given by

T, =C.(Er), r<R, (1)
T, = (Sl +f—§) (Er), R, <r<R, (2)
T, = (1 +%) (Er), r>R, 3)
where
E=-V- T, (4)

where C, Sy, S,, and C,, are unknown coefficients. By applying the
boundary conditions, we solved the heat equation for the unknowns,
thereby obtaining the temperature distribution. Subsequently, follow-
ing the Maxwell analogy, which posits that a homogeneous sphere
with an equivalent radius Req induces the same perturbation in the far
field as a well-mixed cluster of N spherical inclusions, we get

1_2¢csp/l
eff = Km|\ 7 | 5
Keff =K <1+¢>cspi> )
where

(1- B)(a+2B) + 5

3
_<
3
Rs

(1+2B)(f —2)

A= 3
(4282 + )+ 235 (1 = B~ )
. L ’ R (6)
(x:k_sy ﬁzav ¢csp:NR_§q'

The derived expression is accurate only up to &(¢) since this
approach does not incorporate microstructural information beyond
the volume fraction. Later, Herve™’ investigated a multilayered isotro-
pic spherical inclusion surrounded by an infinite matrix, introducing a
multistage homogenization technique. This process homogenizes the
core and shell into an equivalent inclusion with an effective
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conductivity (kcp), treated that as a single inclusion in an infinite
medium for further homogenization. Park et al.”" also developed a model
using a similar approach, based on the Mori-Tanaka’ method, which
yielded an expression similar to that of Herve’s model for a two-
component core-shell composite. Although these models'” *" are derived
using different approaches, the results predicted are similar to each other
and the results obtained were valid for dilute volume fractions.

Meanwhile, Woodside and Messmer”” used Lichtenecker’s™” model,
also known as the geometric mean method, to compute the ETC of
three-component composites. This model suggests that if the thermal
conductivity of either the core or the shell vanishes, the effective conduc-
tivity (Ice[f) would also be zero. However, this prediction is not accurate
because heat conduction could still occur through the continuous matrix
material. The Brailsford and Major model is another prevalent ETC
model for composites reinforced with core-shell particles. Brailsford and
Major™* extended the two-component model to include monodisperse
core-shell particles randomly distributed in a continuous matrix.
However, Ngo and Truong”’ and Thiele ef al.”® have demonstrated both
Lichtenecker’s”” and Brailsford and Major's™ models to be unable to
accurately predict the effective conductivity when there is a significant dif-
ference in the magnitudes of the conductivities of the constituent phases.

Felske’s model,” derived using the self-consistent field approxi-
mation, is considered effective in predicting the properties of core-shell
composites."s’z(‘ However, when the shell material is absent (¢, = 0),
Felske’s model reduces to a form similar to Maxwell’s model. This sug-
gests that Felske’s model might underestimate the effective thermal
conductivity (ETC) of core-shell composites when the volume fraction
of core-shell particles (¢,) is sufficiently high. Additionally, Pal™
noted that Felske’s model accurately describes the effective thermal
conductivity when ¢, < 0.2.

Further studies were conducted to predict the effective properties
of composites with core-shell inclusions across the entire spectrum of
volume fractions. In one of the earlier studies, Lu and Songz‘) extended
the work of Chiew and Glandt,”’ providing a general expression for
the effective conductivity of coated inclusions while considering the
effect of interparticle interactions. They evaluated the pair interaction
between neighboring particles by solving a boundary value problem
concerning two coated spheres. The resulting model achieved &'(¢?)
accuracy, remaining valid even at non-dilute volume fractions.

Pal* developed an implicit model to estimate the effective thermal
conductivity of three-component composites, featuring monodisperse
core-shell particles randomly dispersed in a continuous matrix.
Employing the differential effective medium approach, this model con-
sidered the maximum packing limit of the inclusions. While the predic-
tions aligned well with experimental data for 13 different samples of two-
phase media, in the case of three-phase media, significant differences in
the orders of magnitude of thermal conductivity coefficients led to an
overstatement of the effective conductivity of the composite.

Following this, numerical techniques were employed to predict
the homogenized macroscale properties of composites. Thiele et al.”®
and Shen and Zhou’' utilized finite element methods for homogeniz-
ing core-shell composites. In addition, several authors conducted
experimental studies’” " to determine the effective conductivity. The
combined data from these diverse investigations are illustrated in
Fig. 2, offering a comprehensive overview of the methods used to cal-
culate and predict the effective thermal conductivity of core-shell com-
posites at the macroscale. Despite the numerous contributions from
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FIG. 2. Different methods from literature to predict effective thermal conductivity of
CSP composites: mean field, analytical, numerical, and experimental approaches
and their applicability across ¢, The volume fraction range is approximately split
into three regimes: dilute (up to ¢ ~ 0.1), semi-dilute (up to ¢ ~ 0.1), and dense
(¢ > 0.3), based on a simple cubic lattice approximation.).

various authors over the years, these models show significant differ-
ences among themselves. Therefore, there is uncertainty as to which
model is the most appropriate and accurate. This uncertainty high-
lights the need for a more generalized method to predict the effective
conductivity of composites with core-shell inclusions, regardless of the
inclusion’s volume fraction and conductivity ratios. Therefore, this
work aims to provide a generalized method for predicting effective
conductivity using the asymptotic homogenization method.

The asymptotic homogenization method (AHM)*”"" exploits
the sharp separation between the microscale and macroscale to decou-
ple spatial variations and employs asymptotic expansions of the fields.
Under the assumption of periodicity in the microstructure, this
approach yields a set of effective governing equations that describe the
macroscale mechanics of the heterogeneous material. A detailed review
of AHM can be found in these articles.”””” Many authors have used
AHM to predict effective properties for multifunctional layered com-
posite materials” *® and have validated them against existing analyti-
cal expressions. In a recent work,” the accuracy of the AHM was
compared with that of the representative volume element method in
thermal composites, emphasizing efficacy of AHM. Although the deri-
vations required to find the effective property expression are mathe-
matically extensive, the use of FEM helps simplify the solving
procedure. Such solving schemes have been adopted,”” ** and the
accuracy of the results obtained has been verified.

Effective medium models, such as the extended Maxwell model,
accurately predict effective properties in dilute packing conditions but fail
to capture interparticle interactions at semi-dilute and dense volume frac-
tions. Lu and Song”’ provide a model that predicts effective conductivity
well up to semi-dilute packing fractions. However, the available expres-
sions are implicit functions of the volume ratio of core and shell, conduc-
tivity ratio, and volume fractions of inclusions, making it mathematically
challenging to derive a closed-form solution for new combinations of
these ratios. Finite element modeling using both unit cell and representa-
tive volume element (RVE) approaches offers an alternative to effective
medium models for predicting the effective properties of composites. The
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TABLE I. Overview of literature survey.

ARTICLE pubs.aip.org/aip/pof

Domain Literature

Remarks Limitations

Maxwell,” Felske,”” Hatta and

Mean-field methods Taya,” Herve,” Park et al.”!

Single coated inclusion in an infi-

Applicable only at dilute volume

nite matrix space fractions

Keller,” Batchelor and O’Brien, "’
McPhedran and McKenzie,'!

. . 12
Sangani and Acrivos,

10
Bonnecaze and Brady

Analytical estimates

Spherical inclusions Assumes periodic arrangement
at dense packing; deriving
closed-form solutions for varying

spatial distributions requires

Lu and Song,zq Nan et al.,"’
Benveniste and Milton,"” Cheng
and Torquato™

extensive mathematical rigor

Spherical inclusions with interfa-
cial resistance and coatings

Numerical methods Thiele et al.,”° Zhu et al.,** Shen

Core-shell inclusions in a unit

Conducted at macroscale;
cell focuses on macroscopic varia-
tions only

and Zhou’'
Asymptotic Torquato,”” Andreassen and
homogenization Andreasen,*® Fantoni et al.,”’

Dutra et al.,*® Lee and Lee™

Application of AHM in predict-

Requires significant scale separa-
tion between inclusions and
macroscale for accurate results

ing effective transport
coefficients

unit cell model employs a single, repeating unit cell to represent the com-
posite material, and assumes periodic boundary conditions.” In contrast,
the RVE model uses a representative sample of the microstructure, mak-
ing it suitable for heterogeneous and complex materials. However, this
approach is computationally intensive and scale-dependent, as the model
must be large enough to accurately capture the macroscale features of the
material.”® A comparative summary of these methods and their limita-
tions is provided in Table I for reference.

Therefore, to predict the effective conductivity across the com-
plete range of packing fractions and capture interparticle interactions
near maximum packing fractions, we propose the present method.
This method combines the robustness of the AHM with the efficiency
of FEM to predict the effective conductivity of core-shell composites.

The multiscale formulation for the effective conductivity problem
is derived in Sec. III A, followed by numerical methodology in Sec.
11 B. In Sec. IV A, the proposed methodology is benchmarked against
known analytical results for homogeneous spherical inclusions, and
then the study is extended to include CSP inclusions in Sec. I'V B.

lll. MULTISCALE MODELLING

In this work, we investigate composite materials with periodic
arrangement, thus facilitating the application of periodic homogeniza-
tion. It is, therefore, assumed that the composite is composed of many
repeating unit cells, as shown in Fig. 3, whose length scale is well sepa-
rated from the macroscopic structure. The unit cell determines mate-
rial properties at the microstructure level, significantly influencing the
material’s macroscopic behavior.

As shown in Fig. 4, we consider a unit cell with inclusion of CSP
in continuous media. The interface between the different phases within
the composite is considered perfect (without any interface effects).
Since the material is composed of many repeating unit cells, the associ-
ated material properties within each unit cell will recur over a constant
length Y, termed as the periodicity of the material. In a heterogeneous

domain Q having a periodic structure, any physical quantity y/, dem-
onstrates the following property:

Y(x+Y)=y(x) Vx and VY(x+Y)eQ, (7)

where x is the position vector. Based on these assumptions and the
existence of two distinguishable length scales, the effective properties
of the heterogeneous media could be predicted by solving a finite num-
ber of unit cell problems.

A. Asymptotic homogenization method

If we consider a coordinate system in which the global coordinate
vector x corresponds to the macroscopic structure, and the stretched local
coordinate vector y represents the microscopic unit cell, then the two
coordinate systems are related by a scale separation parameter ¢, as

X

The slow or global variable, x, captures variations at the macroscale
[0(1)]; variations at the microscopic length scale [&(¢)], which scales

FIG. 3. Continuous media with periodic inclusion and the corresponding unit cell.
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the macroscopic length scale by 1/¢, are captured by the finer scale y,
as defined in Eq. (8). As the microstructural parameter ¢ approaches
zero, the fields under consideration converge toward a homogeneous
macroscopic solution.

Now, a thermal conductivity problem within a heterogeneous
domain Q is considered, with the governing equations defined as the
following:

1. Balance equation:
Qx) =0 in Q ©
2. Constitutive relation:

Q(x) = kj(x)E{(x) in Q, (10)

3. Temperature gradient:
Ei(x) =-Tj(x) in Q (11)

4. Boundary conditions and jumps:

[Qin] =0 ontheinterface, (12)
[Tl =0 ontheinterface, (13)

where Q;(x) denotes heat flux, E;(x)-the temperature gradient,
Kij(x)-the thermal conductivity tensor, T is the temperature potential,
and the superscript ¢ denote that the macroscopic quantities that have a
dependency on microscale properties. (.),; denotes the spatial gradient
of any field along the ith direction. Owing to the Y-periodicity of the
material, the thermal conductivity tensor has the following property:

Ki(x+Y) =x5(x), VxeQ. (14)
Hence, it is evident that the conductivity tensor varies with the micro-
scale variable y, indicating that the problem’s solution is influenced by
both the macrolength and microlength scales. Furthermore, assuming
that the periodicity of the material characteristics imposes a similar
periodic perturbation on factors governing the thermal behavior of the
material, a two-scale asymptotic expansion of the solution T(x) shall
be considered in terms of both macrovariables and microvariables.

T*(x) = To(x,y) + eTa(x,y) + &' T2(x,y). (15)

Similar expansion with respect to powers of ¢ can be written for tem-
perature gradient and heat flux.
From the governing equations, using relations (10) and (11) in
Eq. (9), we get
—(15(0)T;); = 0. (16)
Given Eq. (16), in order to determine temperature field asymptotes,
the chain rule is exploited as follows:

1
T;=Tix + . T i) (17)

Making use of Egs. (17) and (15), we get Eq. (16) to be expanded as

1

- (Kij (¥) To.ﬂx)),,-(x) T (KU(Y) T"-Ax)),f(y)

1 1
e (KU (¥)Toy, ) ix) g2 (K’J(Y) Toy, ) ily)
—¢& (Kij ()T ) ) ix) (Kij (V)T i) ) ()

1
- (K’J(Y) Tl-J(y)),i(x) T e (KU(Y) TlJ(r)),i =0.

(18)

Grouping the results in &(¢), the leading order terms are given
by

—(rii(y)Voy,, ) = 0. (19)

For a solution to exist, Egs. (19) and (20) must satisfy the solv-
ability condition.” Equation (19) inherently fulfills the solvability con-
dition, implying that T, is solely a function of the macroscopic
variable x. By grouping the next order terms in ¢, we obtain

7(KU(Y)TOJ(X)),1'()/) - (Kij(Y)Tl-j(yJ),i(y) =0 (20)

For Eq. (20) to satisfy the solvability condition, the solution T takes
the form

Ti(x,y) = Z(¥) oy 1

where Z represents the homogenization function, which exhibits peri-
odicity with a period of Y. The zero-order component of the equation
of heat balance (16), considering Eqs. (20) and (21), yields the govern-
ing equation or the cell problem, which must be solved to determine Z.
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—(xi(y) + Kk (¥) Zik() (¥)) sicy) = O- (22)
The volumetric average of a quantity a over Y is defined by
1
al = —[ a(x,y)dy. (23)
Y[ Jy

Using the results from Egs. (9), (15), and (23), The macro-
behavior can be defined now by averaging the terms in Eq. (22), in the
domain Y. The heterogeneous structure can now be studied as a
homogeneous one, with the effective conductivity «!? given by

ol :r;'jy(m'j(y) + ka(1)Z(1) uy) Y. (24)

B. Numerical implementation method

The cell problem derived from AHM as defined by Eq. (22) can
be solved numerically using FE.”” To predict the effective conductivity
matrix, a unit potential is applied in x, y, and z directions, resulting in
three distinct solutions for the homogenization function. The homoge-
nization function Z within a given element can then be expressed in
matrix form as

zy) =12 28 2, (25)

where Zf is the solution of cell problem for the applied unit potential
difference along the direction y;. The (~) in the following expression
denotes the nodal value matrix in a finite element mesh of the unit cell,
corresponding to the applied unit potential difference along with y;.
We have the usual representations for each element as

[Z(y)], x5 = [N(Y)]lxn{Z}nX37 (26)

where [N] is the matrix of the standard Lagrange shape functions and
n is the number of degrees of freedom per element. The variational
form of Eq. (22) can be given as

|| (s + k)20 o 7

where v is the variation in Z. Using the matrix notations for FE, the
variational form can be rewritten as

."Y (1817 D) + (B [DIBHZY) dy = o. (29)

The system of linear equations that is to be solved reduces to

[KH{Z} + {F} = {0}, (29)

where Z is Y-periodic with zero mean value over the unit cell, and
(5= | " iolav. (& = | 8" (Dl5)ay.
Y Y

[B}an = [L]3><1[N]1><f’l'

where L denotes the matrix of differential operators, and D denotes the
coefficient of thermal conductivity of the corresponding element.
Having calculated Z and by the consequence T7, the effective material
conductivity can therefore be derived as

pubs.aip.org/aip/pof

1 -

Wl = MJ Dl(1) + [B1{Z2) d. (30)
Y

In-house Python codes were developed to compute the effective con-

ductivity as given by Eq. (30). The code was initially benchmarked for

a solid spherical inclusion and then expanded to accommodate core-

shell inclusions for a range of volume fractions and conductivity ratios.

IV. RESULTS AND DISCUSSION
A. Spherical inclusion

In this section, to validate the proposed model, we employ a core-
shell inclusion model with core-shell inclusions arranged in a simple
cubic structure within a matrix, as depicted in Fig. 4(a). For initial vali-
dation, we assume equal thermal conductivities for both the core and
shell phases, enabling direct comparison with two-phase models across
all volume fractions up to the maximum packing fraction characteristic
of the simple cubic arrangement. We define . as the conductivity of the
core, K, as the conductivity of the shell, and «,, as the conductivity of
the matrix. The conductivity of the core-shell inclusion phase is indi-
cated by K, and the conductivity ratio is indicated by 1, = ey /K.
For the simulations, we assume isotropic conductivities for all phases.

A mesh convergence study was carried out for each volume frac-
tion of inclusion until the difference between the effective property cal-
culated for the current mesh and the subsequent finer mesh was less
than a specified tolerance value (1072), as suggested in the literature.”’
The simulations were carried out for two conductivity ratios
K, = 10%,10% Based on Fig. 4(b), it was determined that 190 000 four-
noded tetrahedral elements at a volume fraction ¢y, = 0.5 and &,
= 10* were sufficient for this simulation.

Figure 5(a) presents a comparison between our model and exist-
ing analytical estimates. At lower volume fractions (., < 0.1), our
results align closely with the Maxwell model, which is expected due to
the weak interactions between inclusions in dilute systems. However,
as the volume fraction increases and approaches the maximum pack-
ing fraction (¢, > 0.5), there are noticeable deviations. This diver-
gence arises because Maxwell’s mean-field model does not account for
significant interactions between neighboring particles, which impact
the effective properties of the material. Unlike the Maxwell model, the
Asymptotic Homogenization Method incorporates field perturbations
caused by these inclusions [as shown in Eq. (20)], allowing it to pro-
vide more accurate predictions, especially at high-volume fractions
near the maximum packing limit.

Figure 5(b) illustrates the accuracy of the asymptotic homogeni-
zation method by comparing its predictions in two conductivity ratios
with Keller’s results and the limit defined by Sangani and Acrivos at
the maximum packing fraction (¢,,,, = 0.52 for a simple cubic struc-
ture). The AHM results are in close agreement with Keller’s predic-
tions and fall within the bounds established by Sangani and Acrivos,
demonstrating the validity and feasibility of the proposed approach.
These results for spherical core-shell structures with equal thermal
conductivities, are consistent with foundational work on the effective
conductivity of spherical inclusions.

B. Core-shell inclusion

In this section, we analyze the thermal properties of composites
with spherical core-shell inclusions, where the core and shell possess
distinct thermal conductivities, . and k;, respectively.
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the maximum packing fraction. The values obtained for conductivity ratios x,= 10 and 10* are represented by blue and red color, respectively.

The Felske”” model provides an analytical solution for estimating
the effective thermal conductivity of composites with concentric core-
shell structures, accounting for the distinct thermal properties of the
core and shell materials. While this model addresses individual core-
shell inclusions, it does not fully capture interactions between inclu-
sions, which can be significant at higher volume fractions. In contrast,
Lu and Song” employed a boundary value problem approach using
twin spherical expansions to account for interactions between pairs of
coated spheres in a composite material. Their rigorous method cap-
tures the field perturbations caused by neighboring inclusions, provid-
ing more accurate predictions for effective thermal conductivity in
systems where particle interactions play a critical role.

In Fig. 6, the AHM model results are compared with the predic-
tions of Lu and Song, as well as the Felske model. At lower volume
fractions, both the AHM model and the Felske model show similar

[ I [ |
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FIG. 6. Ratio of 5 /xm as a function of the inclusion’s volume fraction ¢, for
Ke/Kkm = 0.01°.

results, reflecting their ability to accurately predict effective thermal
conductivity in dilute conditions where particle interactions are mini-
mal. However, as the volume fraction increases, the AHM model
diverges from the Felske model and aligns more closely with the pre-
dictions of Lu and Song. This is particularly evident at non-dilute vol-
ume fractions, where particle interactions become significant. The
AHM model effectively captures the influence of these interactions,
demonstrating consistency with the behavior observed in Lu and
Song’s results. This close alignment validates the AHM model’s capa-
bility to accurately account for complex particle interactions, making it
a reliable tool for predicting thermal properties in core-shell compo-
sites at higher inclusion concentrations.

1. Effect of core and shell thermal conductivites

Figure 7 illustrates the effective thermal conductivity predicted by
the AHM and Felske models at two different volume fractions. At a lower
volume fraction [, = 0.2, Fig. 7(a)], both models align closely and
accurately predict the ETC. However, at a higher volume fraction
[¢ep = 0.5, Fig. 7(b)], particularly when Ks/Km > 1, the numerical
results from the AHM model begin to deviate from the Felske model.
This deviation indicates that the Felske model underestimates the effective
thermal conductivity of core-shell composites at high volume fractions.

Both the core and shell significantly influence the effective con-
ductivity, but their effects vary depending on the thermal conductivi-
ties of each component. When the ratio of the conductivity of the
shell-to-matrix is extremely high (i¢;/k,, = 10° and K/, = 107%),
the effective conductivity of the composite remains largely unchanged
regardless of the core-to-matrix conductivity ratio. This highlights that
the effective conductivity is primarily governed by the shell conductiv-
ity, with the core exerting a limited impact.

2. Effect of spatial distribution of the inclusions

Although the periodicity assumption simplifies the analysis of
composite materials, it is crucial to understand that actual composites

Phys. Fluids 37, 012018 (2025); doi: 10.1063/5.0246385
Published under an exclusive license by AIP Publishing

37,012018-7

8€:21:,0 G20z Aenuer ||


pubs.aip.org/aip/phf

Physics of Fluids

180" -Felske(2004) 3
ELe Present Model oo _o0 __o___1
16 3 o° o == =
F ] K.c/h:m =10 o [%d .
140 m s Ik, =102 o’ ,,' E
L ’ ’ A
E 127 , a ]
~ L /7 4 b
= F 7 7 B
1) L |
e A 2 et ]
- 7/ 7/ -
L 4 4 4
4 7
0.8 e e’ _ 5 |
--=_—°:__8_—-°- ° ]
0-6_ TR T TR S A R TTT B A T TTI TR S AR ATTT SRR AT 1T A AR ATTT| MRS AR A TTTTI! ||||||T
104 102 10° 102 10%
k_IK
s ™m

(a)

ARTICLE pubs.aip.org/aip/pof

t |- -Felske(2004) 1

 [LO Present Model o© 8 4

E ] nc/nm =103 o E

50 —102 7

E Wk /K =10 o ° 1

1= Y S ——— [

N -7 -7 ]

= L s ° ’/ |

iﬂ) 3? 9/ // —

r ’, ’ ]

2; 5’ // 4

L ’, ’, ]

E 7 @ ]

1 } /e' o {

:___.o---e:__o__.o-o’ 1

0 PR T R A W TTT! B R A W AT R WA W ETT] H S A W ATI R S A R TTT! RS R R TTIT R S AR
10 102 10° 102 10?

k_IK
s ™m

(b)

FIG. 7. Ratio of r,/xm as a function of the conductivity ratio xs/km (a) pes, = 0.2° and (b) s, = 0.5. The x axis is displayed on a logarithmic scale for enhanced

clarity.

frequently differ from this idealized model. In practice, composites
exhibit a more intricate microstructure, often featuring clusters or net-
works of particles. The presence of particle agglomerations or network
formations can significantly alter the thermal conduction pathways,
thereby affecting the material’s overall heat transfer characteristics.
These clusters can have a substantial impact on the effective thermal
conductivity of the composite. To extend the analysis, we consider com-
putational cells where inclusions are arranged in random dispersions, as
shown in Fig. 8. The macroscopic composite is modeled as a periodic
array of these cells, each containing randomly placed inclusions. The
Latin hypercube sampling (LHS)"' technique is used to ensure a struc-
tured, yet random distribution of inclusions within each cubic cell. This
method ensures that inclusions are evenly distributed throughout the
cell without overlapping, while maintaining randomness.
In ABAQUS, a core-shell composite is constructed as follows:

1. The core radius (R.), core-shell radius ratio (R./R;), and the
number of particles (N) required for a specific volume ratio
(¢hesp) are determined.

2. Core-shell particles are randomly placed in a 3D cubic domain
using coordinates generated by the LHS technique. The position
of each new particle is checked to prevent overlap with existing
particles. If an overlap occurs, the coordinate is discarded.

3. The process is repeated until the required number of particles is
placed without overlap.

The computational model for this simulation consists of a unit
cell that contains eight particles. The simulations were conducted with
a core-to-shell radius ratio of R./R; = 0.9. The effects of varying vol-
ume fractions were investigated by systematically increasing the size of
the inclusions, thus increasing the overall volume fraction in the com-
posite. Three specific volume fractions are analyzed, as depicted in
Fig. 8. The thermal conductivities for the core, shell and matrix materi-
als are established at x, =024 W-m™ K™}, k,=430 W-m~ K}, and
K= 0.45W-m~ "K', respectively. These values correspond to com-
posite silver-coated polyamide inclusions embedded within a high-
density polyethene (HDPE) matrix.””

As shown in Fig. 9, two different inclusion configurations are
illustrated: (a) a simple cubic arrangement and (b) a randomly ori-
ented arrangement. The results presented in Table II indicate that the
effective thermal conductivity x5 of the composite increases with the
volume fraction of inclusions. In addition, comparing computational
cells with a periodic arrangement of inclusions to those with a random
arrangement, the latter demonstrates a significant increase in xy. The
findings reveal that particle interactions and collective effects gain
prominence in the semidilute volume fraction regime, leading to a
marked increase in effective thermal conductivity. As the volume frac-
tion increases, the interaction of the particles intensifies, leading to
enhanced effective thermal conductivity.

The observed enhancement in effective thermal conductivity can
be attributed to several factors inherent in the random arrangement of

FIG. 8. Computational cells containing
monodisperse core-shell inclusions with
Re/Rs = 0.9 and (a) ¢ = 0.11, (b)
¢osp = 0.18,and (C) sy = 0.26.

Phys. Fluids 37, 012018 (2025); doi: 10.1063/5.0246385
Published under an exclusive license by AIP Publishing

37,012018-8

8€:Z1:20 G20z Asenuer ||


pubs.aip.org/aip/phf

Physics of Fluids

() (b)

FIG. 9. Computational cell with (a) inclusions arranged in a simple cubic lattice
within the unit cell, and (b) inclusions with random orientations that show a preferen-
tial alignment along the x axis at ¢, = 0.26.

the particles. First, this configuration allows for multiple conduction
pathways, thereby increasing conductivity across all directions.
Additionally, as illustrated in Fig. 9(b), random orientations can
include preferential alignments, such as along the x axis, which further
enhance thermal conduction in that specific direction. This directional
enhancement is evident in the results for ¢, = 0.26 shown in
Table TI, where the effective conductivity is higher along the x direction
compared to the y and z directions. This pattern suggests that align-
ments along certain axes lead to improved conduction along those
paths, contributing to an overall increase in Keff - Furthermore, the rela-
tive spread of the ETC at moderate volume fractions is higher than at
close packing. This can be attributed to the wide range of possible spa-
tial arrangements and conduction paths between inclusions at moder-
ate volume fractions. In contrast, the particles are more densely packed
in the near-packing limit, restricting their rearrangement and resulting
in a smaller spread of ETC values.

3. Comparison with experimental results

Numerous experimental’” ™ studies have measured the effective
thermal conductivity of three-component core-shell composites. These
measurements were compared with theoretical models such as

TABLE II. Numerical predictions of the effective thermal conductivity for composites
with inclusions arranged periodically (SC) and randomly distributed within a computa-
tional cell.

Keff (W/mK)
d)csp Direction SC Random % difference
X 0.62 0.67 7.56
0.11 y 0.62 0.69 11.19
Z 0.62 0.68 10.34
X 0.74 0.83 10.28
0.18 y 0.74 0.84 13.14
Z 0.74 0.87 15.89
X 0.95 1.13 19.09
0.26 y 0.95 1.04 8.84
Z 0.95 1.08 13.75
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FIG. 10. Comparison of effective thermal conductivity predicted from theoretical and
numerical models with experimental results.

Felske”” and numerical models. Numerical studies, such as those con-
ducted by Thiele et al.,” have applied finite element methods for esti-
mating thermal conductivity; however, they often do not fully account
for particle orientation and interaction effects, which are crucial at
higher volume fractions where these interactions significantly influence
overall thermal conductivity.

As illustrated in Fig. 10, experimental data are compared with
theoretical predictions from both the Felske model’” and the AHM
model with simple cubic and random arrangements. Both models
show reasonable agreement with experimental results at low volume
fractions, but the AHM model with random particle arrangements
achieves a closer match at higher volume fractions. This improvement
can be attributed to the random arrangement that brings particles
closer together, enabling more interactions that enhance thermal con-
ductivity. The random arrangement of the particles not only allows for
greater interparticle interactions but also exhibits a preferential align-
ment along the x axis, as plotted for uniformity. This preferential ori-
entation contributes to an increase in effective thermal conductivity,
particularly in the x-direction, by supporting enhanced thermal trans-
port along this axis. In addition, as the number of particles and the size
of the unit cell increased, leading to a more randomized particle
arrangement, the results showed even closer alignment with the experi-
mental data. This trend suggests that the greater randomness and den-
sity of particles enhance the accuracy of the thermal conductivity
predictions. This observation further supports the reliability of this
approach in capturing complex interactions in higher volume frac-
tions, indicating its potential for more precise thermal analysis in com-
posite materials.

Krupa et al.’” also mention the presence of continuous conduc-
tive chains within their samples, a factor absent in our simulations.
Despite this limitation, the AHM model captures significant particle-
matrix interactions, providing a reliable representation of the physical
processes involved in the thermal behavior of core-shell composites.

V. CONCLUSION

The asymptotic homogenization method coupled with finite ele-
ment analysis has demonstrated its effectiveness in predicting the
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thermal behavior of composites with core-shell inclusions. This study
highlights how critical factors such as the volume fraction of inclu-
sions, the thermal conductivity of the shell, and particle orientation
play a pivotal role in determining the effective thermal conductivity of
these materials. The analysis revealed that the thermal conductivity of
the shell material plays a decisive role, and applying a conductive coat-
ing can significantly improve the overall thermal performance by facil-
itating better heat transfer between particles and the matrix.
Furthermore, the arrangement and orientation of the particles signifi-
cantly affect the ETC, underscoring the importance of microstructural
considerations when designing composites for thermal applications.

The approach used in this study not only aligns with traditional
models but also provides a more detailed understanding of deviations
arising from particle interactions, especially in moderate and dense
packing scenarios. The adaptability of this method for diverse configu-
rations and inclusion types extends its potential applications, offering
valuable insights for optimizing thermal performance in advanced
composite materials.
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