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Abstract

Conduction in fibrous materials made of highly conductive fibres and immerged
in a poorly conductive matrix is modelled above the percolation threshold.
Firstly, limits of discrete approaches generally used to tackle this problem
are determined on elementary fibrous microstructures by comparing discrete
solutions with full finite element calculations. Then, more complex 3D fibrous
microstructures are numerically generated and a discrete element code is used
to analyse the influence of the fibre content, aspect ratio, orientation as well as
the quality of fibre—fibre contacts on the effective conductivity tensor. Lastly,
a semi-empirical analytical expression is proposed to model numerical results.

(Some figures in this article are in colour only in the electronic version)

1. Introduction

Due to their lightness and their rather low processing cost, thermally or electrically conductive
polymer composites offer new possibilities for replacing metal parts in applications where
heat and/or electric current have to be transported. Conductive composites can be obtained by
incorporating into the poorly conductive polymer matrix highly conductive particles (metal,
carbon particles etc). Danes et al [1] consider that thermally conductive polymer composites
have to reach a thermal conductivity around 2 W m~! K~! in order to be regarded as interesting
solutions. To reach this goal, composites must contain a very high content of conductive
particles [1,2]: particles have to form a connected network through which heat or current is
mainly transported. In order to lower the particle content, the use of slender particles such as
fibres seems to be an appropriate solution [1-8].

Even if heat or current propagation in heterogeneous materials has been studied for
decades [9-13], predicting effective transport properties of composites reinforced with a high
concentration of conductive fibres is still a challenging subject. Indeed, as fibres are highly
conductive compared with the matrix, predictions given by the usual bounds [14, 15] may be
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inaccurate [16]. Moreover, in this concentration regime, each fibre has at least one contact with
another so that analytical models dedicated to (semi)dilute regimes [17-21] are inappropriate.
At high particle content and high contrast between particles and matrix conductivities, a
possible way to tackle the problem is to neglect conduction in the bulk matrix, except in
the vicinity of particle—particle contacting zones [22-24]. Under such an assumption, many
continuous or discrete numerical models have been established [4, 6,23-27], allowing (i) to
validate analytical models near the percolation threshold [6,28-32], i.e. still at rather low fibre
content and (ii) to analyse some microstructure effects on the effective conductivity. Among
them, only fibre orientation, which can play an important role in composites’ conductivity, has
only been extensively considered by Cheng et al [26] with planar fibrous networks and very
good fibre—fibre contacts.

Except for some empirical models [33,34], very few analytical models are able to predict
thermal conductivity in random or oriented highly conductive fibrous microstructures at high
fibre contents. Taipalus et al [3] have successfully used the model proposed by Weber and
Kamal [35] but this model is only suited for 2D microstructures and some fitting parameters
are hard to get from the microstructure. Recently, starting from an upscaling process [36]
and using discrete element simulations [37], new analytical models have been proposed for
3D fibrous microstructures [37]. Nevertheless, these analytical expressions are only suited for
perfect fibre—fibre contacts or, on the contrary, for very resistive contacts. No model has been
proposed for the intermediate situation.

Within that context, the purpose of this paper is (i) to further investigate from discrete
element simulations links between microstructures and effective conductivity in 3D random or
oriented fibrous materials made of straight fibres and (ii) to propose an analytical expression of
the effective conductivity tensor for a large range of fibre contents, aspect ratios and orientations
and for a large range of fibre—fibre contact qualities. For that purpose, the considered local
physics and fibrous microstructure as well as the continuous and discrete models obtained
in [36,37] are briefly presented in sections 2 and 3, respectively. The validity of these discrete
formulations is discussed by comparing results obtained on very simple microstructures with
those given by full finite element calculation (section 4). Then, more realistic 3D fibrous
microstructures are generated and a discrete element code is used to analyse the influence of
the fibre content, aspect ratio, orientation as well as the quality of fibre—fibre contacts on the
effective conductivity tensor (section 5). Finally, an analytical expression is proposed to model
numerical results (section 6).

2. Physics at the fibre scale

We consider a fibrous medium of highly conductive fibres of isotropic conductivity A plunged
in a stagnant and poorly conductive matrix (conductivity A, << A). The characteristic length of
the fibrous medium considered is L. The volume fraction of fibres f is considered to be above
the percolation threshold. For the sake of simplicity, fibres are slender cylinders of length / and
cross section § < [2, their volume being noted Q. Each fibre f,, is oriented along a direction
e,. It is assumed that the structure can be described as a periodic assembly of Ny repetitions
(see figure 1) of a representative elementary volume (REV) of the microstructure. The volume
of the REV is noted Qg and its typical size /g which is of the same order of magnitude as [,
i.e. IR = O(l). A good separation of scale is assumed, so that the scale separation parameter
e = I/L is very small. The REV (see figure 2) is made up of a set Pr of identical fibres
noted f,. The fibre—fibre contact noted i« represents the ith fibre—fibre contact in the REV,
between fibre f, and fg. Cr represents the set of Cr fibre—fibre contacts in the REV, whereas
C, is the set of contacts of the fibre f,.
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(a) y

Figure 1. The following composite material is made up of conductive copper fibres plunged into
a PMMA matrix (a). It can be represented by a periodic repetition (b) of Ng REVs (c).

Figure 2. Scheme and notations used to define the considered fibrous microstructures: general
view (a) and zoom on a contact zone (b).

The fibrous medium is subjected to a transient thermal loading, whose characteristic wave
length is supposed to be of the same order of magnitude as L. Within each fibre f,, the local
thermal equilibrium reads:

aT,
C =-V.gq,, 1
ot te M
where T, is the temperature field in the fibre, C its volumetric heat capacity and where the

heat flow vector g, in the fibre follows Fourier’s law:

q, = —AVT,. )

As the conductivity of the matrix is supposed to be much smaller than the conductivity of
fibres, conduction within the bulk matrix, i.e. far from fibre—fibre contact zones, are assumed
to be negligible. Hence, far from fibre—fibre contact zones, the heat flow at the matrix—fibre
interface I, of local normal n, is supposed to be zero:

q, n, =0. 3)

Within fibre—fibre contact zones, in which typical cross sections are noted I'j,g, heat transfers
are considered to be due to conduction (i) through contact areas if fibres are in physical contact,
(ii) through the matrix surrounding these physical contacts and (iii) through layers of entrapped
matrix between almost touching fibres. To model such complex situations, a simple mixed
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Cauchy type boundary condition is used in these zones:

Gy " Ng = hi(xﬂ(Ttx - Tﬁ)a (4)
where h;4p are phenomenological heat transfer coefficients, assumed to be of the same order
of magnitude, i.e. h;q8 = O(h¢), where A is the characteristic heat transfer coefficient.

3. Physics at the macroscale

By using the homogenization method with multiple scale expansions [38—40], we have recently
shown [37] that the macroscopic equivalent continuum corresponding to the above local physics
is a one-phase medium, i.e. with a unique macroscopic temperature here noted 7°¢. It obeys a
classical macroscopic heat balance equation:
aT*
Ce — —V . 6’ 5
Y q (%)
where the effective volumetric heat capacity C¢ = fC and the macroscopic heat flow g°
follows the standard Fourier’s law:
¢ =—A°-VT¢, 6)
where A° is the effective conductivity tensor. Its computation requires the solving of steady-
state and linear localization problems posed on REVs. The structure of these problems depends
on the physics that controls conduction at the fibre scale. A relevant measure of the local physics
is the following dimensionless Biot number:
[Cehcl.
B = , 7
Sh (N
where the characteristic scalars I'c, i and /. can be respectively seen as averaged values of
contact surfaces I';o, heat transfer coefficients ;.4 and lengths of section of fibres contained
between two adjacent fibre—fibre contacts. Hence, depending on the order of magnitude of B,
three models of effective conductivities have been obtained:

e For model III, which corresponds to B = O(g), fibre—fibre contacts are highly resistive,
A? does not depend on A but is only a function of the heat transfer coefficients /;q4.
Likewise, the localization problem exhibits a discrete form. It is a system of independent
linear equations in which first order temperature fluctuations around T, i.e. T, are
unknown. These temperature fluctuations are constant in each fibre. For each fibre f, (of
centre of mass G, ) contained in the REV, one has to solve the following linear equation:

> Tiaphiap(eTj — €T}) + GoGp - VT®) =0, ®)
Co
where /1 iap 18 the average of 144 over I';og and where the uniform macroscopic temperature
gradient VT is given and constant in the whole REV. Solving (8) then allows to compute
the macroscopic heat flow with the following discrete expression:

1 - L
¢ = o Y Tiaphiap((Tj — £T,) + GoGp - VT) GoGp. )
Cr

e For model I, which corresponds to B = O(1/¢), contacts are highly conductive. A¢ only
depends on A. The localization problem to be solved for each fibre f,, reads:

vV-q¢,=0 .
Q
g, =—n(VeT. +vTe)| M
gy, 1, =0 only, (10)
eT! = &T}
/ oz. ‘ /3_ A } on F,’aﬁ
q. nlaﬂ =q B ntozﬂ
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where, once again, VT is given and constant in the entire REV. The first order fluctuation
temperatures ¢7, are the unknowns to be determined. Solving (10) then allows us to
compute the macroscopic heat flow:

1
‘=g ==Y [ d.av. ()
q (qa) On - /Q‘I

e For model I, B = O(1), which corresponds to the intermediate physical situation, neither
conduction in fibres nor heat transfer between fibres are dominating the physics at the
microscale and the localization problem is identical to (10), except the condition on the
contact zone, i.e. the fourth equation of the system (10) that now reads:

q'y Niag = —hiap(eTy — eT}) on Ijyg, (12)
the expression of the effective heat flow (11) remaining unchanged.

Consequently, by imposing successively three independent unit macroscopic temperature

gradients VT, the macroscopic conductivity tensor A¢ can easily be obtained from (9) or
(11). For instance, when VT¢ = ey, one gets A, = —¢q; (i € {1,2,3}).
One can finally notice that in the case of models I and II, systems of differential equations (10)
have to be solved. In the following, these systems will be referred to as ‘continuous
formulations’. Solving these localization problems can quickly become time consuming
and cumbersome for realistic REVs. For that purpose, simplified discrete models have been
proposed [37] when the aspect ratio of fibres is high enough to consider that heat flow is uniform
in any cross section and mainly oriented along the fibres’ centrelines. If these conditions are
fulfilled, continuous localization problems (10) can be recasted to discrete systems of 2Cr (Cr
for model I) linear equations. The 2Cg (Cgr for model I) unknowns of the discrete problems
are the first order temperature fluctuations 7, at nodes M;,, located on the centreline of fibre
f«» just in front of the contact i (see ﬁgure 2). For each node M;,, one has to solve the
following discrete and linear heat balance equation:

eT}, — Ty, eTy, — eT},
AS| —————+e, - VT | +AS l——ea~VTe
ijo ila

+iaphiap €Ty — T},) = 0, (13)

where /;, is the length of the section (in the following, a section will define the part of a fibre
included between two contacts) ija of fibre f, between nodes M;, and Mj,. The last term
of the left-hand side of (13) is vanishing in the case of model I, in accordance with the fourth
equation of system (10). This system will be next referred to as ‘discrete formulation’. By
solving this problem, one can compute next the macroscopic heat flow (11) in a discrete form

eT}, — T, .
Z/( +e, VT >MjaMm ds

lel

“’BZf (€T}, — eT/;)MigMq dS, (14)
TCiap

where Jr is the set of the ijo sections in the REV. As for the continuous formulation,
the macroscopic conductivity tensor is easily deduced by solving successively the discrete
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Figure 3. (a) Scheme of the elementary microstructures, only one vertical layer is represented.
(b) Corresponding REV and associated FE mesh. (c) First order temperature fluctuation ¢7” (K)
resulting from the FE calculation when the REV is subjected to a macroscopic temperature gradient
VT¢=e (Km™).

system (13), for three independent unit macroscopic temperature gradients V7°¢, and by
calculating the macroscopic heat flow with (14).

4. Elementary fibrous microstructures

In this section, assumptions stated in order to establish the discrete formulations for models
I and II are discussed with very simple fibrous microstructures. As seen in figure 3(a), the
considered periodic REV is made up of only two fibres which form a percolating network in
the e; direction and whose centrelines belong to the plane (e;, e;). Fibres are noted f, and
fg- They have a length [ and the centreline of the f;, fibre is aligned along e,. The length
of the section between contact points M}, and M, is noted /, = 31/6, that between contact
points M4 and M,z is noted /g = 51 /6. Fibres exhibit a square cross section S = d*. The two
contact zones I'1,4 and I'yg4 are supposed to be well defined and have the same surface noted
I". Moreover, a constant heat transfer coefficient # is used to model heat transfers through
these two contact surfaces. Finally, the length Iz of the REV in the e, direction is such that
I = I3 — I2. The other dimensions of the REV have been arbitrarily fixed to /g. Hence, it is
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Figure 4. (a) Evolution of the effective thermal conductivity A{ with the Biot number B or the
heat transfer coefficient / for an average aspect ratio of sections (I +1g)/2d = 10. Calculation
made with continuous formulation for models I and II (black diamonds) and discrete formulation
for all models (lines). (b) Influence of the average aspect ratio of active parts of fibres and heat
transfer coefficient [W m~2 K~!] on the error due to the discrete formulation.

possible to obtain easily from discrete formulations (13) (models I and II) and (8) (model III)
analytical expressions of the effective conductivity tensor:

e Model I:
A 1 SA ® (15)
=——=e¢ QRey,
I o +1p)
e Model II:
1 ST Ah
AN=———— ¢, Qey, (16)
IR 2SA+ hI'(ly +1p)
e Model III:
1
A¢ = —Fhe1 ®e1. (17)
2lr

To check the validity of the above expressions, we have also solved the continuous formulation
(10) on the same REVs using the commercial FE code Comsol [41] and computed the
corresponding effective conductivity tensor. For that purpose, fibres were meshed with
approximately 15000 tetrahedra with quadratic polynomial interpolations, as shown in
figure 3(b). Analytical and numerical results are compared in figure 4. The graph of
figure 4(a) represents the evolution of the component A{, (equal to the principal component
Af, since the principal axes of the conductivity tensor ey, ey; and ey are aligned with ey, e>
and e3) of the macroscopic conductivity tensor with both 2 and B = I'h(l, +1g)/ (2d*1), and
both for the continuous and discrete formulations, when the mean aspect ratio of sections
(lo +1g)/2d = 10. Firstly, this graph shows that the discrete formulation of model II
(continuous line) tends to the discrete formulation of model I (dotted line) when B — oo
and to the discrete formulation of model III (dashed line) when B — 0. Secondly, one can
notice that FEM simulation results obtained from continuous formulations of model I and II
(black diamonds) follow the same trends as the discrete ones but are slightly higher. To further
investigate this discrepancy, the graph plotted in figure 4(b) displays the evolution of the error
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(A Continuous _ ¢ Discretey / A ¢ Continuous ywhen (7, +15)/2d varies from 3 to 100. Results have
been obtained for a wide set of heat transfer coefficients &, ranging from nearly perfect contacts
(h = 10° Wm~2K™') to very poor contacts (h = 107> Wm~2K~"). As expected, the graph
shows that the error quickly decreases when the aspect ratio increases. For example, in the case
of perfect contacts, the error decreases from 15% to 0.5% when the aspect ratio of the section
increases from 3 to 100. Moreover, the poorer the quality of contact is, the better the results
of the discrete description are. It is important to note that the maximum error generated by the
use of the discrete formulation remains rather weak, even for a small aspect ratio of the section
(15% for an aspect ratio of 3). Consequently, within the investigated ranges of aspect ratios
and heat transfer coefficients, physical assumptions used to establish discrete formulations for
models I and II are relevant.

5. More complex fibrous microstructures

More complex and more realistic fibrous microstructures are now considered. Fibres are
straight cylinders with identical length / and with a circular cross section of diameter d. Their
aspectratiois noted / /d. Fibrous REVs are generated numerically as previously [37,42]: fibres
are supposed to be homogeneously distributed in cubic REVs of volume lﬁ (Ir =2 1), the fibre
orientation distribution function follows a Gaussian distribution, and a fibre—fibre contact is
detected as soon as two fibres intersect. Typical fibrous networks generated with this procedure
are illustrated in figure 5: even if a much more sophisticated generation procedure could have
been used to obtain more realistic fibre—fibre contacts [31,32,43], the present microstructures
are however quite close to those encountered in short fibres reinforced composites such as
those shown in figure 1. Fibrous networks were built with various volume fraction of fibres f,
fibre aspect ratios //d and various fibre orientations, here characterized with the second order
fibre orientation tensor A [44]. The microstructures have been generated so that the principal
directions ey, ey and eyyy of the orientation tensor A, are collinear with e, e; and e respectively.
Hence, A|; = Ar, Ay = Ap and A3z = Apy. For each set of microstructure parameters, ten
REVs were generated. As illustrated in figure 5(d), the contact surface area I';,g between two
contacting fibres f, and fg is estimated as the intersection of the projected surfaces of the two
contacting fibres on the plane perpendicular to the common normal to the two fibres’ centrelines.
For the sake of simplicity, the heat transfer coefficient 4 as well as the conductivity A have
been considered as constant for all fibre—fibre contacts and fibres, respectively. In order to
explore links between the above microstructure parameters and effective thermal conductivity
tensor, numerical experiments are performed using the discrete formulations that have been
implemented in a discrete element code [37], initially developed to model the rheology of
highly concentrated fibre suspensions [42,45].

5.1. Influence of the volume fraction of fibres

The influence of f has been studied in [37] in the case of models I and III and for constant
area of fibre—fibre contacts equal to fibre cross section. In this situation, for high volume
fractions, it has been observed that the effective conductivity was a linear function of the
volume fraction of fibres when contacts are perfect (model I) while it was a quadratic function
when contacts are of very poor quality (model III). In this work, (i) more realistic contacts,
whose area accounts for the relative orientation of contacting fibres (see figure 5(d)), are
considered and (ii) the situation where neither conduction in fibres nor the fibre—fibre contacts
phenomenon dominates the conduction process (i.e. the situation corresponding to model II)
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Figure 5. 3D random (a), planar random () and nearly unidirectional (c) generated fibrous REVs
and their corresponding fibre aspect ratio and fibre orientation tensor. (d) Zoom on the surface
contact between fibres f, and fg.

is studied. Results are presented in figure 6, in the case of isotropic networks of fibres
exhibiting an aspect ratio //d = 50. Only the first principal component A{ of the effective
conductivity tensor is presented as similar results have been obtained for the other principal
components. In figure 6(a), numerical results are represented by symbols. The volume
fraction of fibres f varies from 0.01 to 0.4 and four heat transfer coefficients are considered:
A=100Wm2K L h=100Wm 2K, A =10Wm 2K 'andh = I1Wm2K~!. The
higher the heat transfer coefficient is, the higher the effective conductivity is. Moreover,
below f = 0.02, no results can be obtained by the present method as the percolation
threshold is close to this value (percolation threshold is estimated by Nan model [46] around
f = 0.014). Lines plotted in figure 6(a) represent the best fits of the numerical data by
power-laws: A{ ~ af”. The values of coefficients a and n are given in the figure legend.
For high volume fractions of fibres (f > 0.05) the quadratic evolution (n = 2) of the
effective conductivity with the volume fraction obtained using model III in [37] is retrieved
for heat transfer coefficient 4 = 1 Wm™2K~! (square symbols). When the heat transfer
coefficient tends to infinity, the exponent n decreases and n = 1.1 for h = 10° Wm—2K~!,
so that the linear evolution of the effective conductivity tensor observed in [37] is almost
retrieved. By contrast, results for 4 = I0OWm 2K~ or 7 = 100 W m~2K~! cannot be well
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Figure 6. Influence of the volume fraction of fibres f on the first principal component of

the effective conductivity tensor A{ (also noted Af later, and equal Af;, since the principal

axes of the conductivity tensor ey, ey and ey are aligned with ej, e> and e3), for 3D random
fibrous microstructures and for various values of the heat transfer coefficient # in (Wm=2K™!).
(a) Numerical results (symbols) have been fitted by power-laws (lines) and (b) compared with the
hybrid model (equation (25)) (lines).

represented neither by a linear nor by a quadratic evolution, since n = 1.6 and n = 1.2,
respectively.

5.2. Influence of the fibre aspect ratio

Figure 7 represents the variations of the three principal components A¢ of the effective
conductivity tensor when the aspect ratio of fibres / /d varies from 5 to 100. Results have been
obtained for a fibre volume fraction of 0.2 and 3D random (figures 7(a, b, c)), planar random
(figures 7(d, e, f)) or nearly unidirectional microstructures (figures 7(g, &, i)). The second
order orientation tensor corresponding to these three types of microstructures are given in
figure 5. Very conductive (h = 10° W m~2 K~! represented in figures 7(a, d, g)), very resistive
(h = 1Wm2K~! represented in figures 7(c, f, i)) and intermediate (4 = 10Wm 2 K~!
represented in figures 7(b, e, h)) fibre—fibre contacts have been considered. In all cases, all
components of A¢ increase identically with the aspect ratio. The influence of the aspect ratio
on A° is much more pronounced when the contacts become less conductive. For example, in
the case of 3D random microstructures, when //d varies from 10 to 100, components of the
effective conductivity tensor are multiplied approximatively by 3 when & = 10° Wm2K~!,
by 30 when 7 = I0Wm™2 K~ and by 100 when 7 = 1 Wm2 K~

5.3. Influence of the fibre orientation

In figure 7, one can also clearly gauge the strong anisotropy which is induced as microstructures
display planar random or nearly unidirectional fibre orientation. In the case of perfect or
extremely poor fibre—fibre contacts and for an aspect ratio [ /d of 50, it has been shown [37]
that the effective conductivity tensor A¢ was almost a linear function of the second order
fibre orientation tensor A whatever the fibre volume fraction is [37]. For intermediate
situations (h = 10Wm 2K~') with I/d = 50, figure 8 represents the evolutions of
the terms A¢/A; (i € {I,11,111} no summation) with the fibre volume fraction for 3D
random microstructures (figure 8(a)), planar random microstructures (figure 8()) and almost
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Figure 7. Influence of the fibre aspect ratio //d on the principal components of the effective
conductivity tensor A¢ for 3D random (a)—(c), planar random (d)—(f) and nearly unidirectionnal (g)—
(i) microstructures ( f = 0.15), in cases of very conductive fibre—fibre contacts 1 = 10°Wm—2K™!
(@), (d), (g), very resistive contacts &1 = 1Wm 2K~ (¢), (f), (i) and intermediate situation
h = 10Wm=2K~! (b), (¢), (h). Numerical results (symbols) have been compared with the
predictions given by the hybrid model (equation (25)) (lines).

unidirectional microstructures (figure 8(c)). The A{/A;s are almost equal whatever the
considered index i. A rather small discrepancy can be observed for almost unidirectionnal
microstructures (figure 8(c)): when f = 0.25, the value of A}/ Aj is approximately 10% lower
than Af/An (= Af/Am). These results confirm that for intermediate quality of contacts, the
effective conductivity tensor A¢ can fairly be approximated as a linear function of the second
order fibre orientation tensor A.

Besides the influence of the in-plane anisotropy (defined as Aj/Ayp, in the plane
(e1, e2)) of the microstructure on its dimensionless through-plane conductivity (defined as
Afp/ NG5O, where A4S is the through-plane conductivity for a 3D random microstructure)
has been sketched in figure 9. Various through-plane microstructure anisotropies (defined
as (A; + An)/(2Am)) have been generated and very conductive (h = 10°Wm2K™!
see figure 9(a)), intermediate (h = 10 W m~2 K~! see figure 9(b)) as well as very poor contacts
(h = 1Wm™2K™! see figure 9(c)) have been studied. Results have been obtained here for
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Figure 8. Evolutions of the scalar A{/A;’s (i € {I,II, 111} no summation) where A° is the
effective conductivity tensor and A is the second order orientation tensor. Evolutions are plotted
as functions of the fibre content f for 3D random (a), 2D random (b) and almost unidirectional (c)
microstructures with # = 10Wm™2K~! and //d = 50. Numerical results (symbols) have been
compared with the predictions given by the hybrid model (equation 25) (lines).

a fibre volume fraction of 0.2 and an aspect ratio //d = 50. This figure shows that the
dimensionless through-plane conductivities are nearly constant when the in-plane anisotropy
of the microstructure evolves. Only a slight decrease is recorded as the anisotropy increases:
it is then fair to consider that, whatever the quality of fibre—fibre contacts is, the effective
conductivity in a given direction is independent of the anisotropy of the microstructure in the
directions normal to the considered one. This result is a consequence of the ‘linearity’ of the
tensor A° with the second order fibre orientation tensor A (see figure 8). This result is of
great technical importance. Industrial processes of short fibre composites such as injection or
compression moulding cause important variations of the orientation of fibres in the plane of the
parts [47—49]. Nonetheless, microstructures are often almost planar so that their through-plane
anisotropy can be considered as constant [48,50]. Hence the last result presented in figure 9
tends to prove that the experimental variations of the through-plane conductivities in injected
parts of short fibre composites observed by [5] cannot be a consequence of in-plane anisotropy
of the microstructure.

5.4. Influence of the heat transfer coefficient

The influence of the heat transfer coefficient & on the effective conductivity is explored via the
Biot number B = 4T"hl/ arrd?, where T and [ are the averaged values of contact surfaces and
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Figure 9. Evolution of the dimensionless through-plane conductivity with the in-plane anisotropy
for the different through-plane anisotropies for f = 0.2 and //d = 50 in cases of very conductive
fibre—fibre contacts & = 10° Wm—2K~! (a), very resistive contacts 7 = IWm2K™! (¢) and
intermediate situation 7 = 10Wm~2K~! (b). Numerical results (symbols) have been compared
with the predictions given by the hybrid model (equation (25)) (lines).

lengths of section, respectively. Figure 10 presents the evolution of the principal components
of the effective conductivity tensor with B for 3D random (figure 10(a)), planar random
(figure 10(b)) and nearly unidirectional fibrous microstructures (figure 10(c)). These results
are obtained here with a volume fraction of fibres f = 0.2 and with fibres presenting an aspect
ratio [ /d = 50. Three different zones can be considered:

e The first zone corresponds to small Biot numbers: B < 1072, It is characterized by an
effective conductivity increasing linearly with B. In this situation the physics is dominated
by conduction in the contact zones (model III).

e The second zone corresponds to intermediate Biot numbers: 107> < B < 10%. In this
zone, the effective conductivity is less sensitive to B (model II).

e The third zone corresponds to high Biot numbers: B > 10, In this situation effective
conductivity does not depend on the Biot number (model I).

It must be pointed out that these zones, which have already been identified for the elementary
microstructure (cf figure 4(a)), do not depend on the fibre orientation distribution, fibre content
and aspect ratio.
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Figure 10. Evolution of the principal components A{ with the heat transfer coefficient / or the
corresponding Biot number B for 3D random (a) planar random () and nearly unidirectional (c)
microstrucutres (f = 0.2 and //d = 50). Numerical results (symbols) are compared with the
predictions given by the hybrid model (equation (25)) (lines).

5.5. Combined microstructure effects

As already underlined from the homogenization process [36], the Biot number B indicates the
dominant local physics. It is a function of the heat transfer coefficient 4 (cf previous section)
but it also depends on the mean length of fibre sections between contacts / and the mean surface

of contacts I'. These microstructural parameters may depend on the fibre aspect ratio, content
and orientation:

e Figure 11(a) presents the influence of the volume fraction of fibres f on the Biot number
B for isotropic microstructures. The higher the volume fraction is, the higher the number
of contacts per fibre is, so that the length of sections between contacts decreases and so
the Biot number. Whatever the heat transfer coefficient is, the Biot number appears to
be divided by 20 when the volume fraction of fibres increases from 0.02 to 0.4. Hence,
when f increases, the effective conductivity may change from a physics corresponding
to model II to a physics corresponding to model III (or from model I to model II).
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Figure 11. Evolution of the Biot number B with (a) the volume fraction of fibres f for various
heat transfer coefficients (3D random REVs and //d = 50) and with () the fibre aspect ratio //d
(for 3D random, planar random, and nearly unidirectional microstrucutres, f = 0.2) for very good
fibre—fibre contacts.

e For a volume fraction of fibres f = 0.2, figure 11(b) represents the influence of the fibres’
aspect ratio on the Biot number for isotropic, planar and unidirectional microstructures
when the heat transfer coefficient 7 = 10°Wm 2K~!. The same trends have been
observed for other heat transfer coefficients. Whatever the considered orientation or heat
transfer coefficient, the aspect ratio seems to play no leading role on the Biot number.

e Asshownin figure 11(b), aheat transfer coefficient of 10 W m~2 K~! leads to Biot numbers
around 0.02, 0.03 and 0.1, respectively for 3D random, planar random and unidirectional
microstructures. Thus, for the same heat transfer coefficient (i.e. for the same quality of
contacts), aspect ratio and fibre content, due to the variation of the surfaces of contacts
with orientation, B is five times higher for oriented microstructures than for isotropic ones.
The effective conductivity may change from a physics corresponding to model III to a
physics corresponding to model II (or from model II to model I) when the microstructure
becomes oriented.

6. Analytical hybrid model

From numerical results obtained in the previous section, a simple analytical model is proposed
here to reproduce them. By considering that the temperature field within the fibrous medium
follows an affine evolution, analytical expressions of the effective conductivity tensors have
been proposed previously in the case of models I and III, for microsructures made up of
homogeneously distributed straight and monodispersed fibres with circular cross section and
identical area of contact [37]. Hence the effective conductivity tensor was estimated by

e in the case of model I:

A~ AT = fk(l - ~L>A, (18)
Cy
e in the case of model I1I:
Af ~ A = Clhknﬁ<1 — ;)A, (19)
24 C,
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where C, is the average number of contacts per fibre, C; is the number of contacts per unit of
volume and k = T'/S.

As shown in figure 5(d), the contact area I';o equals d? /sinf;qg, where 8,44 is the angle
between the two contacting fibres f, and fg. Hence, by introducing (sinf) as the average
angle of the sine of angles 6;,4 in the REV, one can obtain an estimate of k:

4

k= m{sin@)’ 20)

Finally, by assuming that fibres are homogeneously distributed in the REVs and that their
orientation follows Gaussian distributions, it is possible to obtain, by using the statistical tube
model [51-53], estimations of C, and C;:

~ [
Cq “4f(—d¢1+¢2+1) (21)
T2
and
f -
Ci~ —C,, 22
N (22)

where the descriptors ¢; and ¢, can be calculated from the following discrete expression
[37,42]:

¢1=%ZZHB(1X€/§”, ¢2=#22|ea.eﬂ|_ (23)

R p P R Py P

The evolutions of ¢y, ¢, and (sinf) with the second order orientation tensor A have
been numerically studied on microstructures with various fibre contents, aspect ratios and
orientations. As an example, figure 12 shows the evolutions of these descriptors as functions
of the two smallest principal values A; and Ay of the fibre orientation tensor A, for f = 0.15
and //d = 50. Round symbols in figures 12(a)—(c) represent numerical results. Continuous
surfaces plotted on the same graphs represent analytical estimations of the numerical results
obtained from the following expressions:

¢1 = (—6.12A% + 4.49Ay — 2.49) A} + (4.46AF — 4.87 Ay +2.23)A; — 2.47Af
+2.22A5 +0.14,

¢> = (—5.20A% +3.58 Ay — 1.07) A7 + (3.55A7 — 0.79Ay — 1.26) Ay + 1.09A},
—1.27Ay + 1.00,

(sin@) = (—6.85A% + 5.23Ay — 2.78) A% + (5.10A% — 5.50Ay + 2.45)A; — 2.76A%
+2.44 Ay +0.0839. 24)

Such expressions allow fairly good fits of numerical results, whatever the investigated fibre
content, aspect ratio and orientation ranges. Hence, purely analytical estimations of the
macroscopic conductivity tensors in the case of models I and IIl can be obtained. In
order to extend the validity domain of these two models to that of model II, the following
phenomenological hybrid model is proposed:

Ae‘ ~ AeH ~ l 1~ AeHI + 1
2| 1+10C, fB 1

1+ —
10C, /B

S B (25)
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<sing>

Figure 12. Evolution of the microstructure descriptors ¢; (a), ¢ (b) and (sin6) (c) with the
two minor principal values Ay and Ay of the second order fibre orientation tensor A. The round
symbols have been obtained from numerical generation (here f = 0.15). The continuous surfaces
correspond to analytical expressions (24).

where A! and A“" are calculated using equations (18) and (19), respectively. The Biot number
involved in the above proposition can be estimated by:
khl
B~ -,
Coyr
where k is obtained from (20). Please note that when B — oo the above hybrid model
numerically tends to model I, whereas it tends to model III when B — O.

Predictions of the hybrid model (25) have been reported (lines) in figures 6(), 7-10. The
analysis of these figures brings up the following comments:

(26)

e Predictions follow qualitatively trends given by numerical results: the influence of various
microstructure parameters is well captured.

e When fibre—fibre contacts are highly conductive, i.e. when B — oo, and whatever the
considered fibre orientation, predictions given by the hybrid model are quantitatively in
good agreement with numerical results, if the fibre content f and aspect ratio //d are
higher than 0.05 and 20, respectively. Two possible factors can explain the observed
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discrepancies below these values. Firstly, at lower fibre content, the generated REVs
may not follow exactly the statistical tube model so that the number of contacts per unit of
volume C, involved in (18) may be lower than that predicted by the tube model. Secondly,
the affine assumption used to build the analytical model I, may be more questionable for
those low fibre contents.

e For intermediate situations, i.e. for intermediate Biot number, predictions are still
satisfactory in the case of 3D random and planar random fibrous REVs, if f > 0.05 and
l/d > 20. However, for nearly undirectional REVs, some deviation from the numerical
results occurs. This discrepancy becomes more and more pronounced as B — 0. Reasons
given in the previous points may explain it. Another possible explanation can also be
formulated in this case. Indeed, it has been previously shown that the unique use of A
in the analytical model III was not sufficient to obtain accurate predictions of numerical
results for very oriented fibrous networks: better analytical estimations would be gained
by accounting for the relative position and orientation of contacting fibres [37].

7. Concluding remarks

In this study, the transient diffusion equation through fibrous media with highly conductive
fibres and interface barriers at fibre—fibre contacts has been considered. By studying the
effective conductivity on elementary fibrous microstructures, and by comparing results given
by simple discrete models and those obtained from full finite element calculations, we have
first shown that the error induced by discrete estimations was rather small even for fibres’
sections between contacts that do not display a large aspect ratio. Moreover, the lower the
quality of fibre—fibre contacts, the lower this error is.

Therefrom, the effective conductivity of fibrous networks rather close to those encountered
in short fibre polymer composites was investigated. More precisely, the influences of the fibre
content, aspect ratio and orientation, as well as the quality of fibre—fibre contacts were studied:

e Depending on the quality of fibre—fibre contacts, the influence of the fibre content is drastic,
following power-laws for contents above 0.05, the power law exponent ranging from 1
for perfect fibre—fibre contacts to 2 for highly resistive ones.

e In general, the effective conductivity tensor displays anisotropy, which can be considered
as a linear function of the anisotropy of the second order fibre orientation tensor. The
last result must be reconsidered as fibrous REVs becomes very oriented and fibre—fibre
contacts become very resistive [37].

e For various fibre orientations and contents, and various qualities of contacts, the higher
the fibre aspect ratio is, the higher the effective conductivity is. Moreover, the effective
conductivity is more sensitive to the fibre aspect ratio in the case of resistive contacts.

Finally, an analytical hybrid model was proposed for the effective conductivity tensors.
This model is devoted to REVs in which fibres are homogeneously distributed and follow
Gaussian fibre orientation distributions. Despite its simplicity, its ability to reproduce discrete
numerical simulations was checked within a large range of heat transfer coefficients, fibre
contents, aspect ratios and orientations.
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