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ABSTRACT

We derive and analytically integrate the models for the heater and sensor 3w signals of the temperature field of anisotropic bulk materials
and thin films. This integration is done by using the Fourier transform and expressing the frequency dependence of temperature in terms of
the modified Bessel and Struve functions, which are well-implemented in major computation software. The effects of the radiative losses
and interface thermal resistance are also evaluated for different frequency regimes. Further, by fitting the 3w model integrated over the
heater and sensor widths to experimental data recorded up to 31 kHz, the thermal conductivity and thermal diffusivity of a quartz glass
wafer are determined for temperatures ranging from 300 to 800 K. The obtained results show that the usual log-linear approximation can
induce an uncertainty of about 5% on the thermal conductivity values. The exact integrated models are thus expected to facilitate the accu-
rate determination of the thermal conductivity and thermal diffusivity of anisotropic materials through a wide spectrum of modulation fre-

quencies and without time-consuming numerical integration.

Published under an exclusive license by AIP Publishing. https://doi.org/10.1063/5.0151725

I. INTRODUCTION

The first concept of the 3w method was developed in 1910 by
Corbino," who applied an alternating electrical current to measure
the thermal diffusivity of metal filaments. In early 1987, Cahill and
Pohl” and Birge and Nagel’ applied this modulated electrical exci-
tation to generate heat and measure the thermal conductivity of
amorphous solids and the specific heat of liquids, respectively. In
1990, Cahill® further extended its application to measure the
thermal conductivity of dielectric solids through the development
of the standard 3w method that is widely applied nowadays. The
method takes its name from the measured voltage oscillating with a
frequency 3w due to the circulation of an electrical current modu-
lated with a frequency o that heats up the sample material through
Joule heating.” This well-mastered electrical heating represents one
of the main advantages of the 3w method, which has been adapted
to measure the thermal conductivity of thin films,”™'? free-standing
membranes,'"'” nanowires,"’ and nanotubes."*

The modulated electrical heating for the 3w method generates
thermal waves, whose propagation distance increases as the modu-
lation frequency decreases. This frequency dependence allows

probing the material properties at different penetration depths by
recording the real and imaginary parts (or amplitude and phase) of
the temperature fluctuations as functions of frequency. The fitting
of these 3w signals to a proper model determines the thermal
conductivity and thermal diffusivity of solids. For bulk materials
and thin films, the 3w models are expressed in terms of integrals or
approximate expressions valid for either low or high
frequencies.””'>™** A semi-analytical solution of the 3w model was
also derived by Gurrum et al.,”> who showed that the heater
thermal conduction could be particularly important for anisotropic
materials. More recently, Duquesne et al.”* managed to integrate
the 3w model for a semi-infinite isotropic material and expressed
the temperature field in terms of the Meijer-G function. They”*
showed that this function is related to a double integral, which
allowed them to rigorously derive, for the first time, the low- and
high-frequency regimes of the temperature field involving a funda-
mental mathematical constant (Euler gamma function) that was
previously estimated via numerical integration.”'>*> As the analyti-
cal integration of the 3w model in terms of easy-to-compute func-
tions can greatly simplify the fitting of experimental data, the
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integrated expressions of this model for other material configura-
tions of practical interest are highly desirable, but challenging.

The goal of this work is to derive and analytically integrate the
3w models for anisotropic bulk materials and thin films. This inte-
gration is done by using the Fourier transform and expressing the
temperature fields in terms of the modified Bessel and Struve func-
tions, which are well-implemented in major computation software.
In contrast with previous works dealing with integral expressions
for the 3w model or its approximate integration for anisotropic
materials,”” here we report the exact integrated temperature field of
the heater and sensor signals of the 3w method. Further, the effects
of the radiative losses and interface thermal resistance are also dis-
cussed for different modulation frequencies.

Il. THEORETICAL MODEL

Let us consider an anisotropic thin film deposited on an
anisotropic substrate and supporting a two-dimensional heat
conduction and radiative losses due to its uniform thermal exci-
tation via a heater pad, as shown in Fig. 1. This heat conduction
is driven by the in-plane (k) and cross-plane (k) thermal
conductivities of the film (m = 1) and substrate (m = 2), while
the losses are determined by the emissivity € of the film inside a
vacuum chamber. Under these conditions, the temperature
T(x, y, t) distribution of the film and substrate is given by the
diffusion equation

o1 _
-

T
15

oT

+ki o0 1

where C is the volumetric heat capacity.

Considering that the heater is uniformly heated with a power
P(t) and applying the Stefan-Boltzmann formula for the radiative
losses, the solution of Eq. (1) is subject to the continuity of the heat
flux and discontinuity of temperature, as follows:

T, P(t)
*kuafy |y=0 + h(Ty |),=0 —Ty) = ﬁH(a — |x]), (2a)
oT oT
—kua—y‘|y:d = —kua—yﬂy:d, (2b)
oT:
Ti(x, d, 1) = To(x, d, ) = —Rka. 8—; lyear (20)
Tn(_x> s t) = Tn(x) b2 t)) (2d)

where H is the Heaviside function, R is the interface thermal resis-
tance between the film and substrate set at the respective tempera-
tures Ty and T, and Ty is the sample room temperature. The
substrate is considered to be semi-infinite in thickness (y direction)
and length (x direction). The coefficient of radiative losses
h = 4e0T;, with o being the Stefan-Boltzmann constant, arises
from linearizing the Stefan-Boltzmann formula for a temperature
difference Ty — Ty < Ty. As this far-field formula is valid when
the heater and sensor dimensions are much larger than the peak
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FIG. 1. Scheme of the heater and sensor deposited on a thin film to determine
its thermal properties through the 3w method. a and ¢ are the half-widths of the
heater and sensor pads, both of length b.

wavelength of thermal radiation (> 10um for T, > 300K, as
established by Wien’s law), the definition of h = 4ecT; only
applies under these conditions. Otherwise, this definition of 4 fails,
but Eq. (2a) remains valid for a generalized coefficient of radiative
losses and a film temperature rise small with respect to its room
temperature. Further, in the presence of convective losses, Eq. (2a),
and hence, the results obtained in this work still apply after replac-
ing h by h+ heony, With heony being the coefficient of convective
losses, as established by the Newton law of cooling. The circulation
of an electrical current I = Iycos(wt) modulated in time ¢ with a
frequency o, along the heater of electrical resistance Ry, generates
an electrical power P(t) = RoI> = 0.5RyI2(1 + cos(2wt)) that splits
into a steady-state component and a temporal one oscillating with
a frequency 2w. For this thermal excitation, the temperature profile
predicted by the linear differential Eq. (1) reads

T(x, y, 1) = y(x, y) + Re(0(x, y)e*), (3)

where ¥ and 0 are the steady-state and modulated components of
temperature. The real and imaginary parts of 0 are the signals mea-
sured by the 3w method, and, therefore, we are going to focus on
its determination from now on. After inserting Eq. (3) into Eq. (1),
one obtains

%0 %0

- — — =2j . 4
—l—klayz inCO (4)

e

Equation (4) can be solved by using the method of separation of
variables, which, along with Egs. (2b)-(2d), yields

[

01 =) An[y, sinh(Sia(d — »)) + 1, cosh(Si,(d — )] x cos(A,x),

n=0

(52)

6, = Z Ane 507D co5(2,x), (5b)

n=0

where ¥, = ka1 $20/(k11.810), Xu = 1 + Rka1 S0, Aul = (n + 1/2)m,
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S2n = (k) [ k) (A2 + 2iw/0tyy)),  and @ty = Ky /Cin is  the
in-plane thermal diffusivity of the material m. The values of 4,
were determined by imposing the condition T, (L, y, t) = T, which
is well satisfied for samples with long lateral dimensions. The com-
bination of Eqs. (2a) and (5a) together with the orthogonality of
the functions cos(4,x), for n =0, 1,2, ..., provides the following
expression for the parameter A,:

_ Pysin(1,a) 1
n = bL /1,«,&1 ku_San T hGn > (63)
EF, = Vn cosh(Slnd) —l—}[n sinh(Sl,,d), (6b)
G, =7, sinh(slnd) + X COSh(Slnd), (6¢)

where Py = 0.5RyI3 is the amplitude of the injected electrical
power. As the film length is considered to be long, the difference
Ans1 —An = M = /L — 0, which allows to convert the sums in
Egs. (5a) and (5b) into integrals. For the surface temperature
6, (x, 0), this conversion yields

Py (® sin(Aa
0:(x, O)ZE—ZJ /1((1 )
0

cos(Ax)dA
k.S F/G+h

()

where F = F,(A, — A), G = G,(4, — A), and S, = S,,,(X, — A).
According to Fig. 1 and Eq. (7), the measurable temperature fluctu-
ations of the heater (Tj,) and sensor (T;) pads are given by the fol-
lowing averages:

1 Py * (sin(Aa)\’ di
= — [ 8
Ti 2a J_a O1(x, 0)dx b L ( Aa > ki SiF/G+h’ (8a)

e
T, = —J 0:(x, 0)dx
2c

I+a
n Jm sin(4a) sin(Ac) cos(A(l + a + ¢))dA (8b)
“ab)y, Aa Ac ki $iF/G+h

In terms of the dimensionless integration parameter &= Aa,
Egs. (8a) and (8b) can conveniently be rewritten as follows:

00 . 2
T, = TCJ (Sm(‘f)> do (92)
X

o\ ¢ VE+Z+B

T.—T. J°° sin(¢) sin(éc/a)  cos(BE)dE

0o & e feiain

where  the characteristic ~ temperature T, =P/ (mbky),
ky = \/kyka1 is the harmonic average of the substrate thermal
conductivities, B; = ha/k, is the Biot number, § =1+ (I+¢)/a,

(9b)
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and

= 1+ (14 poy)I" " tanh(oy+/ky ki1 d/a) (10)

1+ po, —Q—Ftanh(a“/klu/kud/a)

where p = Rky/a, o, = /& + 22 zw = if [fr fn = O/
(27a?), and I' = k0, / (kyo1). Equations (9) and (10) thus establish
that the heater and sensor temperatures depend on the product
kyki = IQ? and ratio ky /kiy of the film thermal conductivities via
the parameter I"and the hyperbolic tangent, respectively. Since the inte-
grants in Egs. (9a) and (9b) are even functions, they can conveniently
be integrated by using the Fourier transform method. Recalling that the

Fourier transform F(A) of the function F(x) is defined by
FQ) = [ F(x)e *dx, such that F(x)= (27)"' [* F(A)e*da,
the integral I; = jow g(x)dx of an even function g(x) = g(—x) is given
by L =05 glx)dx=g(0)/2. Similarly, the integral
L = [} g(x)cos(Bx)dx = 471 [* g(x)(eP* + e #*)dx = 0.5 [ g(x)
e #P*dx = g(B)/2. These results thus establish the following identities
for the integral of an arbitrary even function

00 1 ~

|| st = 350 (112)

0
00 1 ~

J g(x)cos(Bx)dx = —g(p). (11b)
0 N
For the sake of simplicity, we are going to apply Eqs. (11a) and (11b) g
to integrate the integrals in Egs. (9a) and (9b) by considering that 2
¢ = a and the following particular cases. é
A. Anisotropic substrate with negligible radiative g

losses

According to Eqgs. (9a) and (9b), the 3w temperature fields of
the heater and sensor pads on a bare anisotropic substrate
(d=0=R and hence y =1) with negligible radiative losses
(B; = 0), are given by

T sin(§)>2 dé
Th = TC JO ( 5 7\/§2TZ%’ (12a)
S J‘” (sin(é‘))zcos(ﬁf)df (12b)
N c 0 5

VE+3 .

Equations (12a) and (12b) indicate that both the heater and sensor
signals of the 3w method can be used to determine the harmonic
average of the thermal conductivity (k;) and the in-plane thermal
diffusivity (azy) involved in the parameters Tc = P,/ (mbky) and
) = 0 /(4na”) (z, = /if /f2) of an anisotropic substrate. The 3@
signal, therefore, cannot be used to determine the cross-plane
thermal conductivity of an anisotropic substrate via T, as is usually
misconceived. By contrast, for an isotropic substrate (k| = k1),
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Eq. (12a) reduces to the standard model of the 3w method for bulk
materials.

To apply Egs. (11a) and (11b) to integrate the integrals in
Egs. (12a) and (12b), we consider that g(&) = g,(£)g(E), with

(&) = (sin(&)/¢)* and (&) = (& + z%)_l/ ?_ The Fourier trans-
forms of these functions are g,(1) = (z/4)(]A + 2| + |2 — 2| — 2]4|)
and g,(4) = 2Ky(z;|A]), with K being the modified Bessel function
of second kind and order zero. According to the convolution

theorem, the Fourier transform of g(§) is then given by
) = @m) " [T, §,()g,(A — A)dA, which yields

0 2
20 = % U Q)+ J @- /1’)} Ko(zd — ADdX.  (13)
-2 0

The combination of Egs. (11) and (12) then establishes that
Ty/T.=0.58(0) and T,/T.=0.5g(B), for B=2+1/a>2.
According to Eq. (13), these results can be simplified and explicitly
be written as follows:

1
% = 2J (1 = &Ko(22:8)dé, (14a)
c 0
T, (!
o= L (1 - &[Ko(z(B +20) + Ko(za (B — 20)]dE. (14b)

The integrals in Eqs. (14a) and (14b) are fully equivalent to the cor-
responding ones in Eqs. (12a) and (12b) and have the advantage
that they can now be integrated analytically by using the following
identities [ xKo(yx)dx = —(x/y)Ki (xy) and [ Ko(yx)dx
= (mx/2)N(xy), where N(u) = Ko(u)L_; (1) + K;(u)Lo(u), with K,
and L, being the modified Bessel function of second kind and the
modified Struve function of order n, respectively. In terms of these

well-implemented functions in major calculation software,
Egs. (14a) and (14b) take the forms
Th 222K1 (222) —1
TC :”N(222)+2—Z§’ (15a)
LTI NGB + B N@) — 2N EP)
7.~ g PiN@b, “N(zp_ 2
1
+ i B, Ki(zB,) + B_Ki(228_) — 28K (228)], (15b)

where B, = 8 + 2. Equation (15a) is equivalent to the solution
found by Duquesne et al.”* in terms of the Meijer G-function and
together with Eq. (15b) provides a model to fit 3o experimental
data for any modulation frequency, avoiding numerical integration
and low-frequency approximations that may lead to the inaccurate
determination of the material thermal properties. Taking into
account that the thermal diffusivity of a great variety of solids is
within the interval (1—100) mm?s~!, the characteristic frequency
fe=0y) /(4ma*) ~ (0.8—80) kHz, for the typical value of the sensor
half-width a = 10 um. For a modulation frequency (f < f.) much
smaller than this relatively high value of f,, the behavior of
Egs. (15a) and (15b) can conveniently be obtained by using the

ARTICLE scitation.org/journalljap

following series expansion of Ky(2u) = —[y + In (u)]Ih(2u)
2+ (1+1/2)2 /@) + 1 +1/2+1/3)25/(B)* +---,  where
IQu) =1+ + 24/ +25/(B)* +--- and y =0.5772... is
the Euler gamma constant. After inserting this expansion of K,
into Eq. (14a) and integrating term by term, one obtains

T 00
L Z /) e e (16)
2T, «@n+1)@2n+2) 1-2 3-4f
where the coefficients ¢, are given by
1 1. (if
=1+-—y—-In(2), 17
%o TS 2n<fz) (17a)
S S N,
= ITETS n
1 1 i
L B Al am
Y2 [2n+1" 2n+2 2

for n =1, 2, .... The zero-order approximation ¢, thus exhibits a
logarithmic dependence on frequency and is extensively used to
determine the thermal conductivity of bulk materials.>**** This
low-frequency approximation (f < f;) is particularly suitable for
the real part of Ty, as its first correction is proportional to (f/f2)°,

given that the linear dependence on frequency is purely imaginary,
as established by Eq. (16). Similarly, the zero-order approximation

of the sensor signal T in Eq. (15b) is given by
_3 if
Tsfi— ——l (fc) — D(B), (18a)
2 2 2
o =Em)+ B Lme -me. sy |

The sensor signal, thus, exhibits the same logarithmic frequency
dependence than the heater one (for a zero-order approximation),
such that their difference D(f) is fully determined by the ratio
B=2+1/a between the heater-sensor distance and the sensor
half-width. The function D(B) increases monotonically with § > 2
and takes its minimum value D(2) = 21n (2).

B. Anisotropic substrate with radiative losses

Here, we consider that the substrate is subject to temperatures
much higher than its environment and hence the radiative losses
are expected to be significant. In this case, Eqs. (9a) and (9b) reduce
to the following expressions (with d = 0 = R and hence y = 1):

T sin(.’,‘))z dé
Th_TCJO< z Bﬁﬁ’ (19a)
cos(pE)dé (19b)

rr| Ciﬂf(@)z& Vi
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Equation (19a) is consistent with a previous model derived by
Cahill* for an isotropic bulk material and along with Eq. (19b) indi-
cates that temperature profiles of the heater and sensor decrease as
the radiative losses increase, as expected. In contrast to the lossless
case (B; = 0), both 3w signals of a lossy substrate do not diverge in
the quasi-steady-state regime (f/f. — 0), but rather they reach
frequency-independent plateaus given by (z, — 0)

Tne [ Sin(f))2 dé
= = s 20
T, J( ¢ ) B+e (200
T [* sin(é))zcos(ﬁf)df
— = _— 20b
Tc JO( 5 Bi +‘§ ( )
where the second sub-index “s of T stands for the

quasi-steady-state regime. The integrals in Eqgs. (20a) and (20b) can
be expressed in terms of the sine (S;(u) = fou sin(x)dx/x) and cosine
C = — j:o cos(x)dx/x) integral functions that are well-
implemented in many computation software. Taking into account
that 8 > 2, one obtains

2B? TT" = n(B,- - %sin(ZB,—)) —y —In(2B)) + S(2B;) + C(2B;),
(21a)
TSS
4B} -> = S(Bif.) + S(Bif-) — 25(Bif) + C(Bif.)
+C(BB_) — 2C(B,p) — g [sin(B,B,) + sin(BiB_)
2
— 2sin(B;B)] +In (ﬂzﬁ — 4), (21b)

where S(u) = sin(u)S;(u) and C(u) = cos(u)C;(u). Given that the
thermal conductivity of a wide variety of solids falls inside the inter-
val (0.1—500) Wm!'K~!, the maximum (g =1) Biot number
B; = 4ac T} [k, ~ (0.01—61) x 107>, for a typical value of the
sensor half-width a = 10um and T, = 300 K. The Biot number
for the 3w material configuration is thus expected to be much
smaller than unity, which allows to well determine T}, and T, in
Egs. (21a) and (21b) via their corresponding linear approximations
on B,. This first-order approximation yields

Thx 3 V3

T —y—1 2B, _Bia 22

T. %3277 n(2B) + 5 (22a)
Tss 3 T
28 2 —y —In(2B;) +=BB; — D(B), 22b
7. %37 n(2B) + -4 (B) (22b)

where D(f) is defined in Eq. (18b). The simple system of Eqgs. (22a)
and (22b) could, thus, be used to determine both the Biot number
B; and k, [via T, = P, / (rbky)] by using the very-low-frequency pla-
teaus of the heater or sensor temperatures.
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C. Anisotropic nanofilm with radiative losses and
interface thermal resistance

Taking into account that the major contribution to the integrals
in Egs. (9a) and (9b) arises from & — 0, they can significantly be
simplified for a thin film with thickness much smaller than the
heater half-width (d < a), thermal conductivity much smaller than
that of the substrate (k; < k;), and low modulation frequencies
(f < f1), as is usually the case of practical interest. Under these three
conditions I"! tanh (o /ky | /ki1d/a) ~ (ki /k,)(d/a)o} /o2 — O,
Ftanh(al,/kln/kud/a) ~ (Ez/ku_)(d/a)az, and, therefore,
Eq. (10) reduces to y~! a1+ no,, where the dimensionless
parameter 7 = kod /(k.a) and the effective cross-plane thermal
conductivity (k,) of the nanofilm is defined by d/k, = R+ d/k,, .
For this nanofilm approximation of y, nB;=hd/k, <1,
the expression (yo, + Bi) '~ n+ (02 +B;)”", and, therefore,
Egs. (92) and (9b) take the forms

Tiy(d) ~ T4(0) + % (232)
Ty(d) =~ T,(0), (23b)

where T5,(0) and T(0) are the temperature signals generated by
the bare substrate, and, therefore, they are, respectively, given
by Egs. (19a) and (19b), whose solutions are obtained in
Subsections II A and II B. Equations (23a) and (23b) are valid for
a log-linear approximation on frequency [up to In(f/f;)] and a
quadratic one on the film thickness [up to (d/a)’]. Considering
the typical thermal conductivity [(0.1-500) Wm'K™!] and
thermal diffusivity [(1—100) mm?s~!] of solids, the numerical
evaluation of the approximate Eqgs. (23a) and (23b) and of their
respective exact counterparts in Egs. (9a) and (9b) shows a devia-
tion smaller than 1% for nanofilms thinner than 300 nm and a
heater half-width a = 10 um. Equation (23a), thus, represents
an accurate approximation and indicates that the nanofilm
behaves as a thermal resistance d/k, independent of the
modulation frequency. The effective thermal conductivity
ke =ky1 /(1 + Rkyy /d) < ki) can, therefore, be determined from
the temperature drop Ty(d) — Tj,(0) across the film, provided that
the substrate thermal properties [and hence T5,(0)] are known or
determined via the sensor signal given by Eq. (23b). This method-
ology based on two metal pads to simultaneously measure the
substrate and film thermal properties was applied by
Alvarez-Quintana and Rodriguez-Viejo’® for determining the
cross-thermal conductivity of a-SiO, and a-SiN, films. Therefore,
the integrated models in Eqgs. (23a) and (23b) are expected to
facilitate the application of the two-pad methodology and avoid
the need of two samples with identical substrates (with and
without the film) to determine the film thermal properties.
Equation (23a) can thus be used to retrieve k. only (a combina-
tion of k;; and R) and reduces to a previous expression derived in
absence of interface thermal resistance and radiative losses.”*”’
The fact that Eq. (23b) is independent of the nanofilm properties
is reasonable as the sensor signal is expected to be more sensitive
to the lateral heat conduction, which is dominated by the
substrate, for the considered high thermal conductivity limit
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(ky > k) and low frequency regime. If the sensor signal is not
available to determine the substrate thermal properties required to
calculate Tj(0), its evolution with the modulation frequency can
be measured through the 3w signal for a heater deposited on the
bare substrate. As the measurements with and without the nano-
film might be done with different electrical powers and/or heater
dimensions, Eq. (23a) has to be replaced by

d _ (ZQbTh) <2abT;,)

ke Py f+s Py s,
where the subscripts “f” and “s” stand for film and substrate,
respectively. The difference in Eq. (24) is thus independent of the
substrate properties and modulation frequency. In practice,
however, the right-hand side of Eq. (24) may still depend on fre-
quency due to experimental uncertainty, and hence, its average
value has to be used for determining k..’

(29)

I1l. RESULTS AND DISCUSSIONS

The real and imaginary parts (or amplitude and phase) of the
heater and sensor temperatures are now graphically and compara-
tively analyzed as functions of the modulation frequency.

Figure 2 shows the normalized real and imaginary compo-
nents of the heater and sensor temperatures for a bulk (semi-
infinite) material, as functions of the modulation frequency. For
low frequencies (f < f,), Re(T),) and Re(T;) exhibit a log-linear
dependence on frequency and they are well described by their cor-
responding zero-order approximations (dashed lines) predicted by

49 wa 14
Re(T,)/T,

3 ——Im(T )T, 13
Re(T,)/T,

Normalized temperature A7,/T,
Nomalized diffusion length w/a

21 —— Im(T,)/T,

1- 1
0 S Y 0
—1/4 .

_1 T T YIL T T '1
10° 102 10" 10° 10" 10> 10°

Normalized frequency f/f,

FIG. 2. Normalized real and imaginary parts of the temperature fields of the
heater and sensor pads on top of a bulk material, as functions of the normalized
modulation frequency. The dashed lines stand for the zero-order approximations
predicted by Egs. (17a) and (18a), and the continuous black line represents the

-1
diffusion propagation length 1 = a( f/fz) . Calculations were done for
Bi =0 and 8 =3 (/ = a), which is chosen to keep the sensor signal observ-
able and emulate our experimental conditions described below.
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Egs. (17a) and (18a), respectively. As the frequency increases, both
Re(Ty) and Re(T;) decreases until vanishing for high enough fre-
quencies (f > f,). This is also the case of Im(T),) and Im(T;),
which monotonically increase with frequency and saturate at —z/4,
for low enough frequencies. The real and imaginary parts of T
thus exhibit pretty much the same behavior than the corresponding
ones of Ty, but at lower frequencies. This frequency shift downward
increases with 8 and indicates that the sensor temperature requires

;\; 50 "" T T T
] (a)

g 407 . T
= -'/'"l “ug
k= 30- ,-'..,',' Real part "~._ i
>< “1. —— Imaginary part *~

S Iy ginary p S

& 11— Amplitude L
& 204971 —— Phase T
o : "
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= 10—‘,;;
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FIG. 3. Frequency spectrum of the (a) uncertainty of the zero-order approxima-
tion and (b) sensitivity of the exact 3w signals to the in-plane thermal diffusivity
of a bulk material. Calculations were done for the real and imaginary parts, as
well as the amplitude and phase of the heater (solid lines) and sensor (dashed
lines) temperatures. The parameters 8 = 3 and B; = 0 were used.
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lower frequencies than the heater one to determine the material
thermal properties. The relatively low-frequency dependence of T,
thus, represents an advantage of the sensor pad as the 3w signal is
usually recorded with more accuracy at low frequencies.”

As the zero-order approximations of Ty and T; in Egs. (172)
and (18a) are commonly used to determine the material thermal
conductivity, their deviations from the exact solutions in
Egs. (15a) and (15b) are of practical interest. The uncertainty
E=11-S5,/S| x100% of this low-frequency approximation
(f < f,) is shown in Fig. 3(a) for the real and imaginary parts as
well as the amplitudes and phases of Tj and T;. S, and S represent
the respective approximate and exact values of one of these four 3w
signals. Note that the components of Tj (solid lines) generally
exhibit smaller derivations that those of T, (dashed lines) such that
E(amplitude) < E(realpart) < E(imaginarypart) < E(phase). The
zero-order approximation of the amplitude of Tj is, therefore,
expected to yield more accurate results than its real part, whose
derivation from the exact solution tends to 10%, for f — f.
This relatively small uncertainty of the amplitude is particularly
important for the determination of the thermal diffusivity, as the
real part and amplitude of Tj, have similar sensitivities to this
material property, as shown in Fig. 3(b). These sensitivities
Sa = |(0S/Doiy ) ey /S| = [(0S/0Q)Q2/S are calculated with the
exact S signal and Q = f/f,. Note that the 3w signals of the sensor
pad (dashed lines) exhibit higher sensitivities than the correspond-
ing ones of the heater pad (solid lines), even at relatively low fre-
quencies. This latter fact confirms the suitability of the exact sensor
signal to determine the in-plane thermal diffusivity of bulk materi-
als, due to its natural sensitivity to the in-plane heat conduction.

10+
&U
BF 8 -
o
=
S 64
O
Q
§ 4
i)
(D]
= 2-
<
g
o) _
10 10® 10° 10* 102 10° 107

Normalized frequency ff,

FIG. 4. Frequency evolution of normalized real (solid lines) and imaginary
(dashed lines) parts of the temperature fields of the heater and sensor pads on
top of a bulk material undergoing radiative losses. Calculations were done for
B = 3 and two representative values of B;.
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The frequency evolution of the real and imaginary parts of the
heater and sensor temperatures for a bulk material undergoing
radiative losses are shown in Fig. 4, for two representatives Biot
numbers. Note that in presence of radiative losses, both the heater
and sensor signals are practically the same than their corresponding
counterparts in absence of losses, for any frequency f/f, > 107>
As the typical values of f, ~ (0.8—80)kHz, this inequality
[f = (0.008—0.8) Hz] indicates that the radiative losses are negligi-
ble for the vast majority of frequencies used in practice, as esti-
mated in the literature.”" For lower modulation frequencies, on the
other hand, the real parts deviate from their respective log-linear
behavior obtained in the absence of losses and tend to a plateau, as
predicted by Eqs. (22a) and (22b). This deviation increases with the
Biot number and hence its observation would represent the signa-
ture of radiative losses. This signature is also present in the imagi-
nary parts, which change their low-frequency plateau from —u/4
to zero. These plateaus of the heater and sensor signals in presence
of radiative losses are similar to the ones induced by a substrate of
finite thickness D. In this case, Eqs. (9) and (10) are still
valid under the replacement: tanh(oy\/k/kiid/a) — tanh
(61\/k1|‘/ku_d/a) tanh(cz,/kzn/kuD/a). This latter hyperbolic
tangent related to the substrate induces a low-frequency plateau
that can appear at frequencies comparable to or pretty different
than those for the radiation-based one, depending on the values of
the multiple properties driving their appearance.

To apply the integrated models for the heater and sensor
signals, we performed 3w measurements for a quartz glass wafer.
This 500 um-thick sample with a surface area of 1 x 1 cm? (model
CRM 5809-a and number 25) was purchased from the National
Metrology Institute of Japan with a calibrated thermal diffusivity
for temperatures ranging from 300 to 800K.”* The sample of
quartz glass thus allows to test and validate our model and experi-

mental data in a broad temperature range involving high tempera- ¢

tures that cannot be covered with common anisotropic materials,
such as the polymers PEDOT:PSS™ and Te-PEDOT:PSS.”’ Two
parallel and symmetric Cr/Pt (10/100 nm thick) wires were pat-
terned on top of the sample by lift-off and used as the heater
and sensor with a common length b = 976 um. The haft-widths
of the heater and sensor were a = (3.39 + 0.03)um and
¢ = (3.46 + 0.04) um, respectively; and their edge-to-edge distance
was | = (4.11 + 0.04) um. The measurement setup is based on a
classic AC half Wheatstone bridge on the heater side and a DC
Wheatstone bridge on the sensor side. The sample is loaded in a
vacuum station implemented with four probe tips and operated
from 300 to 827 K, which is highest temperature for a reported 3w
measurement, to be best of our knowledge. A low-noise AC current
was circulated along the heater micro resistance and modulated
with frequencies from 1Hz to 80 kHz. At this highest frequency,
the AC temperature rise of the two patterned micro resistances
reduces to zero, and, therefore, it was used to determine their tem-
perature coefficient of resistance (TCR). The obtained TCR values
of the heater and sensor at 300 K were (110.94 + 3.24) x 107> K!
and (109.01 + 3.61) x 10~° K1, respectively. The electrical resis-
tance of the pads (1 x 1mm?) and of their connections to the
heater and sensor are both negligible compared to the one (150 Q
at 300 K) of these wires, which make them suitable for the 3w
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measurements. These measurements were stabilized during 10 min
for each frequency, and during 60 min for each holder temperature.

Figure 5(a) shows the typical fitting of the real parts of the
heater and sensor temperatures recorded by our 3w experimental
setup. We consider the fitting of the real parts only because they
exhibit the highest sensitivity to the thermal conductivity and
thermal diffusivity [see Fig. 3(a)] and hence allow the accurate
determination of these two thermal properties. The absence of a
plateau for the lower frequencies indicates that our measurements
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[

o

= 0.5 i

7 @

E 0'0""'."'.".T.'.'.,"".".'.'TT.'.'.,"".".'.'T.'.'?:"-' e
10° 10! 10 10° 10*

Modulation frequency f(Hz)

~~ 1 4 U T T T T T

L [ Heafer . Sensorp -+ model /5 0o

'2 1.3 Supplier d ,:_’," .

e e
| oo

e
N

Heater Sensor
—o— —— Exact model

Thermal diffusivity o (mm’s™)

0.9 1 .
' --9-- --9-- Log-linear approx 0.5
300 400 500 600 700 800
Temperature 7 (K)

FIG. 5. (a) Typical fitting of the real parts of the heating and sensor tempera-
tures obtained for an quartz glass wafer and (b) its corresponding fitted thermal
conductivity and thermal diffusivity. The sample and its certified thermal diffusiv-
ity (supplier data) were bought from the National Metrology Institute of Japan.”®
The solid and dashed lines in (a) represent fittings with the exact models
[Egs. (15a) and (15b)] and their log-linear approximations [Egs. (17a)
and (18a)], respectively. The error bars in (b) represent the standard deviations
obtained through a standard least-square fit.
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are insensitive to the radiative losses, as shown in Fig. 4. Note that
the exact models in Egs. (152) and (15b) accurately fit (solid lines)
the data for all frequencies up to 31 kHz, at which the sensor signal
nearly vanishes. The log-linear behavior of the heater and sensor
signals at low frequency is also well fitted by their corresponding
theoretical approximations in Eqs. (17a) and (18a), as shown by
the dashed lines. Considering that the heater and sensor signals
exhibit a well-defined log-linear profile for frequencies up to 3100
and 311 Hz, respectively; the log-linear approximation of these
signals were fitted in those frequency domains via a standard
least-square fit. Even though these low-frequency fittings are pretty
much superposed to the corresponding ones of the exact models,
they overestimate the thermal conductivity values predicted by
these latter models, as shown in Fig. 5(b). This overestimation,
smaller than 5% for the heater and sensor signals, is consistent
with the uncertainty of the log-linear approximation of the real
part, as shown in Fig. 3(a). More importantly, the thermal conduc-
tivity values fitted with the exact models for the heater and sensor
signals are mutually consistent and increase with temperature, as
expected for amorphous quartz glass. The deviation of the heater-
extracted thermal conductivity from its sensor counterpart takes
the largest value of 4% at 300 K and is explained by the absence of
fitting at high enough frequencies (> 31 KHz), where obtaining
accurate experimental data becomes difficult. By contrast, as the
sensor signal reduces to zero at lower frequencies, its fitting is com-
plete, and, therefore, the sensor-extracted thermal conductivity
values are expected to be more reliable than those retrieved from
the heater signal. This is also the case of the thermal diffusivity, as
the sensitivity of the real parts of the heater and sensor signals to
this thermal property increases with frequency [see Fig. 3(b)].
However, the deviation of the heater-extracted thermal diffusivity
from its sensor counterpart is small (< 3%) and their absolute
values are consistent with the ones provided by the sample supplier
(black points) for temperatures ranging from 300 to 800 K.

Finally, we point out that the temperature fields considered in
this work were derived by neglecting the thermal effects of the
heater and sensor as well as of their interface thermal resistance
with the film or substrate. Considering that the penetration depth
of the generated thermal waves decreases as the modulation fre-
quency increases, these effects may become important for high fre-
quency and can be integrated into the model via thermal
impedances, as detailed in the literature.””’

IV. CONCLUSIONS

We have derived and analytically integrated over the heater and
sensor widths the temperature fields of the 3w method for aniso-
tropic bulk materials and thin films. This integration allows to
express the frequency dependence of temperature in terms of the
modified Bessel and Struve functions, which are well-implemented
in major computation software. We have found that (i) the usual log-
linear approximation for the temperature field at low frequency is
sensitive to an effective thermal conductivity of the nanofilm, which
is lower than its real cross-plane thermal conductivity due to the
interface thermal resistance with the substrate. (ii) For the vast
majority of modulation frequencies used in practice, the 3w signal of
solid materials is nearly independent of radiative losses whose effects
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may appear from frequencies lower than 1 Hz mainly. (iii) The fre-
quency spectrum of the temperature field at a sensor pad is similar
to that of the heater one, but at lower frequencies. This frequency
displacement downward increases with the heater-sensor distance
and could facilitate the determination of the material thermal prop-
erties due to the facility to accurately measure the temperature signal
at relatively low frequencies. Further, by fitting the integrated model
to our own 3w signals recorded for modulation frequencies up to
31 KHz, the thermal conductivity and thermal diffusivity of a quartz
glass wafer have been determined for temperatures ranging from 300
to 800K. The obtained results have shown that the log-linear
approximation can overestimate the thermal conductivity values by
about 5%, which can be avoided with the integrated exact model.
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