% polymers m\py

Article

Theoretical Study on Synchronous Characterization
of Surface and Interfacial Mechanical Properties of
Thin-Film/Substrate Systems with Residual Stress

Based on Pressure Blister Test Technique

Zhi-xin Yang !, Jun-yi Sun 1>*, Ke Li !, Yong-sheng Lian 1, Xiao-ting He -2 and
Zhou-lian Zheng -2

1 School of Civil Engineering, Chonggqing University, Chongging 400045, China;

yangzhixin123@126.com (Z.Y.); likecqu@163.com (K.L.); yongsheng-lian@cqu.edu.cn (Y.L.);
hexiaoting@cqu.edu.cn (X.H.); zhengzl@cqu.edu.cn (Z.Z.)

Key Laboratory of New Technology for Construction of Cities in Mountain Area (Chongging University),
Ministry of Education, Chongqing 400045, China

*  Correspondence: sunjunyi@cqu.edu.cn; Tel.: +86-(0)23-6512-0720

Received: 29 October 2017; Accepted: 4 January 2018; Published: 7 January 2018

Abstract: In this study, based on the pressure blister test technique, a theoretical study on the
synchronous characterization of surface and interfacial mechanical properties of thin-film/substrate
systems with residual stress was presented, where the problem of axisymmetric deformation of a
blistering film with initial stress was analytically solved and its closed-form solution was presented.
The expressions to determine Poisson’s ratios, Young’s modulus, and residual stress of surface thin
films were derived; the work done by the applied external load and the elastic energy stored in the
blistering thin film were analyzed in detail and their expressions were derived; and the interfacial
adhesion energy released per unit delamination area of thin-film/substrate (i.e., energy release rate)
was finally presented. The synchronous characterization technique presented here has theoretically
made a big step forward, due to the consideration for the residual stress in surface thin films.

Keywords: thin-film/substrate system; residual stress; pressure blister test; interfacial adhesion
energy; synchronous characterization

1. Introduction

Thin-film/substrate systems have found increasing application in many advancing technologies,
such as mechanics, civil engineering, and biotechnology [1-4]. The reliability of thin-film/substrate
systems depends mainly on the interfacial adhesive strength of thin-film/substrate, which is usually
from the polymeric adhesives or the generation of thin films. Therefore, the test results for adhesive
strength also reflect the performance of polymeric adhesives or the effect of film generation. Usually,
the determination of interfacial adhesive strength by a set of test results needs, at the same time, to
know some information such as Poisson’s ratios, Young’s modulus, and residual stress of surface thin
films. These information, however, are closely related to the fabrication of thin-film/substrate systems.
For example, for the thin films of generation the Poisson’s ratios, Young’s modulus, and residual
stress of surface thin films may have difference due to the variations in processing conditions such as
temperature, humidity, or the sequence of fabrication procedures, while for the adhesive thin films,
the polymeric adhesives may remain on the thin films after delamination (resulting in a change of
films before adhesion and after delamination), which will make a change in Poisson’s ratios and
Young’s modulus, and the conditions such as temperature and humidity may make a change in
residual stress of surface thin films. So, the ideal way is that the interface and surface mechanical
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properties of thin-film/substrate systems should be determined by a same set of test information.
This is the synchronous characterization technique so-called here. However, this technology is still in
its infancy [5].

Many test techniques have been used to the mechanical characterization of thin-film/substrate
systems, but the mechanical properties of surface and interface are usually characterized separately.
Conventional testing methods are mainly as follows: using approaches such as micro tensile, bending
beam, ultrasonic wave, resonance frequency, indentation, X ray diffraction, optical fluorescence, Raman
spectroscopy, pressure blister (or expansion), and shaft-loading blister to obtain the surface information
about Poisson’s ratios, Young’s modulus and residual stress [6-15]; and using approaches such as
vertical drawing, ultracentrifugation, supersonic vibration, transparent tape, peeling, cutting, scraping,
X ray, pressure blister (or expansion), and shaft-loading blister to obtain the interface information
about adhesive strength of thin-film/substrate [16-25]. It is obvious that the blister testing method
crosses the interface and surface, and consequently it is the best one which can be used to achieve the
so-called synchronous characterization technique. Taking into account that the stress concentration is
very easy to occur in shaft-loading, in our previous study the pressure blister test technique was used
to the interfacial mechanical properties of thin-film/substrate systems [24]. However, our previous
study [24] failed to achieve the idea of synchronous characterization of surface and interface, while at
the same time, our previous study [5] failed to consider the residual stress in the surface thin-film of a
thin-film /substrate system.

If the residual stress is present in the surface thin films, however, the analytical solution to the
problem of axisymmetric deformation of a blistering thin film with initial stress will become very
complicated, and consequently the concept of synchronous characterization will face some intractable
technical difficulties. So, our earlier work [5] is only applicable to the thin-film/substrate systems
without residual stress. In fact, the residual stress is very easy to be present in the surface thin films due
to the variations in use and processing conditions such as temperature and humidity, etc., including
the case where the polymeric adhesive remains on the blistering thin films after delamination (usually
the polymeric adhesive may produce contraction or expansion). So, the residual stress should be
considered into the synchronous characterization technology. This is also the key issue on which this
study will focus.

This paper is organized as follows: in the following section, the axisymmetric deformation
problem of a blistering thin film was simplified into a circular membrane problem (a mechanical
model) and the closed-form solution of the mechanical model was presented, where the residual stress
in the surface thin film of thin-film/substrate systems is taken into account by regarding it as an
initial stress of the circular membrane problem, and the so-called small-rotation-angle of membrane
was given up. In Section 3, the synchronous characterization of surface and interfacial mechanical
properties of thin-film/substrate systems was presented, including the expressions to determine
Poisson’s ratios, Young’s modulus, and residual stress of surface thin films, the elastic energy stored
in the blistering film, the work done by the applied external load, the elastic strain energy stored in
the enclosed compressed air, and the interfacial adhesion energy released per unit delamination area
of thin-film/substrate (energy release rate). In Section 4, some important issues were discussed, and
Section 5 contains the concluding remarks.

2. Membrane Equation and Its Closed-Form Solution

The axisymmetric deformation problem of a blistering thin film with initial stress was simplified
into a mechanical model as follows: the problem of axisymmetric deformation of the peripherally fixed
circular membrane with initial stress under uniformly distributed transverse loads. The problem of
axisymmetric deformation of the peripherally fixed circular membrane without initial stress under
uniformly distributed transverse loads was originally dealt with by Hencky, and its power series
solution with the small-rotation-angle assumption of membrane was presented [26]. This circular
membrane problem is usually called well-known Hencky problem for short. A calculation error in [26]
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was corrected by Chien [27] and Alekseev [28], respectively. This is the so-called well-known Hencky
solution and it is often referred to or cited in a number of related studies [29-34]. Sun et al. [35]
presented the so-called extended Hencky solution, which is applicable to the membranes with or
without initial stress but is still a solution under the small-rotation-angle assumption of membrane.
Recently, Sun et al. [36] resolved the well-known Hencky problem and presented a closed-form
solution without the small-rotation-angle assumption of membrane but considering no initial stress
in membranes. We here deal with the well-known Hencky problem once again, under the condition
of giving up the small-rotation-angle assumption of membrane and taking the initial stress into
account, in order to meet the requirements of the synchronous characterization. The detail derivation
is as follows.

An initially flat elastic circular membrane is fixed at the perimeter of radius a after it is extended
a radial plane displacement 1, at the radius 4, and a uniformly distributed transverse loads g is
applied onto the membrane surface, as shown in Figure 1, where r is the radial coordinate and w is
the transversal displacement. Suppose that the Young’s modulus of elasticity, Poisson’s ratio, radius,
and thickness of the circular membrane are denoted by E, v, a and &, respectively. An isolated body
of radius r (0 < r < a) is taken from the central portion of the circular membrane to study its static
problem of equilibrium, caused by the joint action of the loads g and the membrane force ;1 acted on
the boundary, as shown just in Figure 2, where ¢; denotes the radial stress and 6 denotes the slope
angle of membrane. Here, there are two vertical applied forces, the total force nrzq (0 < r < a)of the
loads g and the total vertical force 27trho; sin @ produced by the membrane force o.h.

I a

Figure 1. Sketch of the circular membrane problem.

i)

Figure 2. Sketch of the isolated body.

The out-plane equilibrium equation is
27trhoy sinf = mfzq, (€))]

where

sinez1/\/1+1/tan29=1/\/1+1/(—dw/dr)2. )
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Substituting Equation (2) into Equation (1), one has

%rq\/ 141/ (dw/dr)? = hoy. 3)

The radial and circumferential membrane force in the plane of the circular membrane are o:h and oih,
where 07 denotes the circumferential membrane stress, then the in-plane equilibrium equation can be
written as

%(rhar) — hoy = 0. 4)

For large deflection problems of membrane, the relations of the strain and displacement are

du 1, dw u
er=—+=(—),ee=—, 5a,b
YT dr + 2( dr ) e r ( )
where ey, e, and u denote the radial strain, circumferential strain, and radial displacement, respectively.
The relations of the stress and strain are

E
T2 (er + vey). (6a,b)

— E J—
oy = 7(6r+vet), oy = 7=

1-—

Substituting Equation (5a,b) into Equation (6a,b), it is found that

Eh du 1, dw? u

ho, = 71_1/2[54—5(5) +v;] (7a)
and )
Eh u v dw du
h”t*m[?jﬁ(ﬂ) —H)E}' (7b)
From Equations (4), (7a) and (7b), one has
u 1 1.d
o= ﬁ(hm —vhoy) = ﬁ[a(rhar) — vhoy]. (8)
Substitute the u of Equation (8) into Equation (7a), then
d1d, , Eh dw ?
ra[;a(r hoy)] + 7(5) =0. 9)

It is not necessary to discuss the detailed derivation from Equation (4) to Equation (9), which can
be found in any general theory of plates and shells.

The boundary conditions for solving Equations (3), (4), and (9) can be determined, based on the
following solution to the problem of plane stretching of the initially flat elastic circular membrane.
For the case where the initially flat elastic circular membrane is extended a radial plane displacement
up at r = a, it is obvious that dw(r) /dr = 0. So, from Equation (5) it is found that

er = E, et = ; (10a,b)

Substituting Equation (10a,b) into Equation (6),

E du u E u du

= — — — = — — — ). 11
or 1—1/2<dr—i_vr)'0t 1—1/2(r+vdr) (11ab)
From Equations (4) and (11a,b), one has
d*u du
2
—u=0. 12
"an +rd1’ w=0 12)
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The boundary conditions for solving Equation (12) are
u=0atr=0,andu = ygatr = a. (13a,b)

So, under the conditions of Equation (13a,b), the solution of Equation (12) can be written as

— =" (14)

Substituting Equation (14) into Equations (10a,b) and (11a,b), it is found that

E u _
1—va

er = e = % =ey,0r = 0t = 0y. (15a,b)

Here, 0y denotes the so-called initial stress in the circular membrane after extending a radial
plane displacement u( at = a (the one before applying the uniformly distributed transverse loads g,
this initial stress corresponds to the residual stress in the surface thin film of a thin-film-substrate),
and e denotes the initial strain. Equation (15a,b) show that, for the problem of plane stretching
of circular membranes, at every point on the stretched circular membrane the radial strain e; is
always equal to the circumferential strain e, and also the radial stress o; is always equal to the
circumferential stress ot. This can be used to explain the reason why the residual stress in the thin film
of thin-film/substrate systems is always considered as a uniform stress [37]. To this end, the boundary
conditions, under which Equations (3), (4), and (9) can be solved, can finally be written as

u 1-

L= Eyaoandwzoatr:a. (16a,b)

The following dimensionless variables are introduced,

oy 1o o r

Si=—=,5%t=—=,50= —,x = —. (17a,b,c,de,f)

_Mq oy w
Q_hE'W a’

Transform Equations (3), (4), (8), and (9) into

2d2S; . dSy 1 dW. 2

X i +3XE+§(E> =0, (18)
dW 2 1
(E) = ECRNPE (19)
Q2x2
B ds,
St = Sr =+ XE (20)
and is
u_ for _
PRk + (1—-v)S;. (21)

From Equations (17) and (21), the boundary conditions Equation (16a,b) can be transformed into

% :x%—l—(l—v)sr: (I1-v)Spand W =0atx =1. (22a,b)

Eliminating dW/dx from Equations (18) and (19), we can obtain an equation which contains only S,

2 2,2
25 | g 08 QW
dx? dx 852 —2Q2%x2

(23)
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Equation (23) can be further written as

8x5225r+2482625 —20%x 3d S —6Q%x stx + Q% =0. (24)
Expanding S, into the power series of the x, i.e., let
x) =Y bux". (25)
n=0

Substituting Equation (25) into Equation (24) and substituting b for by, the general solution of
Equation (24) can be written as

5:(x) = b (), (26)

where b is an undetermined constant, and the function f(x) is shown in Appendix A. Furthermore,
from Equations (18) and (26), one has

AW 2 25, ds, 2,2 2,2 2,2
(W) = 22 ot 42 Q@0 5T () 1028 @) )
Then, Equation (27) yields
2.2
aw _ _10x, @'y (28)

dx  2b b3
where the function %(x) is shown in Appendix A. Further, we obtain from the integration of
Equation (28)

B 1 QxZ QZ xZ

W="17 80
where A is another undetermined constant, and the function g(x) is shown in Appendix A.
The undetermined constants b and A can be determined by using the boundary conditions as

follows. From Equations (22b) and (29), one has

)+ A, (29)

_1Q @?
A= 138(7)‘ (30)
Substituting (26) into (21),
M dS QZ ) QZXZ Q2X2
xd—+(1—v)Sr:2b—2x f( 3 )+ b(1—v)f( 73 ). (31)
From Equation (31), Equation (22a) gives
20, Q 3 Q? 2
20 (55) + 1P (1= )f (35) = (1 - v)S. 32)
Furthermore, from Equation (17a,b,c,d,e,f), Equation (32) can finally be transformed into
aq.\2 ., a*q 304 a?q> o 00

Hence, for the given problem where 4, h, E, v, ¢ and 0y are known in advance, the undetermined
constant b can be determined by using Equation (33), and with the known constant b the undetermined
constant A can also be determined by using Equation (30). So, all the undetermined constants can thus
be determined.
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Finally, from Equations (17) and (30), Equation (29) can be transformed into

12 [ r2 , 2R 2

o) =~ |2 $eeze) 8| ¢4
The maximum deflection of the membrane should be at the central point (r = 0), that is
1a%q ey
Wm = w(O) - Eﬁg(thzbg,)' (35)

Thus, the problem of axisymmetric deformation of the peripherally fixed circular membrane with
initial stress under uniformly distributed transverse loads is analytically dealt with.

3. Synchronous Characterization Method of Surface and Interfacial Mechanical Properties of
Thin-Film/Substrate Systems

Dannenberg [38] first suggested using the blister test technique and subsequent
investigators [39-42] developed this technique into many variant forms. In all blister tests,
the driving force of delamination of thin-film/substrate is applied through a hole in the substrate
(which reaches the interface of thin-film/substrate by boring or chemically etching). So, the blister
tests are usually classified into two major variants: (i) fluid pressure loading (corresponding to a
pressure blister test, as shown in Figure 3a), and (ii) shaft-loading (corresponding to a shaft-loaded
blister test, as shown in Figure 3b). In the pressure blister test, the overhanging thin film is pressurized
progressively by either a liquid or working gas (while in the shaft-loaded blister test by a shaft),
until an axisymmetric blister crack runs into the interface of film—substrate. The interfacial energy of
adhesion is then determined by measuring the debonding radius g, the blister height wy,, and the
corresponding driving force g (or F). The axisymmetric blister geometry and the small angle at the
crack front are the main attractions of this technique, in comparison with peeling tests. So, we here use
the pressure blister test technique.

a 2a b 2a
=7 =7

/\ f /\ f
Wi W
/(60777)\ ; ;
H
F

— ] | =
[ | Bl

q

Figure 3. Schematics of the loading configuration of (a) a pressurized circular blister and (b) a
shaft-loaded circular blister.

One disadvantage of the pressure blister test is that the strain energy release rate increases with
the increase of blister radius, which may give rise to uncontrolled catastrophic debonding [43,44].
Moreover, the pressure blister test usually requires a sophisticated experimental setup to monitor
simultaneously the changes in pressure and blister dimension, which may suffer from some problems
such as possible dissolved gases and the soft compliance of the gaseous medium [42]. In order
to overcome these disadvantages, in our earlier study we developed a novel loading method of
pressure blister test [24], as illustrated in Figure 4. The two circular Plexiglas containers prepared
both have a graduated scale in millimeter, and their wall thickness is about 10 mm, their height and
inner radius (denoted by Iy, hy, d1, dp) are 100 mm, 1500-2000 mm, 10-20 mm, and 100-400 mm
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(see Figure 4). A connecting pipe of inner radius 1 mm (denoted by d3) is used to connect the two
Plexiglas containers. The sample of thin-film/substrate systems is prepared particularly as follows.
In the substrate of the specimen, a hole of radius d (about 1 mm), drilled or chemically etched, can reach
the thin-film/substrate interface. Then, the substrate of the specimen needs to be tightly adhered
onto the upper side of the smaller container (see Figure 4), so that such an adhesion can play a role in
preventing air leakage. A colored liquid (the color plays only a role of eye-catching) is slowly poured
into the bigger container and then flow into the smaller container via the connecting pipe. Such a
pouring of colored liquid will give rise to the air enclosed in the smaller container to be compressed,
resulting in a pressure loads g (compressed air) acting on the surface thin film of the sample via the
hole in the substrate of the specimen. The interval time of each drop of the poured colored liquid
is controlled about 1 min. The surface thin film under pressure loads g will be deformed slowly
into a blister. The operation of pouring colored liquid is stopped until the blister obtained becomes
measurable in size (the radius a is about 10-15 mm). The blister obtained needs some time to complete
the deformation (no change in size), and then one can measure and record the radius 4 and height
wm of the unchangeable (stable) blister. After this, the colored liquid poured needs to be discharged
from the bigger container via the drain hole (i.e., unloading, see Figure 4), and the thickness / of the
blistering thin film also needs to be measured and recorded.

2d

blistering film
- % o 1 N e D e r U

-._‘

i b coloured liquid
.24,
I 1

compressed
air(g)

coloured liguid 2
2di 1 - .

- 8 drain hole

h

connecting pipe

Figure 4. Schematic of testing setup for pressure blister test.

Exactly, this static problem of equilibrium of the stable blistering film (no change in size) with
initial stress (equal to the residual stress in the surface thin film of the specimen) is the large deflection
problem of axisymmetrical deformation of a peripherally fixed circular membrane (radius a) with
initial stress under the action of uniformly distributed transverse loads g, see Section 2. This problem
has been solved and its closed-form solution has been presented (see Section 2). So, with the help
of the closed-form solution presented in Section 2, we can further try to develop a synchronous
characterization method of surface and interfacial mechanical properties of thin-film/substrate systems
with residual stress. The relevant mechanical quantities need to be synchronously characterized include
Young’s modulus of elasticity E, Poisson’s ratio v, and residual stress oy of surface thin films, the elastic
strain energy stored in the blistering film (denoted by Uys), and the interfacial adhesion energy released
per unit delamination area of thin-film/substrate (the energy release rate G). By studying the static
problem of equilibrium of the stable blistering thin film, the surface mechanical properties E, v, 0y, and
U,¢ can be determined, while by studying the energy problem of equilibrium of forming this stable
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blistering thin film, the interfacial mechanical properties G can be determined. The particular way is
detailed as follows.

3.1. Determination of Poisson’s Ratios, Young’s Modulus, and Residual Stress

The uniformly distributed transverse loads g (caused by the compressed air, see Figure 4) is
applied to the surface thin film of a thin-film/substrate specimen via the hole of radius d, until it
reaches ¢’ and a stable blister (no change in size) with radius 4’ and height w},, is observed. The applied
loads ¢', blister radius a’, and deflections wy, and w/, /o are the parameters needing to be measured and
recorded, where wy, and w), ,, denote the thin film deflection w at r = 0 and r = a’/2, respectively, and
the applied loads ¢4’ can be determined by studying the static problem of equilibrium after the colored
liquid is poured into the bigger container (the detail derivation is shown in Section 3.2). After ¢/,
the applied loads g needs to be continued until it reaches 4” and another stable blister with radius
a” and height wy, is observed. The loads q”, blister radius a”, and deflections wy, and w;// /2 also
need to be measured and recorded. After unloading, the thickness / of the blistering thin film also
needs to be measured and recorded. Suppose that the blistering thin film is kept always in elastic
deformation during the loading. Then, with the measured and recorded parameters and with the help
of the closed-form solution presented in Section 2, Poisson’s ratios v, Young’s modulus E, and residual
stress 0y are determined as follows.

When g = ¢/, Equation (34) gives

;1@ (@q)’
Wm = 4 VhE g(h2E2<b/)3) (36)
and / _ _1 (a/)Zq’ 1 ( (a,q/)Z ) _ ( (a/q,)z ) (37)
Y2 =T ynE | wepwy T S eew) |

Hence, the undetermined constant V' and Young’s modulus E can be determined by using
Equations (36) and (37). Then, with the known V' and E, Equation (33) gives

1 2 {ZIIZ {1//2
PTG T G DR VPO TR Y T G D

N2
hE hZEZ(b’)?’ thz(b,)s - E1/3 (b) (1 - V)' (38)

Note that Equation (38) contains only two undetermined parameters, Poisson’s ratios v and residual
stress 0.
While g = g7, Equation (34) gives

1 (a”)zq’ (a//q//)Z
4 b"hE (hZEZ(b//)3) (39)

"
Wm =

and

" 2 1" " Al 2
L@ @)

_ o (avgr)’
a’/2 " 4 b'hE Eg 4h2E2(b”)3 g( ) . (40)

h2E2 (b// )3

Hence, the undetermined constant b” and Young’s modulus E can also be determined by using
Equations (39) and (40). If the value of Young’s modulus E (obtained in this time) is very close
to the value obtained in g = ¢, then this indicates that the blistering thin film is kept always
in elastic deformation during the loading, otherwise, the test results are invalid (prepare another
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thin-film /substrate specimen again for test). If the results are valid (there may be some error caused
usually by measurement), then, with the known b” and E, Equation (33) gives

2 2 ! 2
a//q// , (a//q//) 3 B (a/q//) B 20—0
4G5 S Gy + 200 )

W2E2(br)>  EY3 (b)*(1=v). (41)

So, Poisson’s ratios v and residual stress oy can thus be determined by using Equations (38) and (41).

3.2. Determination of Elastic Strain Energy U, Stored in Blistering Thin Films
The volume under the blistering thin film is
1 a a
V= 71{12;/ w(r)dr = mz/ w(r)dr. (42)
0 0

Studying the static problem of equilibrium of the loading system, one has

qrdi = pg(hy — )73, 43)
where p is the density of the liquid and g is the acceleration of gravity. Further, Equation (43) gives

7 = pg(d2/d1)’* (b — hy). (44)

Thus, the elastic strain energy stored in the blistering thin film can finally be written as

a

Ut = Vg = mng(dz/dl)z(hz - hl)/o w(r)dr. (45)
Obviously, here U should be a function of the blister radius a.

3.3. Determination of Work Ur Caused by Liquid Potential Energy Change

It can easily be proved that the gravitational potential energy of the liquid of volume 77d?h can be
expressed in tpgd?h? /2, where d is the radius of a circular container, / is the height of the liquid in the
circular container. So, as shown in Figure 4, the total change of the gravitational potential energy of the
poured colored liquid in two containers, i.e., the work done by the poured colored liquid as external
force to the loading system, is

U = L rpeds? (1 dlzh 1 B2 — L rped,2hy? 46
F—Enng 24_?221 —§7TP82 2—§7fpg1 1- (46)

Equation (46) can further be simplified into

1 dp? — dq?
Up = 5npgdlzhl <2h2 - 2d221hl>. (47)

3.4. Determination of Elastic Strain Energy U,, Stored in Enclosed Compressed Air

The elastic strain energy Ue, stored in the compressed air enclosed in the container of radius d;
can be determined via a graph of the function Uea(q) or Uea(hy — hy), which can be obtained via an
“assisted synchronous experiment”. The so-called “assisted synchronous experiment” is detailed as
follows. Before a concrete pressure blister test, a flat steel plate is put onto the upper surface of the
specimen (over the hole of radius d) to prevent the deformation of thin film during loading. Then,
the colored liquid is, step by step, poured into the container of radius dj, and in each step the amount
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of the colored liquid poured needs to keep consistent as much as possible. By studying the static
problem of equilibrium in each step, one has

qi - ﬂd% = pg(l’lzl — hli)ﬂd%. (48)

Hence,

gi = pg(da/d1)* (hyi — hli)/ (49)

where, h1; and hy; denote the liquid height in the containers of radius d; and d; after the operation of
step i, and g; denotes the pressure caused by the compressed air enclosed in the container of radius
dy after the operation of step i. The work done by the external force to the system, caused by the
change in the amount of the colored liquid poured after the operation of step i, can be written as,

from Equation (47),

_ 1-

LIF|i = EﬂP8d1hli(2h2i - d2 hli)- (50)
2

According to the law of conversation of energy, the elastic strain energy stored in the compressed air
enclosed in the container of radius d; after the operation of step i, Ueal;, should equal to Ug[;, that is,
2 _ 2
dy —dj
@

1
Ueal; = 5 mogdahy; (2ha; — hii). (51)

Step by step, Ueal|; and g; or (hp; — hy;) can be recorded down, hence a graph of the function
Uea(q) or Uea(hy — hq) can finally be plotted on a coordinates plane. So, in the pressure blister test that
followed, using the obtained graph of the function Uea(q) or Uea (2 — hy), the elastic strain energy Uea
stored in the compressed air enclosed in the container of radius d; can thus be determined, because
the volume of the air enclosed originally in the container of radius d; in the “assisted synchronous
experimentation” is equal to that in the following pressure blister test.

3.5. Determination of the Energy Release Rate G

In the light of the law of conversation of energy, the work Up caused by the change in the amount
of the colored liquid poured minus the elastic strain energy U, stored in the stable blistering film and
the elastic strain energy Ue, caused by the air compression equals exactly to the total energy released
during the film-substrate delamination from the radius d to the radius a. So, for the thin films adhered
uniformly to a rigid substrate, the interfacial adhesion energy released per unit delamination area of
thin-film—-substrate, i.e., the so-called energy release rate, can finally be written as

d 1
G: 7(UF_uef_UQa) - p

ds oz — gy U~ Uer - Uea)- (52)

4. Results and Discussion

A numerical example of a circular rubber thin film with 2 = 20 mm, # = 1 mm, E = 7.84
MPa, v = 0.47, 0y = 3 MPa subjected to the uniformly distributed transverse loads q = 0.5 MPa
is considered, to discuss the influence of the initial stress and small-rotation-angle assumption of
membrane on the solution to circular problems. We here use four solutions to conduct the numerical
calculation: the extended Hencky solution presented in [35] (considering initial stress but obeying
small-rotation-angle assumption of membrane), the solution presented in this study (considering initial
stress and giving up small-rotation-angle assumption, see Section 2), the well-known Hencky solution
presented in [30] (considering no initial stress and obeying small-rotation-angle assumption), and the
solution presented in [36] (giving up small-rotation-angle assumption but considering no initial stress).

Figure 5 shows the numerical calculation results of the variation of w with r, where the uppermost
dash—dot line represents the result obtained by using the solution presented in [35], the downward
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second one (the heavy solid line) by using the solution presented in this study, the downward third
one (the solid line with small dots ) by the well-known Hencky solution [30], and the down most
dashed line by the solution presented in [36]. From Figure 5 it can be seen that, the difference between
the various situations is obvious, where the difference between the uppermost line and the downward
second one is caused by only the small-rotation-angle assumption of membrane, the difference between
the down most line and the downward second one is caused by only the initial stress, and the difference
between the downward third line and the downward second one is caused by both the initial stress
and the small-rotation-angle assumption of membrane. So, in light of this, the residual stress in
the surface thin film of thin-film/substrate systems (corresponding to the initial stress in circular
membrane problems) have a large influence on the synchronous characterization, while at the same
time, the small-rotation-angle assumption of membrane should be given up in order to improve the
accuracy of theoretical solution.
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Figure 5. Variation of w with r. Where, I denotes considering initial stress but obeying
small-rotation-angle assumption of membrane; II denotes considering initial stress and giving
up small-rotation-angle assumption; III denotes considering no initial stress and obeying
small-rotation-angle assumption; IV denotes giving up small-rotation-angle assumption but
considering no initial stress.

Figure 6 shows the deflection differences of the circular rubber thin film with different initial
stresses (0p = 0, 2, 4 and 6 MPa), i.e., the effect of residual stress on the deflection of a blistering
thin film. Figure 6 indicates that the deflection will decrease along with the increase of initial stress
(corresponding to the residual stress of thin-film/substrate systems). This should be easily understood,
because the initial stress (or residual stress) will give rise to the increase of transverse stiffness of the
membrane, resulting in the decrease of deflection of the membrane.

In our earlier study [5], we use the shaft-loaded blister test technique for synchronous
characterization, and the theoretical solution presented in [5] is still a one with the small-rotation-angle
assumption of membrane, except considering no initial stress in membranes. In fact, the shaft loading
is very easily to give rise to the stress concentration, while the pressure loading can overcome
the disadvantage of stress concentration. In this sense, the pressure blister test ought to be the
preferred technique.
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Figure 6. Variation of w with r when 0y take different values.

It should be pointed out that, for the thin-film/substrate systems by polymer adhesives,
the polymer adhesive will adhere to the surface thin film or the substrate, after the delamination
of thin-film/substrate. So, if it adheres to the surface thin film, then the determined surface mechanical
properties (Poisson’s ratios and Young’s modulus of elasticity, including residual stress and elastic
strain energy stored in blistering thin films) is unavoidably affected by the polymer adhesive on
the surface thin film. We mean that, in this situation, the determined Poisson’s ratios and Young’s
modulus of elasticity cannot be understood as the inherent properties of the thin film characterized.
From Section 3, it can be seen that, however, the determined interfacial adhesion energy released
per unit delamination area of thin-film/substrate (the energy release rate) will not be affected by
this situation.

5. Conclusions

In this study, based on the novel loading method of pressure blister test developed in our earlier
study, a theoretical study on the synchronous characterization technique of surface and interfacial
mechanical properties of thin-film /substrate systems with residual stress was presented. In comparison
with the existing works, the innovation of this study is mainly reflected in the following two aspects:
a new closed-form solution, taking the residual stress in surface thin films into account and giving
up the small-rotation-angle assumption of membrane, was presented (see Section 2); based on the
presented closed-form solution, the synchronous characterization technique taking residual stress
into account is given for the first time (see Section 3). The inadequacy of this study is that the
synchronous characterization technique presented here is still at the theoretical stage and failed to
carry out experimental research (due to the lack of high-precision deflection measuring instrument at
this stage).

In conclusion, this study ought to have significant implication in thin-film mechanics and
mechanical characterization of thin-film/substrate systems, but more theoretical and experimental
research still need to be conducted.
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Appendix A

flx) =1- 216 x — 5 (14 8b)x% — 55 (13 + 224b + 768b2)
— 555 (85 + 2336b + 17664b + 36864b3) W (925 + 35616b
+433664b7 + 2002944b° + 29491206*)x° — 1 (30125 + 1510752b
+25919488b2 +193241088b% + 628162560b* + 7077888005°) x°
— Some s (5481025 + 341602560b + 76638786560 + 80670326784b°

+423116734464b* + 10480936550400° + 9512681472006°)x” — . .....

7

h(x) =1 + s (14 8b)x + 57575 (5 + 88b + 288b) 12
+5:5m (55 +1568b 4 11712b2 + 230400%)x° + =155

X (525 + 21176b + 259264b% + 1165824b° + 16128000 ) x* + —1—

x (15375 + 813112b + 14179808b2 + 104706048b> + 329057280b*
+3483648000°) x> + 12— (1278825 + 84455776 + 194001248057 ,
+20441522688b° + 105313941504b* + 251315896320b° + 2145927168006°) x°
+ 55335 (71612125 + 5709209280b + 164336526592b* + 2284570114048b°
+16790465630208b* + 65487716352000b° + 1250806136832006°
+8927057018880067 )x” + .......

gx) =1 + 7 (1+8b)x + 5555 (54 880 + 288b2)

+5pT (55 +1568b + 11712192 +230400%) % + o=t

X (525 + 21176b + 259264b% + 1165824b° + 16128000 ) x* + 5ozl =

x (15375 + 813112b + 14179808172 + 1047060486 + 329057280b*
+3483648000°)x° + G552 (1278825 + 84455776b + 194001248057
+20441522688b3 + 105313941504b* + 251315896320b° + 214592716800b° ) x°
+ 5533w (71612125 + 5709209280b + 164336526592b% + 2284570114048b°
+16790465630208b* + 65487716352000b° + 1250806136832005°
+89270570188800b7 )x” + ......
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