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Abstract: Adhesion between coatings and substrates is an important parameter determining the
integrity and reliability of film/substrate systems. In this paper, a new and more refined theory
for characterizing adhesion between elastic coatings and rigid substrates is developed based on a
previously proposed pressurized blister method. A compressed air driven by liquid potential energy
is applied to the suspended circular coating film through a circular hole in the substrate, forcing the
suspended film to bulge, and then to debond slowly from the edge of the hole as the air pressure
intensifies, and finally to form a blister with a certain circular delamination area. The problem from
the initially flat coating to the stable blistering film under a prescribed pressure is simplified as a
problem of axisymmetric deformation of peripherally fixed and transversely uniformly loaded circular
membranes. The adhesion strength depends on the delamination area and is quantified in terms of
the energy released on per unit delamination area, the so-called energy release rate. In the present
work, the problem of axisymmetric deformation is reformulated with out-of-plane and in-plane
equilibrium equations and geometric equations, simultaneously improved, and a new closed-form
solution is presented, resulting in the new and more refined adhesion characterization theory.

Keywords: film/substrate delamination; pressurized blister test; circular membrane; closed-form
solution; energy release rate

1. Introduction

Coating technology is indispensable in many applications fields [1-5]. A film/substrate system
usually consists of a substrate and its thin coating film, where the substrate could be a rigid substrate
or a soft substrate, while the coating film is usually formed by chemical synthesis methods or physical
deposition techniques and is usually polymer thin films, also including some polymer-based composite
coatings with specific properties such as high adherence, crystallinity, temperature and corrosion
resistance, or high conductivity [6,7]. The integrity and reliability of film/substrate systems obviously
depend on the adhesion strength of coatings on substrates, which is often quantified or defined in terms
of the energy released on per unit film/substrate delamination area, i.e., the so-called energy release
rate. Various methods, such as blister tests [8-10], peeling tests [11,12], and the centrifugal adhesion
test [13,14], have been developed to realize the delamination of coating films from substrates. Blister
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tests and peeling tests are two methods often used for the delamination between thin elastic coating
films and rigid substrates. However, compared with the peeling method, the blister test technique has
the advantages of axisymmetric blister geometry and small angle at the crack front [15].

Dannenberg initially proposed using the blister test technique to characterize the interface adhesion
strength [15]. In a blister test, a hole is bored or chemically etched in the rigid substrate until it reaches
the thin film, and then a crack driving force is applied gradually through the hole until an axisymmetric
blister crack extends into the interface of the thin film/substrate system. Then, the energy release rate
can be determined by measuring the crack driving force, the radius and height of the blister. The
blister test was developed into many different forms by subsequent researchers [16-20], in which two
kinds of crack driving force are usually adopted, that is the shaft-loading as shown in Figure 1a and
the gas or fluid pressure loading as shown in Figure 1b. In the shaft-loaded blister test, the radius of
the loading-shaft is usually very small, which may lead to plastic yielding and piercing of the thin film.
In the pressurized blister test, the catastrophic debonding will occur once the applied load exceeds the
critical pressure [15], so a precise experimental setup is needed to simultaneously monitor the size of
the blister and the applied pressure.
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Figure 1. Sketch of the loading configurations for (a) shaft-loaded blister, (b) pressurized blister [9].

In previous work, we developed a novel loading method for pressurized blister test and presented
the formula of the energy release rate [9], the experimental setup used is shown in Figure 2, where
h, a and wy, are the thickness, radius and maximum deflection of the blistering film, R is the radius
of the hole in the rigid substrate, Ry and R, are the inner radii of the smaller and lager circular
containers, 111 and h; are the height of liquid in the two circular containers. In Sun et al. [9], the problem
of axisymmetric deformation of the pressurized blistering film was simplified into the problem of
axisymmetric deformation of a peripherally fixed and transversely uniformly loaded circular membrane,
i.e., the well-known Hencky problem. The well-known Hencky solution was used to derive the formula
of the strain energy stored in the blistering film [21]. Some assumptions or approximations were
adopted in the derivation of the well-known Hencky solution: (i) the so-called small-rotation-angle
assumption of membrane was used to derive the so-called out-of-plane equilibrium equation; (ii) the
effect of the deflection on the so-called in-plane equilibrium was ignored during the derivation of the
in-plane equilibrium equation; (iii) the geometric equation is established by assuming that before and
after the deformation of the membrane the length of the micro line element is approximately equal and
omitting the term (du/ dr)z. These assumptions or approximations could make it convenient to obtain
the analytical solution of the well-known Hencky problem, but they will also make the well-known
Hencky solution not work when the deflection is relatively large. In a pressurized blister test, however,
the deflection of the blistering thin film could reach half the radius of the circular blistering thin film,
or even larger, so it is necessary to give up these assumptions or approximations when accurately
analyzing the elastic response of the pressurized blistering thin film. Moreover, there are some errors in
the derivation of the energy release rate in Sun et al. [9]. For example, the integral mean value theorem
for calculating mean value of a curve should not be used to calculate the volume under the blistering
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thin film when determining the strain energy stored in the blistering thin film, and the method to
determine the work caused by the change of liquid potential energy also needs to be improved.
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Figure 2. Schematic view of the experimental setup for pressurized blister test [9].

In this paper, an overall improvement in experiment and theory for characterizing the adhesion
between rigid substrates and elastic coatings in Sun et al. [9] is made. In the following section, some
improvements in the experimental setup shown in Figure 2 are made, and the measurement process is
described in detail. In Section 3, some errors in the derivation of the formula of the energy release
rate in Sun et al. [9] are rectified, and in order to obtain a more accurate formula of the energy release
rate, the external work caused by the change of the potential energy of the colored liquid in the two
containers and the energy absorbed by the enclosed air due to being compressed are accurately derived,
and based on the obtained new and more refined closed-form solution for the problem of axisymmetric
deformation of a peripherally fixed and transversely uniformly loaded circular membrane the elastic
strain energy stored in the blistering thin film is also derived, and finally a more accurate formula of
the energy release rate is presented; In Section 4, the validity of the obtained new refined closed-form
solution is demonstrated by a comparison with the results obtained by the conducted experiment,
and the influence of the above-mentioned assumptions or approximations (i)—(iii) on the closed-form
solution of the well-known Hencky problem is investigated, also the difference between the calculation
results of the strain energy stored in the blistering film obtained by the well-known Hencky solution
and by the new refined closed-form solution presented here was discussed. Concluding remarks are
presented in Section 5.

2. Methods

The experimental setup shown in Figure 2 still needs to make some improvement. In this
experimental setup, the circular containers are designed with different inner radii, so that more pressure
can be applied to the thin film. However, as it is known, in one and the same liquid, the same pressure
is present at the same height. It is also valid for the pressure at the air and liquid interface. So, the
relative pressure (relative to ambient pressure) of the compressed air g is only dependent on the density
of the liquid p, the acceleration of gravity g, and the height difference of liquid in the two containers
hy — hy, and independent of the inner radius of the circular container [22]. So, it’s not necessary to
design the two circular containers with different inner radii, and different inner radii will make the
following derivation process of the energy release rate complicated. In addition, it is necessary that a
valve is added to the connecting pipe, such that the influence of the fluctuation of liquid caused by
pouring liquid into the right container during the experiment can be avoided by closing the valve. The
experimental setup after being improved is shown in Figure 3, where R is the inner radius of the two
circular containers.
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Figure 3. Schematic view of the improved experimental setup for pressurized blister test.
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For the improved experimental setup shown in Figure 3, the experimental operating steps and

measurement method of a pressurized blister test is detailed as follows:

1.

Open valve 1 and close valve 2, and fill the connecting and drainpipes with colored liquid. Then,
a specimen of a thin film/substrate system is tightly adhered to the left container, as shown in
Figure 4a. At this time, the pressure g of the enclosed air in the left container is assumed to be
equal to zero.

Close valve 1 and pour colored liquid with volume R?H into the right container, as shown in
Figure 4b. Since valve 1 is closed, the pressure of the enclosed air in the left container remains qp.
Open valve 1, and the colored liquid in the right container will slowly flow into the left one. After
the height of colored liquid is stabilized, the height of colored liquid in the left container becomes
hy,1, and the height of colored liquid in the right container becomes hy ; = H — h1 1, as shown in
Figure 4c. The relative pressure of the enclosed compressed air in the left container relative to
ambient pressure becomes g1

q1 = pg(ha1 —h11) = pg(H —2h1,1). 1)

In addition, under the action of pressure g1, a blistering thin film with radius of a; appears. This
is the first loading, i.e., the step 1 of loading operation.
Repeat the operations in 2 and 3, i.e., close valve 1 again and pour colored liquid with volume
nR2H into the right container and then open valve 1. After step i of loading operation, the colored
liquid with total volume inR?H (i=2,3,4,...,n)is poured into the right container, the height of
liquid in the left container becomes #; ;, and the height of liquid in the right container becomes
hy i, and

hoi =iH —hy ;. (2)

The relative pressure of the compressed air in the left container becomes g;

qi = pg(hai—h1,;) = pg(iH = 2hy ;). 3)

Under the action of pressure g;, the radius of the blistering thin film becomes 4;, as shown in
Figure 4d.

After step n of loading operation, the radius of the blistering thin film is assumed to become a.
Record the height of the liquid in the two containers and the radius of the blistering thin film after
each step of loading operation, and open valve 2 to drain all the liquid in the right container to see
if the blistering thin film fully becomes flat. If the blistering thin film is quick and fully becomes
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flat, then this indicates that the blistering thin film works within the elastic range, otherwise the
results of this test are invalid.
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Figure 4. Schematic view of loading process or method of pressurized blister test: (a) Initial state;
(b) Status before opening the valve 1 in step 1 of loading operation; (c) Stable state after step 1 of loading
operation; (d) Stable state after step i of loading operation.

3. Energy Release Rate

In the pressurized blister test shown in Figures 3 and 4, based on the law of conversation of
energy the external work caused by the change of the potential energy of the colored liquid in the
two containers (which is denoted by Ur) may be assumed to be completely converted into the energy
absorbed by the enclosed air due to being compressed (which is denoted by U,), the elastic strain energy
stored in the blistering thin film (which is denoted by Uyy), and the energy released on the delamination
region (which is denoted by Uy), that is Ur =U, +U, +U;. Suppose that the area of the delamination
region is denoted as S. Obviously, S is a function of the radius  of the circular delamination region,
thatis S = n(r? — R%) (in which Ry < 7 < a), hence 0 < S(r) < m(a® - Ré). The energy released on
the delamination region, Uy, depends on the size of the delamination region, in other words, Uy is a
function of the area of the delamination region S and may be denoted as Uy(S). It is not difficult to
understand that for the case of delamination of the coating thin film adhered uniformly to a rigid
substrate, U;(S) can be expressed as a linear function of the area of the delamination region area S, that
is, U4(S) = KS, in which K is a proportional coefficient. The adhesion strength can be quantified in
terms of the energy released on per unit delamination area [9], that is, the so-called energy release rate
(denoted by G). Therefore, the energy release rate for the case of delamination of the coating thin film
adhered uniformly to a rigid substrate can be written as

_ duy(s)

¢ ds

=K. @)
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Note that Uy = Ur - U, - Uef, and when r = a, S(a) = n(a? - Ré) and U;(S(a)) = Up(a) - U,(a) -
Ue(a), in which U(a), Ua(a) and U,d(a) denote their values corresponding to r = a. Hence, from Uy(S) =

KS it is found that
_ Uy(S(a))  Ur(a) —Us(a) - Uep(a)

K= = . 5
S(a) n(a - R2) ®)
Therefore, the energy release rate here can finally be written as
Urp(a) — Ug(a) — U,f(a

n(a? - R3)

In this way, based on the experimental setup shown in Figures 3 and 4, the energy release rate here
can be determined with the measured values of the maximum radius a of the circular delamination
region and the height h; ; of the liquid in the left container after each step of loading operation.

However, the formula of the energy release rate presented in Sun et al. [9] is not accurate enough
and also not applicable when the deflection of the blistering thin film is relatively large, because the
well-known Hencky solution used in the derivation of the formula of the energy release rate is obtained
based on the above-mentioned assumptions or approximations (i)—(iii). In addition, there are some
errors in the derivation of the formula of the energy release rate in Sun et al. [9]. These errors will be
rectified in the following, and in order to obtain a more accurate formula of the energy release rate,
the external work Up(a), the energy U,(a), and the elastic strain energy U,f(a) are respectively derived
as follow.

3.1. The External Work Ur(a)

Since the liquid is poured into the right container by many times and the height of liquid in the
right container changes after the valve 1 is opened, the external work caused by the change of liquid
potential energy in each step of loading operation should be calculated separately, rather than the
calculation method in Sun et al. [9]. In the stable state after step i—1 of loading operation, the height of
liquid in the two containers are hy ;_1 and hy ;_; respectively. While in step i of the loading operation,
the colored liquid with volume nR?H is poured into the right container, and the height of liquid in
the two containers are h;; and hy; after opening the valve 1. So, if the plane at the bottom of the
container is taken as the zero potential energy plane, the external work Ur; caused by the change of
liquid potential energy in the step i of loading operation can be written as

1 1 2 1 1
Up; = Enpnghii_l + E”Png(hz,i—l +H)" - Enpnghii - Enpnghii, ?)
where p denotes the density of the liquid in the container, ¢ denotes the acceleration of gravity, R
denotes the inner radius of the two circular containers, and H denotes the height of the liquid added to
the right container in each step of loading operation. By means of Equation (2), Equation (7) gives

Up; = %npgRZh2 + %npng[(i -1)H-hy,i1+ H]2 - %npnghij - %npng(iH— hlli)z

1,i-1 i o ®)
= npgR [hl,i—l - hl,i —iH(hy i1 — h1,i)]

Suppose that the radius of the blister reaches a after n times loading operations, then the Ur(a) can

be written as ; Y
Up(a) = 421 Ur;, = npng 121 [h%,i—l - h%,i —iH(hyj-1 —h1i)]

1= 1=

” n-1 » (9)
= mpgR (Hi>::1 hy;—nHhy , — hl,n)
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3.2. The Energy U,(a)

Since the loading operation is very slow in each step, the compression of the enclosed air in the
left container can be regarded as isothermal compression, where the internal energy of the enclosed air
remains unchanged. So, the energy U,(a) absorbed when the air is compressed will be released into
the atmosphere in the form of heat energy. In the process of isothermal compression of the air in left
container, the temperature T of the air remains constant. So,

PV = NkT = constant, (10)

where P is the pressure of gas, V is the volume of gas, N is the number of gas molecules per unit
volume, and k is Boltzmann constant. Then, U,(a) can be written as

Vi Vi 1 v
Up(a) =~ )" PdV = -NKT " 1dV = NKTIn {} .
= NKTIn 52
1~ Mn

where Vj (Vg = nR?H;) and H; are the initial volume and height of the air in left container, V,,
(V, = nR*H; - nR2h1,n) and h; ,, are the volume of the air and the height of the colored liquid in left
container after the loading operation of step .

3.3. The Elastic Strain Energy U(a)

When determining the elastic strain energy Ug(a) stored in the blistering thin film, the exact
analytical solution for the problem of axisymmetric deformation of the pressurized blistering thin film
should be obtained first. This problem can be regarded as the well-known Hencky problem, as shown
in Figure 5, whereby a transverse uniformly distributed loads g is applied onto the surface of a linearly
elastic, initially flat, peripherally fixed circular membrane with radius a. The analytical solution used
in Sun et al. [9] is exactly the well-known Hencky solution, where the above-mentioned assumptions
(i)—(iii) are adopted. By giving up the so-called small-rotation-angle assumption (i.e., the assumption
(i)), Sun et al. re-solved the well-known Hencky problem and obtained its power series solution [23],
and solved the problem of axisymmetric deformation of prestressed Foppl-Hencky membrane under
constrained deflecting [24]. Yang et al. [15] obtained the closed-form solution of the axisymmetric
deformation problem of prestressed membrane also by giving up the so-called small-rotation-angle
assumption. Recently, Sun et al. [25] presented a new closed-form solution of the well-known Hencky
problem by simultaneously giving up the assumptions (i) and (ii), but the assumption (iii) is still
where it is. So, it is necessary to take in account the effect of the deflection on the in-plane equilibrium
equation, and give up the approximations used in the geometric equation.

Figure 5. Sketch of the circular membrane under transverse loads 4.

Now, let us take a rotationally symmetric isolated-body with radius r (0 < r < a) from the central
portion of the deformed membrane, with a view of studying its static equilibrium problem under the
joint action of loads g and the membrane force o,/ acted on its boundary, as shown in Figure 6, where h
is thickness, o, is radial stress, O is the slope angle of the deflected membrane.
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Figure 6. Sketch of the static equilibrium of the isolated-body.

In the vertical direction perpendicular to the initially flat circular membrane, there are two vertical
forces, i.e., the total force 12 (0 < r < a) of the uniformly distributed loads g within radius r, and the
total vertical force 27mtro,h sin O produced by the vertical component of the radial membrane force o,h.
So, the out-of-plane equilibrium equation can be written as,

2nrohsin O = anq, (12)

2
sin9:1/\/1—0—1/tan29:1/\/1—0—1/(—(31—3]) . (13)

Substituting Equation (13) into Equation (12), it is found that

1 dw 2
Erqy/l—l—l/(—a) = osh. (14)

By taking in account the effect of the deflection on the in-plane equilibrium equation, a new
in-plane equilibrium equation is obtained, that is

where,

d dw

3, (ror) —at[L+ (7)) [ =0, (15)
where the term [1 + (dw/ dr)2} represents the effect of deflection on the in-plane equilibrium equation
and o; is the circumferential stress. The detailed derivation of Equation (15) is shown in Appendix A.
Moreover, if the approximations adopted in the geometric equations are further given up, the geometric
equations may be written as [25]

du 2 dw ? 1/2
er—[(1+a) +(§)] -1 (16)
and u
ey = ;/ (17)

where e, is the radial strain, e; is the circumferential strain, and u is the radial displacement. Further, if
the change in membrane thickness is ignored, then the relations of the stress and strain may be written
as,

(er + ver) (18)

and

Ev (er +vey), (19)
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where E is the Young’s modulus of elasticity and v is the Poisson’s ratio. If substituting Equations (16)
and (17) into Equations (18) and (19), then it is found that

_E \/ du ? dw ? u
or_l_vz[ (1+§) +<E> —1+v;] (20)
and
~E u \/ du ? dw ?
Gt—l_vz[?+v (1+E) +(E) —V]. (21)

By means of Equations (20) and (21), it is found that

u 1
- = ﬁ(ath —va.h). (22)

Substituting the u of Equation (22) into Equation (20) yields

1 v 2 1d vd 2 dw?
(EGr—EGH-l) —[Ea(mt)—fa(mr)‘i‘l] —(a) = 0. (23)
The boundary conditions are
u 1
o= ﬁ(ath —vosh) =0atr=a (24)
and
w=0atr=a. (25)
Let us introduce the following dimensionless variables
I Ay S S U S
Q_Ehlw_a/u_arsr E/St E/x (26)
By using Equation (26), Equations (14), (15) and (23) can be transformed into
W 2
(152 -2 Q) () Q2 =0, @)
L s -5+ (@) - o 28)
dx 7T dx’ '
and ) )
, . d d dw. =
(Sy—vSi+1) [dx (xS¢) Ve (xS) +1] —( P ) =0, (29)
and the boundary conditions, i.e., Equations (24) and (25), can be transformed into
%:st—vs,zo at x=1 (30)
and
W=0 at x=1. (31)

Expand W, §,, and S; into the power series of the x, i.e., let

S, = Z bix', (32)
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S, = Z i (33)
i=0
and .
W= Z dix. (34)

i=0
After substituting Equations (32)-(34) into Equations (27)—(29), it can be found that, b; = 0
i=1,3,5-),¢=0{=1,3,5---)andd; =0( =1,3,5,---), and the coefficients b; (i = 2,4,6,--), ¢;
(i=0,24,---)and d; (i = 2,4,6,---) can be expressed into the polynomial with regard to the coefficient
b, which can be found in Appendix B.
The coefficients by and dy, as the undetermined constants, can be determined by using the
boundary conditions Equations (30) and (31). From Equations (32) and (33), Equation (30) gives

ci—vVv

00 [e)
i=0 i=0

b; =0. (35)
From Equation (34), Equation (31) gives
do ==Y d. (36)
i=1

After substituting the expressions of b; and ¢; into Equation (35), we can obtain an equation
containing only by, then the undetermined constant by can be determined. With this known by, the other
undetermined constant dy can be determined by substituting the expressions of d; into Equation (36).
Further, with the known by and d, all the coefficients b;, ¢;, and d; can easily be determined, and the
expression of S;, S¢, and W can thus be presented.

From Equations (26) and (36), Equation (34) can be written as

w(r) =a) dl(5) -1l @7)

‘ a
i=1
Then, the volume under the blistering thin film can be written as

(o)

_ o 2 (N Y Ty — S gL L
Vonrw(r)ernafoﬂ;dl[(a) —a]derRaZdl(H_z—z). (38)

i=1

After n times loading operations were performed, the pressure q applied on the blistering thin
film is
q=p8(hon—h1,) = pg(mH —2hy ). (39)
Based on the research findings [26,27], the elastic strain energy stored in the blistering thin film
with the volume V under the loads g should be equal to Vg/4. Hence, Equations (38) and (39) give

(o)

1 1

1 1
Ues(a) = A_qu = Enpga3(nH—2h1,n)Z di(i+_2 - 5) (40)
i=1
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3.4. The Accurate Formula of Energy Release Rate

Substituting Equations (9), (11) and (40) into Equation (6), it can be obtained that

-1
_ pgR? " L _ 71,2 \_ __NkT Hy
G = 2R (Higl hy,i = nHhy hl,n) n(@-R2) In Hy—hy,

(41)

2(a2-R3) ; i+2

3 [}
5 (nH = 201) T (7 = )

It can be seen from the Equation (41) that, in this pressurized blister test, the energy release rate G
can be determined by measuring the radius a of the final blistering thin film and the height h; ; (i=1, 2,
3, ..., n) of colored liquid in the left circular container after each step of loading operation.

4. Results and Discussions

4.1. Improvements on Experimental Setup and Theoretical Derivation of Enerqy Release Rate

Compared with the experimental setup before improved, the two circular containers in the
improved experimental setup have the same inner radius, and a valve is added to the connecting pipe
to eliminate the influence of liquid fluctuation caused by pouring liquid into the right container. As it
is known, the pressure g in the compressed air is independent of the inner radii of the two circular
containers, but the inner radii of the two circular containers have a direct effect on the relationship
between the heights of colored liquid in these two containers [22]. Therefore, if these two containers are
designed with the same inner radius, it will not only have no effect on the pressure g in the compressed
air, but also be helpful for simplifying following derivation process of the energy release rate, because
the rising height of the colored liquid in the left container is exactly equal to the descending height of
the colored liquid in the right container, as shown in Equation (2).

In the theoretical derivation of the energy release rate, some improvements are made and some
errors in previous work are also revised, the main improvements and revisions are as follows:

1.  The experimental setup was improved to make it more reasonable.

The work Up(a) is obtained by summing up the work Uf; caused by the change of liquid potential
energy in each step of loading operation.

3.  The compression of the enclosed air in the left circular container can be regarded as isothermal
compression. So, the energy U,(a) absorbed when the enclosed air is compressed will be released
into the atmosphere in the form of heat energy, instead of being stored in the enclosed air. From
this point of view, the energy U, () can be obtained by calculating the energy released when the
enclosed air is isothermal compressed.

4. The formula used to calculate the volume V under the blistering thin film is revised.

5. More importantly, a more accurate formula for determining the strain energy U,(a) stored in the
blistering film is derived out based on the obtained refined closed-form solution of the problem
of axisymmetric deformation of the pressurized blistering thin film. Compared with the existing
solutions of the well-known Hencky solution, the assumptions or approximations used in the
out-of-plane equilibrium equation, in-plane equilibrium equation and geometric equation were
simultaneously given up during the derivation of the presented refined closed-form solution.

6. Based on the above-mentioned improvements and revisions, a new and more refined theory for
characterizing the adhesion between elastic coatings and rigid substrates is finally developed.

4.2. Experimental Verification and Discussion on the Refined Closed-Form Solution

The validity of the refined closed-form solution presented in this paper is of great important to
determine the elastic strain energy U,f(a) stored in the blistering thin film. Next, an experiment was
conducted to demonstrate the validity of the presented refined closed-form solution. In addition, the



Polymers 2020, 12, 1788 12 of 22

influence of the above-mentioned assumptions (i)-(iii) on the analytic solution of the well-known
Hencky problem was also discussed.

A polymer thin film with thickness & =0.7 mm, Young’s modulus of elasticity E =1.4 MPa,
Poisson’s ratio v =0.4 was clamped by two plexiglass pipes with inner radius 70 mm and wall thickness
5 mm, as shown in Figure 7a, where the non-contact laser displacement sensor was used to measure
the deflection of the deflected thin film. After adding colored liquid (tap water mixed with a little red
ink, the weight mix ratio is about 1000:1) into the upper plexiglass pipe, the polymer thin film was
deformed and laterally deflected. The deflected polymer thin film, under different amounts of the
colored liquid, is shown in Figure 7b, where g = 0.001 MPa and q = 0.0035 MPa denote the average
loads applied onto the surface of the thin film (calculated by 1.570 kg and 5.495 kg, which are the
weights of the added colored liquid), and the measured maximum deflections of the thin film are
18.66 mm (corresponding to 1.570 kg) and 29.17 mm (corresponding to 5.495 kg). The colored liquid of
1.570 kg is a cylinder with height 102 mm and radius 70 mm, and the colored liquid of and 5.495 kg is a
cylinder with height 357 mm and radius 70 mm.

7=0.001MPa

Colored liquid

Plexiglass pipe

Data acquisition system

g=0.0035MPa

(a) (b)

Figure 7. Photographs of an experiment on the large deflection deformation of a polymer thin film:
(a) Experimental setup; (b) The deflected polymer thin film under different loads.

Figure 8 shows the variations of the deflection w of the thin film with r when g takes 0.001 MPa and
0.0035 MPa respectively, where the solid lines represent the experimental results, the dash-dotted lines
represent the results calculated by the refined closed-form solution presented here, and the dashed
lines by the well-known Hencky solution (i.e., the solution used in Sun et al. [9]). From Figure 8 it
can be seen that, the difference between the experimental results and the results calculated by the
well-known Hencky solution is greater than that between the experimental results and the results
calculated by the refined closed-form solution presented here, especially when g = 0.0035 MPa. This
indicates that the calculation accuracy of the solution presented here is effectively improved due to the
abandonment of the above-mentioned assumptions (i)—(iii) which are adopted during the derivation of
the well-known Hencky solution. However, such a conclusion, it should also be noted, is obtained
based on the experimental results of the experimental setup shown in Figure 7. The loading mode of
the thin film in Figure 7 differs obviously from that in Figures 3 and 4. The compressed air is applied
onto the surface of thin film in Figures 3 and 4, resulting in the always uniformly distributed loads
acting on the surface of the thin film. Meanwhile, in Figure 7, the colored liquid acts directly on the
surface of the thin film, resulting in no uniformly distributed loads acting on the surface of the thin
film (see Figure 7b). For example, for g = 0.0035 MPa the actual height of the added colored liquid is
measured to be 369.17 mm (the edge height 340 mm, the maximum deflection 29.17 mm) at the center
of the circular thin film. While the loads used for the solutions, 4 = 0.0035 MPa, corresponds to the
colored liquid of 5.495 kg, and corresponds to a cylinder with height 357 mm and radius 70 mm. The
resulting loads error at the center of the circular thin film is about (369.17-357)/357 = 3.41%. Since
this error is small, it does not cause qualitative change. Therefore, based on the results of the simple
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experiment conducted, it may be concluded that the refined closed-form solution presented in this
paper is basically reliable.

0 T T T T T T T T T
—_ & b
TS W S et
1 N g =0.001MPa _ ==
g 20 | 3 = - - o |
B St - - = o
[:F] e o o - -
E 30 _ 0.0035MPa — Experimental result
q="1 —-—-Presented solution
40 | I 1 I I I 1 I I | [~ = Hencky solution

70 60 50 40 30 20 10 O 10 20 30 40 50 60 70
radius r(mm)

Figure 8. Variation of w with r.

In order to investigate the influence of the above-mentioned assumptions (i)—(iii) on the analytic
solution of the well-known Hencky problem, the calculation results of the deflection of the polymer
thin film obtained by using four existing analytical solutions of the well-known Hencky problem
are presented, as shown in Figure 9, where the dashed lines represent the results obtained by the
well-known Hencky solution (i.e., the solution used in Sun et al. [9], in which assumptions (i)—(iii) were
all adopted), the dotted lines by the solution presented in Sun et al. [23] (only assumption (i) was
given up), the dash-dotted lines by the solution presented in Sun et al. [25] (assumptions (i) and (ii)
were simultaneously given up), and the solid lines by the refined closed-form solution presented
here (assumptions (i)—(iii) were all given up). From Figure 9, it can be seen that the dashed line,
dotted line, and the dash-dotted line are very close to the solid line when g takes 0.0001 MPa, which
also demonstrates the validity of the refined closed-form solution presented here. Moreover, when
g takes 0.001 MPa, the dotted line and dash-dotted line are still very close to the solid line, but the
difference between the dashed line and solid line emerges; and this difference becomes more and
more obvious when g takes 0.01 MPa. It can also be seen from Figure 9 that, compared with the
dashed line, the dotted line and dash-dotted line is closer to the solid line when g takes 0.01 MPa,
which means that the accuracy of the analytical solution of the well-known Hencky problem can be
improve by giving up assumptions (i) and (ii); but compared with the dotted line, the accuracy of
the dash-dotted line is reduced. Therefore, in order to obtain a more refined analytical solution, the
assumptions (i)—(iii) all need to be given up, such that the elastic strain energy U(a) stored in the film
can be calculated accurately.

0 T T | T T T T T T T
q=0.0001MPa
B0 N S=s # -
£ N = g=000IMPa  ___== I
~!_:: "&,&\ . ss==e oo -===F e %
; 20 F RN LA i
¥ ~ ” 3
k=l i P
,— i ~ - e
o 30 | RN ~ o R |
% Siom~ o _ 9=00IMPa -~ 'z
a 40 - -T'::-_:-..,_____:-__':-__-__—_:-_:‘__________1:7.- Presented solution
—==-=5plution in Sunet al. [23]
=== Solution in Sun et al. [23]
- — = Hencky solution
50 I I I 1 I I I 1 I

70 60 50 40 30 20 10 0 10 20 30 40 50 60 70
radius »(mm)

Figure 9. Variation of w with .

In addition, from Equations (32) and (34) it is found that, the coefficients by and dy have important
influence on the deflection and radial stress of the membrane at x = 0, respectively. So, by and dj are
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two very important parameters which are determined by the boundary conditions. When determining
the undetermined constants by and dp, it is found that the values of by and dy are only related to v and
Q. So, for the convenience of application, we presented the variations of by and dy with Q when v takes
different values, as shown in Figures 10 and 11. It can be seen from Figures 10 and 11 that, by and dy
increase with the increase of Q, and under the same Q, dy decreases with the increase of v while by
increases with the increase of v. In addition, it can also be seen that, compared with by, dy is more
sensitive to v, i.e., the influence of Poisson’s ratio v on the deflection of membrane is greater than that
on the radial stress of membrane.

0.5

0.4¢

Coefficient b,
< <
o W

=
—
T

=

0.2 0.4 0.6 0.8 1

Dimensionless load Q

o

Figure 10. Variation of by with Q.

0.8

Coefficient d,
o o
S =28

<
(&

0
0 0.2 0.4 0.6 0.8 1
Dimensionless load Q

Figure 11. Variation of dy with Q.

4.3. The error of Uea) Brought by the Assumptions Used in the Well-Known Hencky Solution

In Sun et al. [9], the well-known Hencky solution is used to determine the elastic strain energy
Uer(a) stored in the blistering film. However, the assumptions (i)-(iii) adopted in the well-known
Hencky solution will inevitably bring errors to the calculation results of the elastic strain energy U(a).
During the derivation of the refined closed-form solution presented here, the assumptions (i)—(iii)
were all given up. So, the refined closed-form solution presented here should be more accurate than
the well-known Hencky solution, and the result of the elastic strain energy U,da)calculated by the
refined closed-form solution presented here should also be more accurate than that calculated by the
well-known Hencky solution.

Suppose that a thin rubber film with thickness 0.06 mm, Young’s modulus of elasticity 7.84 MPa,
Poisson’s ratio 0.47 is adhered to a rigid substrate, and a blistering thin film with radius of 20 mm
appears when a loads g is applied on the thin film. When g takes different values, the coefficients of
the expression of W (i.e., d; (i =2,4,6, ... )) in the well-known Hencky solution and in the refined
closed-form solution presented here are listed Table 1. Then the elastic strain energy U,(a) can be
obtained by using Equation (40). From Table 1 it can be seen that, the elastic strain energy U(a)
calculated by the well-known Hencky solution is smaller than that by the refined closed-form solution
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presented here, which will make the energy release rate G of delamination interfaces larger. It can
also be found from Table 1 that, the difference between the calculated results of the elastic strain
energy U(a) increase with the increase of the applied loads g. The errors of the Uc{(a) brought by the
assumptions adopted in the well-known Hencky solution are —1.5%, —6.4%, and —18.2% when g takes
0.001, 0.01, and 0.03 MPa, respectively. So, when the applied loads g is relatively large, the error of the
Uer(a) brought by the assumptions or approximations adopted in the well-known Hencky solution
cannot be ignored, and the formula of the Uf(a) obtained based on the well-known Hencky solution
will gradually lose its effectiveness with the increase of the applied loads.

Table 1. The coefficients d; and the elastic strain energy U(a) stored in blistering film.

d;i=2,4,6,...)

Analytic Solution q(MPa) Uefla) (x10-3 )

dy dy ds dg dyp dp
0.001 -0.1915 -0.0158 -0.0029 -0.0007 —0.0002 —0.00004 0.6862
Hencky solution 0.01 —0.4126 -0.0341 -0.0063 -0.0014 —0.0004 —0.0001 14.7842
0.03 -0.5951 —0.0492 -0.0090 -0.0020 —0.0005 —0.0001 63.9382
0.001 -0.1913 -0.0162 —-0.0039 -0.0012 —0.0005 —0.0002 0.6970
Refined closed-form solution 0.01 —0.4237 -0.0435 -0.0074 -0.0031 -0.0019 —0.0011 15.7963
0.03 -0.6927 —0.1166  0.0565 0.0550 -0.0302 —0.0605 78.1752

5. Concluding Remarks

The work reported here concerns the improvement in adhesion characterization theory based on
the proposed pressurized blister test technique. The following are some conclusions made through
this study.

The experimental setup for pressurized blister test has appropriately been improved, which results
in the advantage of rationality and convenience in measurement and loading operation, in comparison
with that in the previous work.

The static problem of mechanical behaviour of the blistering thin film is still simplified as the
well-Known Hencky problem, as the previous work did, but the well-Known Hencky problem has
here been reformulated, giving up some assumptions or approximations adopted in the derivation
of the existing solutions (especially the well-Known Hencky solution), resulting in a new and more
refined closed-form solution in comparison with the all existing solutions.

The new and more refined closed-form solution is, by way of the conducted experiment, proven to
be reliable, and thus the developed, new, and more refined theory for characterizing adhesion between
elastic coatings and rigid substrates, which is derived out by this new and more refined closed-form
solution, should also be reliable to some extent.
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Nomenclature

Ur external work caused by the change of the potential energy of the liquid
Ug(a) the Ur whenr =a

U, energy absorbed by the enclosed air

U, (a) the U, whenr=a

Uef elastic strain energy stored in the blistering thin film

Ue(a) the U, whenr =a

Uy energy released on the delamination region
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G energy release rate

K proportional coefficient

S area of the circular delamination region

a radius of the circular delamination region

Ro radius of the hole in the rigid substrate

R inner radius of the container

Hq initial height of the air in left container

H height of the liquid added to the right container each time

hy; height of liquid in the left container after step i of loading operation
hy ; height of liquid in the right container after step i of loading operation

p density of the liquid in the container
g acceleration of gravity
P pressure of gas
Vv volume of gas
N number of gas molecules per unit volume
K Boltzmann constant
T temperature of gas
Vo initial volume of the air in left container
volume of the air in left container after the step n of loading operation
radial coordinate
transversal displacement
radial displacement
thickness of the membrane
slope angle of the deflected membrane
radial stress
circumferential stress

circumferential strain
Young’s modulus of elasticity
Poisson’s ratio
dimensionless form of r
dimensionless form of q
dimensionless form of w
dimensionless form of u

S, dimensionless form of o,

Sy dimensionless form of o;

b;, ¢;, d; coefficients of Sr, St and W

Vl’l
v
w
u
h
C]
or
ot
er radial strain
et
E
v
x
Q
Y
u

Appendix A. Derivation of the In-Plane Equilibrium Equation

Taking the geometric middle plane of the undeformed circular membrane as the reference and taking the
center point of the geometric middle plane as the coordinate origin, then the cylindrical coordinate system O — rpw
is established. A micro element ABCD is taken from the deformed membrane to study the static equilibrium
problem parallel to the radial coordinate direction, as shown in Figure A1, where A’B’C’D’ is the projection of
ABCD on the polar coordinates plane, o, is the radial stress, o; is the circumferential stress, 0 is the angle between
the radial stress and the polar coordinate plane (i.e., the slope angle of the deflected membrane).
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Figure A1. Sketch of the cylindrical coordinate system and the micro element ABCD.
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In the radial coordinate direction, there are four radial forces on the micro element ABCD, i.e., the total forces

F1 and F; in the radial direction produced by the radial component of ¢, acting on the edge AC and BD of micro
element, and the total forces F3 and F, in the radial direction produced by the radial component of o; acting on the

edge AB and CD of micro element, respectively. Moreover, the equilibrium equation of the micro element ABCD

in the radial direction can be written as
Fi1—-Fy+F3+F4=0.

(A1)

F; and F, can be determined from the A’B’C’D’, as shown in Figure A2, A’C’ is divided into n small arcs by

points Iy, I, I3, ..., I,—1, where om is the angular bisector of ZA’0C’. Supposing /;I;_1 is one of those small arcs, ;

is the angle between om and the radial stress on the small arc [;I;_1, As; is the length of the small arc /;/;_j, then F;

can be written as

Ag—— I\ //Ksjf\‘liloy(HAT)cosG(HAr)
i A As;

ij///;:iiﬁésfi/ﬂ JVZ/'
== o )c0s0(r) i1

(1

0 z : :
e b f
\\\11\1 7‘/12'
Af T~
KNG B’

"y,
Figure A2. Diagram of the projection of the micro element and its stress.

Flz

n n
a,(r)hAs; cos O(r) cos B; = Z a,(r)hAB;r cos O(r) cos B;.
i=1 i=1

Supposing u is the maximum value of Ap;, that is

H= maX{Aﬁlr APy, AB3, ..., DBy }

(A2)

(A3)
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When 1 tends to zero, taking the limit of Equation (A2) yields
n
F| = limz a,(r)hAB;r cos O(r) cos B;. (A4)
y—)Oizl
It is obvious that Equation (A4) is the definite integral of function o,(r)hr cos O(r) cos B of variable  on
interval [-A@ /2, A@/2], so Equation (A4) can be written as
Ap/2 A(P
F1 = ox(r)hrcos Q(r)f cos BdB = 20,(r)hrcos 6(r) sin - (A5)
-Agp/2

With the same approach, F, can be written as
_Ap
Fy = 20,(r + Ar)h(r 4+ Ar) cos O(r + Ar) sin - (A6)

Since the micro element is infinitesimal, we can assume that the length of curve AB is approximately equal to

the length of straight line AB, and o;(r) changes linearly from o¢(r) to 6;(r + Ar) on edge AB and CD. Therefore,
F3 and F, can be written as

—w(r+ Ar)]* + (Ar)?sin A (A7)

Fs—F, = wh\/[wm

2

Substituting Equations (A5)—(A7) into Equation (A1), it is found that

ar(r+ Ar)h(r + Ar) cos O(r + Ar) — o, (r)hr cos O(r)
o) torhn) \/[w(r) —w(r+ AN+ (A1) =0 (A8)

It is assumed that 6(r) = 6(r + Ar), then Equation (A8) can be written as

or(r + Ar)h(r + Ar) cos O(r) — o, (r)hr cos O(r)
_o(r)to r+Arh\/ +Ar)]2+(Ar)2:0

(A9)
Substituting cos 0 = 1/ V1 + tan 02 = 1/ /1 + (-w’)? into Equation (A9), it yields

+Ar hr+
For O (A10)

——U'(r)ﬂg (r+ar) h\/w (r)—w(r+ Ar)] +(Ar)* =0

o,(r+ Ar)h

Expand o,(r + Ar), ot (r + Ar) and w(r + Ar) to the power series of the r, and neglect the terms that contain
the second and higher orders of Ar

or(r+ Ar) = o,(r) + 0’1 (r)Ar
or(r+ Ar) = o¢(r) + o’ t( )Ar . (A11)
w(r+ Ar) = w(r) +w'(r)Ar
Substituting Equation (A11) into Equation (A10) and neglecting the terms that contain the second orders of
Ar yields

2

AURALI L LR \/ [ (r) = gy (A +1=0 (A12)
2! ’

14 [ ()2 2

When Ar — 0, it is found that

(0" (r) -7+ 0r(r)] = o ({1 + [~ ()]} = 0. (A13)
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Equation (A13) can also be written as

d
3, (ror) ol +(57) 1=0. (A14)

Equation (A14) is the modified in-plane equilibrium equation established by taking in account the effect of
the deflection of membrane, i.e., the Equation (15) used in this paper.

Appendix B.
Expressions of b;:
biy=by3=bs=b;=bg=...=0
1 Q*[(2v2 +4v—6)b3 + (—2v—6)by + 1]
by = — 5
64 (‘Vb() - bo - 1)b0

_ Q! 5 4 _ o413 _ Q2 _ 5 (_19 4 _ 793
by = 12288(vb0—b0—1)3bg[(4v +20v* — 24v° — 88v° + 148v — 60)b] + (—12v* - 72v° + 264v

—180)bg + (4v® +108v2 + 60v — 172)b5 + (612 — 64v — 38)b3 + (=7v + 21)bg + 2]

R O 3 7_ 6 _ 5 4 3_ 2
bg = e = [(48v° + 336V — 432v° — 25441 + 4080v* + 33121° — 10896V

+8812v — 2016)bf + (—240v7 — 19200° + 240v° 4 12960v* — 74401 — 2400012 + 30480v
~10080)b7 + (412v° + 5696v° + 396v* — 20704v> — 340412 + 36384v — 18780)b5 + (—440v°
—9400v* — 4320 + 16016v2 + 9064v — 14808)b) + (196v* + 100441° — 39612 — 7084v — 2760)b;
+ (641> — 65081 + 328v + 1508)b7 + (—139v2 4 2492v — 365)b5 + (70v — 414)bg — 13]

~ SoTosRe bfff(v pr— [(3360v10 4 24960v” — 80160v® — 199680v + 840000v°
~349440v° — 2103360v* + 4085760v® — 335472012 + 1353600 — 220320)b}! + (—23520+°
—198240v8 + 36288017 + 1760640v° — 4119360v° — 1673280v* + 13050240 — 1555008072
+7932960v — 1542240)b° + (11441° + 1039218 + 97209617 — 99891216 — 5469840v°
+7437936v* 4 1022348813 — 26362176V 4 18746712 — 4560840)b) + (3536v® + 15928017
~2551472v% + 13993441 + 9325040v* — 60369761 — 17004560v% + 21988752v — 7282944)b8
+(=11700v7 — 57594816 + 4167164v° — 1060860v* — 937174013 + 169366012 + 11673108V
—6513684)b7 + (1508010 + 9794001° — 44255841* + 38209613 + 5710216v2 + 148136v
—2809344)17% + (—7734v° - 1038294v* 4 32022523 — 5224412 — 2084822v — 19158)b;
+(—2064v* 4 7155721 — 152243612 — 9076v + 357204)bj + (5851v% — 319097v* 4 451169v
~24635)b3 + (~3872v% + 83624v — 61360)b3 + (1249v — 9867)bg — 170]

bg =

_ Qr 14 13 12 _ 11
b0 = Sssmromsammon o, o (2240001 + 409920015 41014720012 - 9726080v

—3521280v19+863856001° — 11133024018 — 17103744017 + 5827449601° — 55003424017
+35112000v* + 348136320v> — 304353280v% + 112365120v — 16188480)b5* + (-201600v'
—3890880v'2 — 130233601 + 74511360710 + 10620288017 — 671267520v° + 33070464017
+1870041600v° — 33746630401° + 1575645120v* + 125963712013 — 187358976012
+865589760v — 145696320)by> + (877424v12 + 138564481 + 97175520010 — 3416152961
—489544432v8 + 2072814464v7 + 27394976010 — 62996166401° + 6738156176v* — 1419628813
—4216050208v2 + 2722935872y — 558742800)b)2 + (—1833472v!! — 28624640v10 — 377462272v°
1497059200018 - 123304448017 — 374562764810 — 21526005761° + 100258872321+
~5730388480v° — 334665600012 + 4325224960V — 1171555584)b)! + (2530256v10 + 276591681
194885985618 — 190627008017 — 201092259210 + 45925900161° + 3483742752v*
-86861192961° + 1747844240v + 3209060512v — 1408974832)b.0 + (~2272896v” + 10991840+
~165214508817 + 2664400960v° + 23582323841 — 41693565441+ — 27924585601°
+4314276288v2 + 146218560v — 877886944)b7 + (1293024v® — 8338497617 + 209007473615
—2716072144v° — 2029579664v* + 2826419792v° 4 12226988321% — 1193075440V
—118374160)b8 + (—41245617 + 14424188010 — 19416872721° + 2014558744v* + 12518897361°
—1368033976v02 — 231963960V + 131407304)b] + (223816v° — 1515742521° + 1326402684v*
—10886608241> — 5121707841 + 437971268 — 12191908)b§ + (—430984v° + 108223300v*
—651169928v° + 410820848v> + 124004176v — 68861812)b) + (514053v* — 534538641
+219557418v2 — 101677512 — 8835455)b; + (—350854v> + 176312501 — 45524858v
+12106846)b3 + (145077v2 — 3525540v + 4378799)D? + (—34588v -+ 326224) + 3700]
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Expressions of c;:
C1:C3:C5:C7:C9:...:0

[ bo
1 Q*[(6v? —4v —2)bj + (—6v —2)bg + 3]

C) = —
64 b% (Vb() - bo - 1)

_ Q! 5 4_ 3 2 _ 981, 1955 4 (—60v4 — 793 2
€4 = FE T —— [(20v° + 4v* = 120v° + 136V~ — 28v — 12)b; + (—60v* — 72v° + 288v

—120v - 36)b + (20v + 204v* — 180v — 44)b3 + (30v2 — 128v + 2)b2 + (=35v + 57)bg + 10]
6 = —LWW [(336v8 + 4817 — 3024v0 + 292815 + 55200 — 1137613 + 667212
—816v —288)b5 + (~1680v7 — 19201 + 13200v° — 1440v* — 29040v> + 278402 — 5520v
—1440)b] + (2884v° + 11072v° — 28332v* — 899213 + 42988v% — 18336v — 1284)b§
+(—3080v° — 21448v* 4 3268813 + 15344v2 — 27560v + 4056)by + (1372v* + 27108v°
~25812v2 - 12148v + 9480)b + (448v> — 19348v2 + 9784v + 4508)b3 + (—973% + 8228v
-3131)b2 + (490v — 1458) by — 91]
cg = — 3019898880;5318 = [(30240110 — 44160v° — 29904018 4 81408017 + 3360010
~2607360v° + 4186560v* — 3010560v° 4 9883201 — 67200v — 24480)b7! + (-211680v°
+9744018 + 219072017 — 350784010 — 3743040v° + 14508480v* — 1479744013 + 627648012
—641760v — 171360)b,” + (10296v” + 4359281 + 120326417 — 778060816 + 5382640v°
+15869424v* — 2908300813 + 17070016v2 — 2601192 — 506760)b° + (3182418 — 32008017
~51968481° 4 142708961° — 554640v* — 2713278413 +- 2580056012 — 6171632 — 727296) b5
+(=105300v7 — 10267321 + 109860761° — 15582940v* — 7180860v> + 22791740v2 — 9742028v
—139956)b7 + (135720v° + 2833800v° — 13212656v* + 102420641° + 849914412 — 9857176v
+1359104)b5 + (—696061° — 3657446v* + 10626668v° — 4514996v* — 4646598V + 2261978)b)
+(—18576v* + 279854813 — 5445924v* + 1057516v + 1147636)b3 + (52659 — 134227372
+1770921v — 284115)b3 + (—34848v2 + 368616v — 257840)b3 + (11241v — 44803) b — 1530]

_ Qv 14 13 _ 12 _ 11
c10 = 2599102924500 = [(2464001/ + 1821120v 8460480v 12906880v

493515520710 — 819504001° — 2367926408 + 61197696017 — 4925894401° — 491478401°
+376824000v* — 2804524801 + 8522752012 — 5839680v — 1471680)b* + (-2217600v"3
~18607680112 4 575366401 + 173698560110 — 6679411207 + 696124808 4- 220074624017
—33070464001° + 11262585601° + 156858912014 — 1822826880v° + 70124544012 — 65802240v
—13245120)bg> + (9651664v'% 4 72896448v!! — 71144160v'0 — 11192677761° + 23345574881
+1241451904v7 — 769530272010 + 69998982401° + 694820656V — 465373420813
+26335501121% — 412307648v — 35070000)b)? + (—20168192v!! — 18832000017 — 269349632+
4367510528018 — 465566720017 — 532581324810 + 14630393344v° — 74330286081
—4361576960v° + 54124684801 — 1487153920V + 23110656)b)! + (27832816v'0 + 263480608v°
1157840849618 — 787867968017 + 594902268810 + 109090495361° — 175588418884
4405502246413 + 5381205040v% — 3057657568V + 331157488)b10 + (-25001856v°
~160093280v® — 375560748817 +115620329601° — 4672981696v59 — 14016774784
+14067898560v° — 55328851212 — 3242293440v + 796109536 )by + (1422326418 — 17728545617
+57726801761° — 122923713441° + 18479051361* + 1198978715213 — 739853828812
—610917680v + 854517040)b5 + (453701617 + 541371400v° — 6112123192v° 4 93638549841
+258573976v° — 664983197612 + 2412668760V + 190023064 b7, + (24619761 — 676309972v°
+4625467524v* — 52128625041 — 5538173441 + 2307859708 — 492799388)b§ + (—4740824v°
+527632460v* — 2460623128V + 2014471888v% + 250199216v — 404354012)b) + (5654583v*
~275673784v> -+ 889432878V — 523295832v — 3650965) b4 + (—385939413 + 943533501
—194684158v + 65094986) b3 + (15958472 — 19345020v + 19427029)b3

+(—380468v + 1824464) by -+ 40700)

Expressions of d;:

di=dy=ds=dy=dyg=...=0
__10
dy = 4Dy
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1 Q22 —4v+2)b3 + (-2v +2)by + 1]
- 512 b3(vbo —bo —1)

dy

_ Q 5 _ 4 3 _ a2 _ 5 (_op A 3_ 2
A6 = ~ e o (B 128" + 2400 3207 — 184y + 96)07 + (~24v* + 360v° — 360v

—264v + 288)b3 + (4413 — 42002 + 132v + 244)b3 + (—42v? 4 232v + 2)b3 + (22v — 60)bg — 5]

_ o 7_ 6 5_ 4_ 3 2
dg = TSO7AT2EY T [(32161/ 15408v° + 24912v° — 6000v* — 29520v° + 39024v

~20112v + 3888)bf + (~16080v° + 60960v° — 63600v* — 336001 4 1140001 — 81120v
+19440)D7 + (—428v° + 382881° — 1086841+ 4 60416V + 94396v> — 124176v + 40188) b5
+(1336v° — 536081 + 109296v° — 19600v2 — 80936v + 43512)b) + (—2096v* + 4796413
—65748v% — 4012v + 23892)b3 + (1948v> — 27136v2 + 22492v + 2696 )b)

+(=1117v2 4 9128v — 3815)b2 + (370v — 1410) by — 55|

dip = 60397977600% T [(1600v!T + 7248010 — 96096017 + 353712018 — 477120007
—880320v° 4 94752001° — 9445440v* +1308480v° + 36008001 — 2431680v + 493920)b;!
+(=11200110 — 51856017 4-620816018 — 1855168017 4 1484672010 4 210089601° — 45317440v*
+20800640v° + 11641280v> — 1356432012 +3457440)b10 + (233367 + 19699288 — 1939321617
+448305921° — 136895201° — 66084016v* + 7110579213 — 11175042 — 27499192y
+9853800)b) + (—1745618 — 471384017 + 3703627210 — 635039841° — 7305840v* + 8949969613
—456888801/8 —19459152v + 14153184) b5 + (—33980v7+7727068v6 — 47283244v° + 574539001
+25152780v° — 62541740v% + 10101212v + 9424004)b] + (116760v° — 8919720v°+416811041*
~34006096v° — 21915336V + 23022584v + 20704)b5 + (—172946v° 4 73356941 — 254807321
+1296928412 + 9123182y — 3774482)b2 + (159544v* — 42423721° + 1045139612 — 2963324v
—1562044)b3 + (-97581v° + 1657497° — 2644289y +355355)b) + (39292v* — 396104v
+31600)b3 + (—9469v + 44047)bg + 1050]
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