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GDANSK UNIVERSITY OF TECHNOLOGY

Abstract

Faculty of Applied Physics and Mathematics
Department of Solid State Physics

Erasmus Mundus Double Master’s Degree in
Mathematical Modelling in Engineering

FE Model of Moisture Absorption by Adhesive Joints between Composites

by Verénica Bonilla Mora

Adhesive joints offer many advantages over traditional mechanical joining
systems. Nonetheless, their use is limited since they can be adversely affected
by extreme temperatures and humidity conditions. Moisture absorption in an
adhesive can alter its tensile strength and compromise the structural integrity of
the joint. Thus, moisture absorption and moisture-induced strain monitoring is
an area of high interest in the field of structural health monitoring (SHM).

In the present project, several finite element models were created to analyse
the thermal response, diffusion dynamics and strain development of two ad-
hesive joints with different thickness size between composites; and serve as a
methodology for future studies in the area. The project was motivated by ex-
perimental results obtained by the Institute of Fluid-Flow Machinery, in which
Fiber-Bragg grating sensors were used to monitor the moisture-induced strains
on the adhesive joints.

Three main analyses were performed: a thermal analysis, a mass diffusion
analysis and a hygro-mechanical analysis. All three were developed through
the use of the FE software Abaqus. Simulation results were validated by experi-

mental data.
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Chapter 1

Moisture-induced strain

monitoring

1.1 Introduction

Composites are, like their name suggests, materials composed of two or more
different materials joined together to create a new material with special and
unique characteristics. They have been widely used by mankind for centuries,
with the earliest composites being plywood, cartonnage, concrete, and mortar;
among others [1].

In recent years, composite manufacturing has evolved to create materials by
merging several different layers of fibres and resins. The layers can be chosen to
obtain materials with the required structural and mechanical qualities for spe-
cific applications. Most notably, to create materials that possess higher strength,
more corrosion resistance and better stiffness-to-weight ratios than other tradi-
tional materials like metals [2, 3]. As such, the market of composite materials
has bloomed and their use can be found in almost all industries in the world,
from aeronautics to construction, to medicine, to the oil and gas industry [4,
5]. Clearly, the study of composites as well as their structures is of utmost im-
portance for designers and manufacturers to guarantee needed safety standards
and increase reliability.

A widely used method for composite structure manufacturing is the use
of high strength adhesive joining. Adhesive joints are preferable to traditional
methods like mechanical fasteners that may require the drilling of the compos-
ite. Drilling holes could be a source of damage for the material and it intro-
duces undesired stress concentrations near the hole [6]. Adhesive bonds are
also lighter than riveting or welding methods, present higher fatigue resistance

and can distribute loads over larger areas [7].
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Of course, when employing these types of joints, care has to be given to
the type of adhesives used, surface preparation and environmental conditions
where the structure will be used. Due to the polymeric nature of adhesives,
adhesive joints present limited resistance to extreme temperature and humidity
conditions [8]. As several studies have shown [3, 9-11], moisture can be a major
contributing factor to adhesive joint and composite failure. Moisture absorption
by an adhesive leads to several changes in its physical and mechanical structure.
It reduces the transition temperature Tg, reduces tensile strength and lowers
the ultimate elongation of the adhesive [11]. Thus, moisture absorbtion and
moisture-induced strain monitoring is an area of high interest in the field of
structural health monitoring (SHM).

The present project was motivated by experimental results obtained at the
Institute of Fluid-Flow Machinery in Gdarisk, Poland. The experiment made
use of fiber Bragg grating sensors to quantify developed strains caused by mois-
ture absorption of an epoxy paste adhesive used to join two composite materials
[12]. In the present project, a finite element model was generated to simulate
the thermal response, diffusion dynamics and strain development of the tested
components and serve as a methodology for future studies in the area.

1.2 Fiber-Bragg Grating Sensors

Fiber Bragg Grating sensors are optical sensors whose core index of refraction
has been altered by optical absorption of UV light. Their use has become wide-
spread due to the many advantages they possess: small dimensions, light weight,
insensitivity to electromagnetic interference, multiplexing capabilities and resis-
tance to corrosion [13].

The core index of refraction is changed in a periodic pattern along the core of
the fibers creating phase structures, or phase gratings [14]. When light interacts
with the gratings created inside the fiber core, only a small part of the light
spectrum will be reflected back. The reflected spectrum is centred on the Bragg-
wavelength (Ap) and depends on the effective index of refraction (n.sr) and
on the spacing between gratings, the Bragg period (A), as stated by the Bragg
condition [13]:

AB = 2nepfA (1.1)
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Applied mechanical strains and temperature changes affect FBG wavelength
measurements, which is why it is possible and have been regularly used for
strain and temperature monitoring [13, 15-17]. Parting from equation 1.1, the
change of the Bragg-wavelength due to strain and temperature changes is,

on oA on OA

FIGURE 1.1: Fiber Bragg Grating Sensor Diagram [18]

1.2.1 Strain sensitivity

The first term of equation 1.2 is related to the strain contribution to the wave-
length measurement. The change in the refractive index of the fibre due to strain

in the longitudinal axis is the following

gy
Ong = *%[PBEV + pazear + pazes] (1.3)
where pi13, p23 and ps33 are the elements of the strain-optic tensor of a ho-
mogeneous orthotropic material [19] following the coordinate system shown on
figure 1.1. The change in the Bragg period is 0A = Ag(1 + €3/) [17], therefore, the

wavelength response to axial strains can be expressed as follows [20]

Alp 1
Svainl L insz[pu —v(pu + p12)]| €3 = (1 — pe)es (14)
where p. is an effective strain-optic coefficient of the fiber optic material

which can be measured experimentally and is defined on equation 1.5.

2
_ neff[
2

where p11 and p12 are components of the strain-optic tensor, n. ¢ is the index

Pe pi2 — v(p11 + p12)] (1.5)

of the fiber core, and v is Poisson’s ratio [13]
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For silica fiber sensors, the wavelength-strain sensitivities of 800 nm and
1550 nm FBGs have been measured as ~0.64 pm pe~! and ~ 1.15 pm™ pe [21].
The manufacturer of the FBG sensors used in the experiment states that (1 — pe)
has a value of 0.890 [12].

1.2.2 Temperature Sensitivity

The rest of equation 1.2 corresponds to the effect of temperature on the wave-

length measurements. It can be rewritten as follows,

A)\B_ 1 8neff+£%
A\ nepr OT AOT

AT (1.6)

The first term in the brackets is known as the thermal expansion coefficient,
ay, of the fiber core (equation 1.7) . For silica it has an approximate value of 0.55
x 1076 1/K [18]. The second term represents the thermo-optic coefficient, a,,
(equation 1.8). It is dependant on the type and concentration of dopants in the
sensor [18]. For germanium-doped, silica-core fibers values have been found to
be between 3.0 x 1076 [22] and 8.6 x 106 1/K [13].

1 Onesy
= 1.7
af nefr OT (1.7)
1 0A

Sometimes in the literature, the thermal expansion coefficient and the thermo-
optic coefficient can be found combined as the so-called temperature coefficient,
B = af + a,. Equation 1.6 then, can be rewritten as,

AAp _ BAT (1.9)
AB

For a silica fiber, the wavelength-temperature sensitivities of 800 nm and 1.5
pm FBGs have been measured with values of ~6.8 and ~13 pm/°C, respectively
[21].
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1.3 Experimental Results

One of the focus areas of the Mechanics of Intelligent Structures Department at
the Institute of Fluid-Flow Machinery is the static and dynamics of composite
structures and possible failure modes [23]. As part of those investigation ef-
forts, experimental results were obtained for the moisture-induced strains on an
adhesive joint between composites.

1.3.1 Moisture Content

The main purpose of the investigation was to determine the applicability and
feasibility of using FBG (Fiber Bragg Grating) sensors for structural health mon-
itoring of moisture contamination of adhesive bonds in composite structures
[12].

The experiment consisted of three different samples denominated A, B and
C. Each sample was made up of two GFRP (Glass Fiber Reinforced Plastic)
composites with a stacking sequence of (0/90/0/90/90/0/90/0) and sizes of
250x50x1 mm (figure 1.2).

FIGURE 1.2: Sample Dimensions [12]

The composites were bonded together by a 0.2 mm layer of adhesive (in the
case of sample B, the adhesive layer had a thickness of 0.4 mm). FBG sensors
were placed in the adhesive layer, with their placement varying within samples

as shown on figure 1.3.

FBG
s TIM

— 1 0mMM

FIGURE 1.3: FBG sensor placement [12]
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The adhesive used was a two-part structural epoxy paste adhesive produced
by Henkel Corporation and commercially known as Loctite EA 9394 Aero or
Hysol EA 9394. Its main properties as listed by the manufacturer [24] are given
on Table 1.1.

TABLE 1.1: Adhesive Properties

Parameter Value Units
Tg (dry) 78 °C
Ty (wet) 68 °C
Tensile Strength at 25°C 46 MPa
Tensile Modulus at 25°C 4237 GPa

Elongation at 25°C at break 0.017 %
Compressive Strength at 25°C 68.9 MPa
Cure Temperature 25-93 °C
Cure Time 3-5 day

After proper curing, the assembled samples were placed into individual
boxes and submerged in demineralized water. The samples were kept inside
a temperature chamber at 60°C £ 2°C for approximately 2 weeks. During that
time, the moisture content was regularly monitored by weighing the samples
and calculating it by the following equation,

W(t) — W,
W,

where W(t) is the measured weight at a given time and W, is for the initially

M(t) = - 100 (1.10)

dry weight of the sample.
After the two weeks, the moisture content of the samples was around 2.26%.
Figure 1.4 shows the moisture weight-gain against time.

2.5

o o o o O o o O ©O o O
2+ e}

€]
©]

15 F

1k

Moisture Weight Gain (%)

0.5 +

Experimental Results O
I | N

I I I
0 50 100 150 200 250 300 350
Time (h)

FIGURE 1.4: Moisture Weight Gain (%)
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1.3.2 Temperature-Induced Strains

As mentioned earlier, FBG sensors are very sensitive to temperature changes.
In order to experimentally quantify only the moisture-induced strains (¢) on the
adhesive bond, it was necessary to determine the temperature contribution, e,
to the total values measured, ec.

€c =€r +¢ (1.11)

To do so, dry samples were placed in a heating chamber at 60 & 2 °C. The
temperature was monitored using a temperature probe (054200, Micron Optics).
Figure 1.5 shows the temperature measurements of both, the 1 mm and 10 mm
FBG sensors.

70

FBG 1Tmm

65¢ —— FBG 10 mm |4

601

55

50+

T°C)

45t
40t
35}
30f

25|

20 ! L L
0 2 4 6 8 10
th]

FIGURE 1.5: FBG sensors temperature measurements [12]

The total strain values, ¢, can be determined from the FBG readings using
equation 1.12 [12].

Ami(t) — Xp

1— o (112)

ec(t) =
where \p is the base Bragg wavelength, \,,; is the Bragg wavelength from
the i-th measurement and p. is the effective strain-optic coefficient.

In this case, since the measurements are on dry samples, the total measured
strains correspond to the temperature-induced strains. The relationship be-
tween strain and temperature is given by equation 1.13, where p is the volumet-
ric expansion coefficient that depends on the fiber optic and adhesive materials.
The value of p for the samples used was determined to be 9.15 pe/°C with the
experimental data gathered.

er = pAT(t) (1.13)
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1.3.3 Moisture-Induced Strain Results

The information gathered from the temperature-induced strains allows the quan-
tification of the moisture-induced strains by equation 1.14.

€ =€c — €T (1.14)

The samples were submerged in demineralise water and kept in a tempera-
ture chamber at 60 + 2 °C for two weeks. Total strain measurements were cal-
culated from the FBG readings using equation 1.12. The temperature-induced
strains were calculated by equation 1.13, so that the moisture-induced strains
could be determined with equation 1.14. Figure 1.6 shows the measured strains

on samples A and B against time.

x 10 sample B x 107 sample B
4 4
— I FBG 10 mm — || FBG 10 mm
3 Il FBG 1 mm 3 —— L FBG 10 mm
w w 2
1
05 0&
0 100 200 300 0 100 200 300
t [h] t[h]
x 107 sample A x10™* 1 FBG 10 mm
4 4
Il FBG 10 mm sample A
3 Il FBG 1 mm 3 sample B
w 2 W

FIGURE 1.6: Moisture-induced strains on A and B Samples [12]
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Figure 1.7 shows the moisture-induced versus the water concentration on
the samples. These results show that FBG sensors perpendicular to longer axis
(sample B, figure 1.3) as well as 1 mm FBG sensors are not adequate for strain
measurement when the moisture intake is higher than 1.5% of the sample weight
[12]. The length of the sensor and the location for the 1 mm and 10 mm FBG
sensor, respectively, may be the cause. On the other hand, 10 mm FBG sensors
parallel to the longer axis allow to determine the amount of moisture in the

adhesive layer within the considered range of 0 to 2% of the sample weight.

x 10 Il FBG 10 mm, sample B x10* |l FBG 1 mm, sample B
1.6 1 1.5
0.5 1 0.5
0 i i . 0 " . i "
0 0.5 1 1.5 2 25 0 05 1 15 2 25
w [%] w [%]
x10* 1 FBG 10 mm, sample B x 10* 1 FBG 10 mm, sample A
1.5 1 1.5
w 1 [4+] 1
0.5 1 0.5
0 0
0 0.5 1 15 2 25 0 05 1 15 2 25
w [%] w [%]

FIGURE 1.7: Moisture-induced strains vs water concentration
[12]
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1.4 Hypothesis and Main Objectives

The absorption of moisture by an adhesive joint, may greatly affect the adhe-
sive’s chemical composition and mechanical strength; compromising the assem-
bly’s structural integrity. The use of embedded FBG sensors adhesive joints
could help determine working conditions in real time, preventing mechanical
failures and allowing the use of adhesive joints in a wider array of applications
where they haven’t been used due to safety concerns.

Based on literature review, experimental investigations conducted at the IMP
PAN, as well as my own observations; the hypothesis for the present project is
that:

Numerical simulations, in particular finite element (FE) models, can be used to
better understand the complex dynamics between moisture absorption and hygroscopic
strain distribution in an adhesive layer.

The aim of project is to perform three different numerical analyses to simu-
late the different conditions the experimental samples presented: a thermal anal-
ysis, a mass diffusion analysis and a hygro-mechanical analysis. Another goal of
the project is to serve as a methodology for future research in the field. All three
analyses will be conducted through the use of the finite element method using
the commercial code Abaqus as the main computational tool. Experimental re-
sults from samples A and B, as classified in figure 1.3, will be used to compare

and validate the numerical findings.
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Chapter 2

Thermal Analysis

2.1 Introduction

A thermal analysis is the analysis of a system using the laws of heat transfer. It
allows to quantify the heat transfer rate and temperature distribution in the sys-
tem. As previously mentioned, during the experiment, each sample was placed
in an individual box inside a temperature chamber. Hence, it was important to
estimate the amount of time taken by the samples to reach their thermal equilib-
rium and the temperature effect on the FBG sensor’s readings.

Thermal analysis can be performed under different approaches: experimen-
tally, analytically or numerically. Analytical solutions for conduction heat trans-
fer are available for cases in which the geometry and the boundary conditions
are simple. For most cases, however, it is necessary and more practical to use
a numerical approach since the geometry and the case loads in real life tend to
be more complex. Some numerical methods include: the Finite Difference, the
Finite Volume and the Finite Element method [25].

In this case, a numerical approach was chosen for its simplicity, reliability
and relative accuracy. A finite element analysis was implemented using the
commercially available FE software: Abaqus™. With the help of this software,
it was possible to estimate the temperature distribution on each sample with

respect to time.

2.2 Mathematical Model

The first step for any analysis is to identify the physical conditions in which the
system is in. Three different samples were used in the experiment, however,
measurements relevant to this project were done on only two: Sample A and B,
as shown on figure 1.3. The samples were first at a room temperature of 31 £0.5
°C and then placed inside the temperature chamber which was kept at 60 =2 °C
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[12]. Measurements were taken for sample A in dry conditions inside the cham-
ber, and another set of measurements were performed with both samples in wet
conditions. Thus, the mathematical model for the analysis involves heat convec-
tion between water or air and the corresponding sample, and heat conduction
within the sample.

The basic general energy balance is [26]:

/ pUdV = / qdS + / rdV (2.1)
|4 S 14

where V is the volume of the solid material, with surface area S; p is the
density of the material; U is the material time rate of the internal energy; q is the
heat flux per unit area of the body; and r is the heat supplied internally into the
body per unit volume. It is assumed that U = U(6), where 6 is the temperature

of the material.

_dU

- 2.2
0) = 22)
Heat conduction in a body is governed by the Fourier law,
00
=—k— 2.
f=—hy 23)

where k is the conductivity matrix, & = k(6); f is the heat flux; and x is the
position. If the material is isotropic then k = k - I, where I is the identity matrix.

Heat transfer by convection is described by Newton’s cooling law, equation
2.4, where h is the convection coefficient and #" is the sink temperature.

q=h(0—6° (2.4)

Considering equations 2.3 and 2.4; and since there is no internal heat gener-

ation, the energy balance for the present problem is given in equation 2.5

/ pUdV + / k@dvz / h(6 — 6%)dS (2.5)
v v Oz s

Abaqus™employs the Galerkin method to solve heat transfer problems [27].
Therefore, by applying it to equation 2.5, it becomes,

ONN L 0
Vv a‘T 8m

560N { / pUNN AV + dv — / NYh(h — eo)ds} =0 (2.6)
\% S
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With respect to the time integration, the backward difference operator (equa-
tion 2.7) is employed by Abaqus™[27] due to its stability. Plugging equation 2.7
into 2.6 gives rise to equation 2.8. These type of systems are then solved through
the modified Newton method by the software.

: Uint — U
Uirae = —t+AAt ; ! (2.7)
NN
56N {/ p(Uiine — U) NNV + ONT 1 20 gy — / NYh(h — eo)ds} =0
vV Vv 8(17 833 S
(2.8)

2.3 Thermal Simulation

The main focus of the analysis was the adhesive layer where the FBG sensors
were embedded. However, since both composites have an active role in the
heat transfer process, they were both taken into account on the 3D-model of the
sample. This consideration requires more computational time but is preferred
since it gives a more accurate representation.

The only difference between Sample A and B is that the adhesive layer in
sample A has a thickness of 0.2 mm and sample B has a thickness of 0.4 mm. All
other aspects are equal for both specimens. Given the symmetric properties of
either one of the samples, it was possible to consider only one fourth of the total
size of each, as shown on figure 2.1.

125 mm

FIGURE 2.1: Section of Sample Considered
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Table 2.1 lists the values for the density, thermal conductivity and specific
heat used in the simulation, for both, the adhesive and the composite.

TABLE 2.1: Material Properties - Thermal Analysis

Material =~ Parameter Value Units
Density 0.00136  g/mm?

Adhesive  Thermal Conductivity 0.000331 W/mmK
Specific Heat 1.00 J/gK
Density 0.00187 g/mm3

Composite Thermal Conductivity 0.00035 ~W/mmK
Specific Heat 1.17 J/gK

The adhesive used was Loctite EA 9394 Aero (a.k.a. Hysol EA 9394), the
density and thermal conductivity were given by the manufacturer [24]. It was
assumed that the adhesive behaves isotropically. Its specific heat was taken
from Lai et al.’s article [28] in which a similar epoxy was employed. The Glass
Fiber Reinforced Polymer (GFRP) composites were considered as homogeneous,
isotropic materials with properties assumed similar as those stated by Keller et
al. [29] and Bai et al.[30] in their works.

Three simulations were carried out. One simulation for when sample A is
introduced in the temperature chamber in dry conditions. The second and third
correspond to when each sample is submerged in water, respectively. In all
cases, there’s heat transfer through natural convection with laminar flow. The
corresponding convective heat transfer coefficients for air and water were calcu-
lated using the correlation equation for natural convection on a flat plate shown
on equation 2.9 [31, 32], where Nu, Gr, Pr and Ra stand for Nusselt, Grashof,
Prandtl and Rayleigh numbers respectively.

Nu=C(Gr- Pr)" = 0.54Rat

hL oy (PP9BATES pep\t
Eo 2 k

2.9)

The meaning of each parameter and its corresponding value for each case is
listed on Table 2.2. Properties for both water and air were taken at the average
temperature value, T' = (T + T),)/2, from [33, 34]. The characteristic length for
a horizontal plate is defined as L = sur face area/perimeter [35].
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TABLE 2.2: Parameters for Equation 2.9

Symbol Parameter Air Water Units
p Density 1.109E00  9.901E02  kg/m3
cp Specific heat constant pressure 1.007E03  4.181E03  J/(kgK)
k Thermal conductivity 2.699E-02 6.370E-01 W/mK
L Dynamic viscosity 1.941E-05 5.960E-04 Pas
B Coefficient of thermal expansion 3.200E-03 4.150E-04 1/K
g Gravitational acceleration 9.81 m/s?
L Characteristic Length 10,42 m

Ty Temperature of fluid 333,25 K
Ty Temperature of plate 304,15 K
AT Temperature difference 29.1 K

With the parameter values and equation 2.9, the heat convection coefficients
were estimated to be 4.93 and 819 W/Km? for air and water, respectively. These
values are within the expected ranges for natural convection in gases (5 - 30
W/Km?) and in liquids (20 - 1000 W/ Km?) [32].

The convection boundary conditions were imposed in the model through a
surface film condition interaction only on the top surfaces and external faces.
The bottom was considered as insulated since it’s in direct contact with the floor
of the chamber, and the remaining faces are omitted because of symmetry prop-
erties. A tie condition was also used between the adhesive and the composites
as it was assumed that there is no thermal resistance between both materials.
The tie condition equates temperatures at the matching nodes.

The model was meshed using elements with an approximate global size of
1, and a constraint was placed to have three elements across the thickness of
the adhesive. The geometry of the sample enabled the use of 20-node quadratic
heat transfer bricks (DC3D20) as elements. Figure 2.2 depicts the mesh on the
adhesive as well as the composites. Overall, a total of 15 625 elementd and 93788
nodes were employed.

FIGURE 2.2: Refined mesh on model
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2.3.1 Simulation - Dry Conditions

In the course of the experiment, measurements with sample A in dry conditions
were gathered as a way to study the temperature influence on the FBG sensors
and determine the volumetric expansion coefficient as described on equation
1.13. Figure 2.3 shows the temperature distribution on the sample under these
conditions.

(A) After 1 min (B) After 3 min

(C) After 5 min (D) After 10 min

32495

(E) After 20 min (F) After 30 min

FIGURE 2.3: Sample A - Dry Conditions

The temperature profile for the sample was obtained by monitoring the tem-
perature of a node during the simulation. This node was located in the area
where the FBG sensors were placed in the actual sample. Figure 2.4 shows: (a)
the temperature profile obtained by the simulation, and (b) the actual measure-
ments, for comparison. The higher curve at the beginning of the experimental
results is due to the fact that the temperature chamber needs to go to a higher
temperature than the input setting before it can stabilize at the correct tempera-
ture.
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FIGURE 2.4: Temperature Profiles

2.3.2 Simulation - Wet Conditions

Figure 2.5 shows the temperature distribution of sample A and B at different
times when in wet conditions. As was expected, the surfaces of the adhesive
that are in contact with the water display a higher temperature during the first
moments of the simulation. The temperature of the sample continues to rise
until it finally reaches thermal equilibrium, an average temperature of 333.15 K,
around 5 min after being exposed to the liquid.
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FIGURE 2.5: Sample A
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Graphically, the temperature profile of both samples can be seen on figure
2.6. The chart was created by monitoring a node in the center of the adhesive
throughout the simulations. From figure 2.6, one can see that sample B takes a
bit longer to reach an equilibrium state due to its higher thickness than sample
A. Nonetheless, both samples are able to reach a temperature of 333 K (60 °C)
during the first minutes of the experiment.

Temperature (K)

Sample A ——
SampleB —-----
1

0 2 4 6 8 10
Time (min)

FIGURE 2.6: Sample A and B Temperature Comparison

2.4 Conclusions

The main objective of the thermal analysis was to determine the time it took for
the sample to achieve thermal equilibrium in the case in which the sample was
placed dry inside the temperature chamber, as well for when the sample was
immersed in water.

The main mechanisms for heat transfer in the system were convection be-
tween the sample and the fluid, and conduction through the composites and
adhesives in the sample. The effects of radiation were assumed to be minimal
and thus, neglected. The heat convection coefficients were calculated through a
correlation formula for a horizontal flat plate (equation 2.9). In the case of air,
the coeffient had a calculated value of 493 W/Km?. This value is just a little
below the lower limit of the typical range for gases which is between 5 and 30
W/Km2, but was considered acceptable. For water, the calculated coefficient
was 819 W/Km?, well between the typical range of 20 - 1000 W /Km?.
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While in dry conditions, the sample reached thermal equilibrium within the
first 40 min, as seen on figure 2.3. A temperature profile was created by moni-
toring a node in the area where the FBG sensors were located. The simulation
results were very similar to the experimental values (figure 2.4). Profiles differ
only during the first couple of hours where the experimental values show a tem-
perature spike. This behaviour is due to the temperature chamber which has to
induce a higher temperature to be able to stabilise at the desired input setting.

The simulations for the wet conditions, show that samples A and B are able
to reach thermal equilibrium during the first 60 seconds (figure 2.5), much more
faster than in air. This is not surprising given the magnitude difference be-
tween the calculated convection coefficients. Samples A and B were constructed
equally, the only difference is that sample B has double the thickness of A.
The extra material causes B to take a bit longer to reach thermal equilibrium.
Nonetheless, the difference is negligible and by the the first 5 minutes both sam-
ples reach thermal equilibrium.

Given both samples’ temperature profiles when underwater, it is possible to
correctly assume both samples in isothermal states during the first sensor mea-
surement, which was done after 6 hours of immersion; and all other measure-

ments, which were done with hour-differences from each other.



21

Chapter 3

Mass Diffusion Analysis

3.1 Introduction

Many applications have preferred the use of adhesive bonds over traditional
mechanical joints due to advantages such as a more homogeneous stress distri-
bution, aesthetic appeal, higher stiffness, high fatigue strength, low weight, the
possibility to join dissimilar materials and corrosion prevention [8]. Nonethe-
less, their use is still limited since many of its properties are negatively affected
by environmental conditions.

One of the most important causes for loss of mechanical strength in an ad-
hesive is moisture absorption [28]. By virtue of its polymeric nature, the ingress
of water in an epoxy is associated with an increased separation between the
molecular chains which cause expansional strains. This phenomenon is referred
to as plasticization and it can alter the chemical structure of the component [36].
Studies have shown that moisture intake can be just as damaging as temperature
changes in some polymeric structures [37].

The moisture distribution inside an epoxy component is necessary to fully
assess the adhesive joint’s mechanical response under known environmental
conditions. The diffusion characteristics of moisture in an epoxy adhesive are
critical factors to predict the moisture profile [11]. Numerical simulations have
been successfully used to predict the mass gained by water intake and the mech-
anisms of diffusion through polymeric materials [38].

In the current project, a diffusion analysis with a finite element model was
created to simulate the water ingress inside the epoxy joint of the samples used
in the experiment. Two different models for non-Fickian diffusion were used
and compared. The progression of the average concentration across the sample
with time was calculated and compared to experimental results. The results
for the distribution of the water concentration will later be used to quantify the

hygro-mechanical behaviour in the following chapter.
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3.2 Moisture Diffusion

In his book "The Mathematics of Diffusion”, J. Crank defines diffusion as “the
process by which matter is transported from one part of a system to another as a result
of random molecular motions.” [39]. Heat transfer can also be described in the
same manner, so it is not surprising that both phenomena are analogous to one
another.

Adolf Eugen Fick, was one of the first to make the analogy of diffusion with
heat transfer, and in 1855 published his equations. They are now referred to as
Fick’s first and second law of diffusion.

Fick’s first law of diffusion (equation 3.1) describes the overall mass diffusion
phenomenon, and it’s comparable to the law of heat conduction or Fourier’s law
(equation 2.3). In it, C is the moisture concentration, ] is the mass flux and D is

the coefficient of diffusion.

J=-D -VC (3.1)

Considering the conservation of mass for the system leads to Fick’s second
law, also known as the general diffusion law. If one considers uniform diffusiv-
ity then equation 3.2 becomes 3.3 [40].

ac
S =-V-J (3.2)
a _ <a20 9>C a2c>

ot ~ P\ a2 T2 T a2 (3.3)

In the case of a one-dimensional diffusion process, i.e. a thin layer of material
with a 2h thickness and both surfaces exposed to a constant moisture concentra-
tion, Cp; the analytical solution for the total moisture is given by equation 3.4
[39]. M4 is the amount of solute at saturation.

1 D(2n + 1)%%] (3.4)

M(t) 8 —
=1 = -
Mo 2 T;O 2n + 127 [ 4h?
A simple approximation to equation 3.4 is the following [41].

M(t) Dt\ %4
Mo 1—exp [—7.3 <4h2> (3.5)
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As can be seen from the previous equations, the diffusivity coefficient, D, and
the concentration at saturation, C4, are important parameters to characterize
diffusion in a material. Respectively, they determine the rate of diffusion and
the absorption capacity [9]. Both can be obtained by experimental data. In the
case of the diffusivity coefficient, it is given by the initial slope when plotting
the weight gain, M(t), versus the square root of the time (equation 3.6) [41].

~( 2h NP My— My \?
=) ()

Fick’s laws are the basis for understanding diffusion processes in different

media. They accurately help quantify the concentration to be expected in many
materials. However, it has been noted in multiple studies [36, 42—45] that the
majority of polymers show a non-Fickian nature, often named as anomalous
diffusion.

Figure 3.1 shows schematic curves for non-Fickian weight-gain absorption
data in polymers and polymeric composites [36]. Linear Fickian diffusion is
designated by the solid line "LF". Several models have been proposed for the
study of diffusion in polymeric materials. Two different models were used and
compared in this project: the Time-Varying Boundary Conditions and the Dual-

Stage model.
A c A L.
10 — 0‘:000 it -
() N
Mt ¢ L =T B
M=) S§ L7700
J \
.05 °° .
° \
D
\
0 | ] ! \' Ly
» 10 15 20

FIGURE 3.1: Schematic curves non-Fickian diffusion in polymers
[36]
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3.2.1 Time-Varying Boundary Conditions

The viscoelastic nature of polymers can affect the diffusion process by increasing
the concentration of moisture at the exposed surfaces of the material with time
[44]. In order to take into account this viscoelastic effect, Weitsman and Cai [46]
introduced a model with time-varying boundary conditions using Prony series
(equation 3.7). C; and C, are Prony coefficients, while 7, is the rth time constant
controlling how the concentration is allowed to vary at the boundaries [44].

Colt) = Ci+ 3" Cull — eap(—t/7,) (3.7)

Considering the one-dimensional case of equation 3.3, with an initial concen-
tration, C(x,0) = 0, and boundary conditions equal to equation 3.7 with C; = 0
and one exponential term; the solution is given by equations 3.8 and 3.9 [39].

Both equations will be denoted by C and M, respectively, for future reference.

C(a,t)
Coc

cos(z(8/ D)
cos[h(8/D)*5]

— 1 eap(—Bt)

1682 X (~1)" exp[-D(2n + 122t/4h%] (20 + D
R 7;) 2n+1 [48h2 — Dr2(2n + 1)2] cos o (3.8)
M) =1 — [exp(—Bt)(D/Bh%) 5 tan(Bh?/D)°5...

8 «=~ 1 exp[=D(2n+1)*n’t/(4h?)] 3.9
w2 = 20+ 1)2 1— (2n+ 1)2[Dr2/(45h2)] e

For the general case with time-varying conditions, the solution is given by a
linear combination of C, M , Cg and Mp, as can be seen on equations 3.10 and
3.11 [46]. The last two terms correspond to the solution of the one-dimensional
Fick equation with an initial condition of zero and uniform boundary concentra-
tions equal to one. Both are given in equations 3.12 and 3.13 [39]. The variables
Cy, Cx and M stand for the concentration at the boundary, concentration at
saturation and total amount of solute at saturation, respectively.

R
C(x,t c;,C ,t C,
(z ): H(w )+Z

Coo Co Co

C(,t;6,) (3.10)

r=1
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M(t) _ Cl Cr 9 .
= oM+ 2:; oM 6r) (3.11)
Cu(z,t) . A= (—1)" D(2n +1)x2 (2n + 1)z
o x 2:: o + 1 4h2 O on (3-12)
Mu(t) 8 « 1 D(2n +1)*m%t
M 2 2 n 1) { an? (3.13)

Experimental results can be used to obtain the parameters used on equation
3.13. Keep in mind that 3, = 1/7,. Weistman and Cai [46] give a detailed account
on how to go about this particular fitting. In their investigation, LaPlante et. al.
[44] concluded that the time-varying model with one exponential term was the
model that showed a better approximation to their experimental results when

compared to other models.

3.2.2 Dual-Stage Model

Non-Fickian behaviour is observed in polymers when their temperature is less
than the glass transition temperature (Tg), as it is in this case. This anomalous
behaviour could be the consequence of the relaxation process and/or chemical
interaction between the water molecules and the polymer chains [47]. Under the
glass transition temperature, many properties of polymers are time-dependent,
e.g. the stress may be slow to decay after the polymer has been stretched [39].
Anomalous diffusion occurs when the diffusion and relaxation rates are com-
parable, i.e. the polymer chains don’t adjust as quickly to the presence of the
penetrant.

The dual-stage model is characterized by the schematic curve labelled as
"B" on figure 3.1. Some studies have been able to model this behaviour by the
use of two parallel Fickian processes, others have used two sequential Fickian
processes instead. For their study, Shirangi and Michel [48] compared both ap-
proaches and found that the two sequential Fickian processes adapted better to
experimental data. As such, this approach was chosen for the current project.

The main parameters of the dual-stage model are: diffusion coefficients for
the first and second stage, D; D3, concentrations of saturation at the first and
second stage, Mins1 Mins2 and the time at which the change is made. All of this
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information can be obtained from the experimental data directly and by using
equation 3.6 for the diffusivity coefficients.

3.3 Weak form discretization

The diffusion analysis was made through the mass diffusion analysis options in
Abaqus/CAE. On the grounds of mass conservation, the diffusion analysis is
stated in equation 3.14. In it, V is the volume with surface S, n is the outward
normal to S, | is the flux of concentration of the diffusing phase, and n - J is the
concentration flux leaving S [49].

/ —rdV + / n-JdS =0 (3.14)

Applying the divergence theorem, it can be simplified to,

/ <dC+8~J>dv_o (3.15)
1%

To be able to handle cases between dissimilar materials, Abaqus takes the
normalized concentration, ¢, as the solution variable. The normalized concen-
tration is defined in equation 3.16, where C is the concentration of the diffusing
material and s stands for the solubility in the base material [49].

¢=— (3.16)

The flux of concentration, ], is defined according to Fick’s law (equation 3.3),
which is slightly modified to accommodate the use of the normalized concen-
tration. In equation 3.17, D stands for the diffusivity coefficient.

J:—D-((M—kqﬁ ) (3.17)

In this project, solubility is assumed to remain constant. Hence, equation
3.17 is simplified to equation 3.18.

J=—sD-=" (3.18)
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Applying the variational principle to equation 3.14 and considering J as given
by equation 3.18, the weak form of the diffusion problem is obtained (equation
3.19) [50].

do\ 066 O B 0
/V{égzﬁ(scl?i) +ax.3D.&J dV—/S<5¢—n~ (—sD-ax>ds (3.19)

The variable §¢ is an arbitrary, scalar field as per the variational principle.
Abaqus considers the Galerkin method, therefore d¢ is defined as equation 3.20,
where N N are the interpolation functions [50].

6 = NNV (3.20)

For transient analysis, like in this project, the backward Euler scheme is used
for the time integration. Therefore, the discretize version of equation 3.19 is as
follows [50],

N (.4  ONN o9 _ N 0¢
/V [N <Sdt> + o -sD - <a$>] dV = /SN n- (SD-&E> dS (3.21)

3.4 Diffusion Model

As in the thermal analysis, the geometric and loading symmetries allow the use
of just one part of the model for the diffusion analysis. In this case, one fourth of
the model was considered. The main focus of the analysis was the evolution of
the moisture distribution within the adhesive with time. Two different models

were used for this purpose: Time-Varying Boundary Conditions and Dual-Stage.

3.4.1 Material Properties
Time-Varying Boundary Conditions

The material properties considered for the analysis are given on table 3.1. The
density is given by the manufacturer [24]. The diffusion coefficient was deter-
mined by conducting a linear fit on the first four points of the experimental data
and using equation 3.6. The experimental data corresponds to sample A only,

hence the thickness to be considered is 0.2 mm.
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Solubility is defined as the concentration at saturation, which is the maxi-
mum amount of a substance that can be dissolved per the amount of a solvent
[3]. Abaqus uses solubility to calculate the normalized concentration (equation
3.16), and all boundary conditions must be given as normalized concentrations
as well. This means that if a surface is in full contact with the penetrant a bound-
ary condition equal to one should be applied. In this project, due to the nature of
the boundary conditions used, it was preferable to choose a solubility of 1 and

boundary concentrations as concentration at saturation when necessary.

TABLE 3.1: Material Properties - Time-Varying BC

Parameter Value Units
Density 0.00136  g/mm?®
Diffusion  0.00018325 mm?/h
Solubility 1.00

Dual-Stage

At first glance, the weight-gain data for sample A (figure 1.4 ) might not give
the impression of a dual stage diffusion. However, by taking a closer look, it
is possible to distinguish two stages with different saturation points. Both of
these stages are pointed out on figure 3.2, where the first three points of the
experimental data were omitted.

2.3
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FIGURE 3.2: Dual-Stage on Experimental Data
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The mass saturation concentrations for each stage are 0.0211 and 0.0226, re-
spectively. The corresponding diffusion coefficients were calculated by equation
3.6, doing a linear fit on each of the two slopes. It’s important to note that for
the second stage, the concentration used in the equation is 0.0015, the difference
between both saturation concentrations.

In order to allow the change of diffusion properties in the model, it was nec-
essary to create a time dependency in Abaqus. To do so, the diffusion coefficients
were defined as dependant to a field variable; and then this field variable was
defined equal to the total time of the simulation. This was done through user
subroutine UFIELD. Appendix A shows the respective Fortran code. The time
chosen for the change of properties was 140 hours.

As for the solubility, it was preferred to keep it as unity and account for the
different saturation concentrations through the boundary conditions. Table 3.2
lists the material properties for this analysis.

TABLE 3.2: Material Properties - Dual Stage

Parameter Value Units

Density 0.00136  g/mm?®
1st Stage (0-140h) 0.00021023 mm?/h
2nd Stage (140-336h)  0.00022764 mm?/h
Solubility 1.00

Diffusivity

3.4.2 Boundary Conditions
Time-Varying Boundary Conditions

Given the fact that the adhesive is a polymeric material, it was clear that it would
not follow a Fickian diffusion. To take into account the non-Fickian nature of the
adhesive, the time-varying boundary conditions model was used (section 3.2.1).
Thus, all the surfaces of the adhesive in contact with water were given boundary
conditions following equation 3.7.

Abaqus allows the definition of an amplitude function to be applied with
its loads and boundary conditions. This amplitude can be chosen from a list
of in-built functions or it can be user-defined through a user subroutine. In
this case, the in-built function for exponential decay (equation 3.22) was chosen
since, with just minor adjustments of constants, it equals the desired boundary
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condition. Table 3.3 shows the relations between the parameters from both equa-
tions and the values used for the different values of diffusion mentioned earlier.

Parameter values were chosen to best fit the experimental data.
a= Ay + Aexp(—(t —to)/ta) (3.22)

TABLE 3.3: Boundary Condition Parameters

Decay Equation 3.7 Values
Parameters Parameters Used

Ag C; + 0.037
A -4 -0.0075
ta T 1250
to 0 0

Dual-Stage Model

For the case of the dual-stage model, since solubility was defined equal to one,
the boundary conditions for the adhesive had to be equal to the two saturation
concentrations discussed in section 3.4.1. The boundary conditions for the first
stage remain constant up to the time break when the second stage begins. As
mentioned, Abaqus is able to apply an amplitude with its boundary conditions
so they can be altered with time. In this case a tabular amplitude was used to

resemble a step function for the saturation concentrations.

At first, the composites were considered to be an impermeable barrier for the
adhesive and as such only the external faces of the adhesive were considered as
areas of water ingress. This assumption was supported by weight-gain data for
the composite that showed that after one month it could only retain 1.96% of
water moisture. Yet, the simulation results, shown on figure 3.3, proved that
if only those faces were considered, the saturation concentration could not be
reached during the first 50 hours.

After a second look at the composite-adhesive interface, it is very likely that
water could make direct contact through the top and bottom faces due to the
roughness and porosity of the composite. This assumption was later corrobo-
rated by the simulation results. Therefore, the top and bottom surfaces were

applied time-varying and saturated boundary conditions as well.
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FIGURE 3.3: Diffusion Analysis - Only External Faces

3.4.3 Model Mesh

One of the main goals of the mass diffusion analysis was to use the concentra-
tion results in the following mechanical analysis. To be able to import the results
properly it was necessary for both, the mass diffusion and the mechanical ana-
lyses, to have the exact same mesh. In the mechanical analysis, the main areas
of interest were the locations of the FBG sensors to compare the measurements
with the simulation results. Hence, it was necessary to have elements at the cen-
ter of the adhesive. With this in mind, a constraint was placed on the thickness
of both sample models so that there would be three elements through it. As for
the rest of the sample a uniform mesh was chosen.

Mass diffusion analyses can be performed using only the two-dimensional,
three-dimensional, and axisymmetric solid elements that are included in the
Abaqus/Standard heat transfer /mass diffusion element library [49]. The type of
elements chosen were first-order brick elements (type DC3DS8). At first a global
size mesh of 1 mm was used, but then it was refined to a 0.5 mm mesh to im-
prove the aspect ratio of the elements. Results with both meshes were compared.
In total, with the 1 mm mesh, 9375 elements (13104 nodes) were used; with the
0.5 mm mesh the number increased to 37 500 elements (51 204 nodes). Figure

3.4 shows a detail of both meshes.

(A) 1 mm Mesh (B) 0.5 mm Mesh

FIGURE 3.4: Sample mesh
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3.5 Results

The experimental data was given as a percentage of weight gain, M (¢). How-
ever, the analysis is ran using average concentration, C(¢), as the main variable.
To be able to compare the simulation results with the experimental data, the
weight-gain data was converted to average concentration. The average concen-
tration was calculated through equation 3.23 [28, 51], where pepory = 0.00136 ,
g/mm3 [24] and pyater = 0.0009832 g/mm? [33] are the densities of the epoxy
and water at 60°C , respectively. The experimental results for average concen-
tration are shown on figure 3.5, where one can see that the concentration at sat-
uration is 3.126%.

C(t) = 2o pr () (3.23)
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FIGURE 3.5: Average Concentration - Experimental results

The finite element model calculates the concentration percentage at each in-
tegration point. Thus, to compare results, the average concentration of the whole
sample at each time increment was calculated using equation 3.24 [52]. C; and
V; stand for the concentration and the volume at the integration point, respec-
tively. The formula was implemented through a simple Python script that reads
through the Abaqus results database and extracts the pertinent information. An
example of such a script is presented in Appendix B.

> GV
Cape = 5o (3.24)
Vi
=1

(2
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3.5.1 Average Concentration - Whole Sample

Two different approaches for the modelling of the concentration distribution
across the samples were used: the Time-Varying Boundary Condition and the
Dual-Stage model. The weight-gain experimental data is given for Sample A
only. The average concentration from the FEA results was calculated with equa-
tion 3.24. Figure 3.6 shows the comparison between the experimental measure-

ments and the results for both models.
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FIGURE 3.6: Average Concentration - Whole Sample

Since the adhesive is below its glass transition temperature, it shows a non-
Fickian behaviour. This behaviour is taken into account by both of the models
used. Had this not been the case, the model would have followed a Fickian
profile. For comparison, figure 3.7 shows the average concentrations obtained

by the models and the analytical solution for Fickian diffusion.
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3.5.2 1 mm vs 0.5 mm Mesh

Two different meshes were used for the simulations; a uniform mesh with a
global element size of 1 and a more refined mesh with a global element size of
0.5. Usually, the use of more and finer elements leads to a more precise result at
the cost of more computational time. The concentration profiles obtained from
simulations with each mesh and with each model are compared in figure 3.8.
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FIGURE 3.8: Mesh Comparison

In both cases, it is clear that the use of the 1 mm mesh is sufficient enough
to get a reliable concentration profile. A refined mesh is not necessary since the
desired result is not focused on a particular section of the adhesive but rather the
average concentration across the whole sample. For the subsequent mechanical
analysis, however, results are wanted from specific areas of the sample where a
more refined mesh might prove more accurate. The difference in computational

time between each mesh for each case is presented in table 3.4.

TABLE 3.4: Computational Times per Mesh Size

Sample A Sample B
1 mm 0.5 mm 1 mm 0.5 mm
Time-Varying 15s 44 s 18 s 55s
Dual-Stage 17's 47 s 16s 48 s

9375elem. 37500elem. 9375elem. 37500 elem.

ProblemSize “13104n) (51204n) (13104n) (51204n)
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3.5.3 Average Concentration - Sample A and B

For the experimental results, two samples were used: sample A and sample B.
Both samples were put under the same environmental conditions. The only dif-
ference between the samples is the adhesive thickness; sample A has a thickness
of 0.2 mm while sample B has a bigger thickness of 0.4 mm. Simulations were
ran for both samples. Figure 3.9 shows the average concentration profiles of
each sample per modelling approach.
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FIGURE 3.9: Average Concentration - Sample Comparison

The concentration profiles for both samples differ greatly between each other.
Sample A is able to reach its concentration of saturation much faster than sam-

ple B. This is not surprising given that sample A has less volume than sample
B.

3.5.4 Average Concentration - Sensor Areas

As was mentioned, each sample has FBG sensors embedded in the adhesive
layer. Sample A has a 10mm FBG sensor located near the center and Sample
B has a 10 mm FBG sensor located more closely to the edge of the sample. In
the numerical model, sets of elements were created for the areas where the FBG
sensors were located in both of the samples.

A comparison between results for these areas for each sample is shown on
figure 3.10. The results show that being closer to the edge or at the center has no

impact on the average concentration within the sensor area.



36 Chapter 3. Mass Diffusion Analysis

35 T T T T T T 3 T T T T T T
3r P e b 25 F ]
g - g
I 25 - /, 7 S 2
I 1 g
o ’ o 15 q
s / 5
8 15/ b [¥]
o i o
g / 2 1 |
o 1+ / 4 o
o / o
> >
< / <
05 |-/ Sample A: Center Sensor —-—-— |4 0.5 - Sample B: Center Sensor u
i
/ Sample A: Edge Sensor - - - - Sample B: Edge Sensor —-—-—
0 L L L T T T 0 | | | T T T
0 50 100 150 200 250 300 350 0 50 100 150 200 250 300
Time (h) Time (h)
(A) Sample A (B) Sample B
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3.5.5 Concentration Distribution

The average concentration of the sample was calculated in order to compare
simulation results with the experimental results. Nonetheless, the most impoz-
tant result from the analysis is the concentration distribution on the sample and

its progression with time. Figure 3.11 shows the distribution across the thickness

of sample A and B.
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FIGURE 3.11: Concentration Distribution at 336 h

As was expected, areas in contact with water show a higher concentration
very early in the simulation. In the case of sample A, the saturation concen-
tration is reached rapidly with only slight differences in the third and fourth
decimals of the concentration values. On the other hand, sample B is only able
to reach a saturation state towards the end of the simulation.

The concentration progression with time in each sample is depicted on figure
3.12. The limits of each frame were kept the same for a fair comparison. After
the 140th hour, for sample A, there are no visible changes across the sample since
the concentration differences are minimal.
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3.6 Conclusions

A diffusion analysis by means of a finite element model was executed in order to
obtain the concentration distribution of the moisture absorbed by the adhesive
in sample A and B. This allowed a better understanding of the diffusion pro-
cess within the material. Comparison with the experimental results was possi-
ble by converting the experimental weight-gain data into average concentration
3.23 and by calculating the average concentration at the integration points of the
whole model with equation 3.24.

Several models for non-Fickian diffusion can be found in the literature. In
this project, two were chosen: Time-Varying boundary conditions and the Dual-
Stage model. The average concentration for each model was compared to the
experimental results as is shown on fig 3.6. From the two, the time-varying BC
shows a good fit with the data. However, this is expected since the parameters
in equation 3.10 are chosen to provide the best fit.

The parameters for the dual-stage model are the saturation concentrations
and the diffusion coefficients at each stage, the latter are calculated theoretically
through equation 3.6. The Dual-Stage model provides a reasonable fit to the
data overall. However, it tends to underestimate the concentration during the
first stage and overestimate concentrations for the second stage. This relates
directly to the diffusion coefficients and the error when calculating them from
very few data points.

In any case, both models account for the viscoelastic nature of the adhesive
and how it can slow down the diffusion process. When compared to a com-
pletely Fickian diffusion (figure 3.7), it is clear that the Fickian diffusion overes-
timates the concentration, especially during the first hours of the simulation.

The main drawback of either one of the models used for anomalous diffusion
is that the parameters have to be obtained through experimental data which, of
course, limits its implementation.

As in any finite element model, the way a continuum is discretize can greatly
affect the whole analysis. If a mesh is too course, the results may be unreliable
and too fine a mesh may lead to a very high computation cost and a lengthy
analysis. During this analysis, two meshes were implemented. The first one
was a uniform mesh with a global element size of 1 mm; and a finer mesh with
0.5 elements.

The results obtained, figure 3.8, show that the use of the more refined mesh
doesn’t have an impact on the predicted average concentration values across the
whole sample. Nonetheless, it may have an impact when focusing on a smaller

area of the sample which is the case for the subsequent mechanical analysis.
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Computational times are increased three times when using the finer mesh, but
since times are still under a minute it’s not considered a limitation. Both meshes
were used for the following mechanical analysis and results compared.

Experimental results used two different samples. The samples differ from
each other only by their thickness; sample A has an adhesive thickness of 0.2
mm and sample B a 0.4 mm thickness. Models for both samples were created
and average concentrations results from both samples are shown on figure 3.9.
The results show that the thickness difference has a very strong influence on
the concentration across the sample. Clearly, Sample A has less volume and is
able to reach a saturated state within the first 140 h. The concentration across
sample B is increasing steadily up to the last few hours of the simulation when
concentration values differ slightly between each other.

FBG sensors were embedded into the adhesive layer of each of the sample.
In sample A, a 10 mm FBG sensor was located at the center and in sample B the
sensor was located closer to the edge. It was believed that the sensor located at
the edge would be subjected to a higher moisture concentration than the one in
the center. As figure 3.10 shows, that is not the case. The amount of moisture
entering the sample from the external faces is negligible when compared to the
top and bottom faces. Hence, the main contributor for the differences in con-
centrations between the sensors is not their location but the fact that they are
embedded in samples with different thicknesses.



3.6. Conclusions

39

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6031e-03
+0.0000e+00

(A) Sample A 22h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(C) Sample A 44h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.30252-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(E) Sample A 140h

CONC
(Avg: 75%)

+3.1261e-02
+2.6656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.6236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.6152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(G) SampleA 184h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.6236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.6152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(1) Sample A 336h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(B) Sample B 22h

CONC
(Avg: 75%)

+3.1261e-02
+2.8650e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(D) Sample B 44h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.8230e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(F) Sample B 140h

CONC
(Avg: 75%)

+3.1261e-02
+2.8656e-02
+2,6051e-02
+2.3446e-02
+2.0841e-02
+1.8236e-02
+1.5630e-02
+1.3025e-02

+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(H) Sample B 184h

CONC
(&vg: 75%)

+3.1261e-02
+2,8656e-02
+2.6051e-02
+2.3446e-02
+2.0841e-02
+1.5236e-02
+1.5630e-02
+1.3025e-02
+1.0420e-02
+7.8152e-03
+5.2102e-03
+2.6051e-03
+0.0000e+00

(7) Sample B 336h

FIGURE 3.12: Concentration Distribution Progression
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Chapter 4

Hygro-Mechanical Analysis

4.1 Introduction

The ingress of water molecules into a polymeric material leads to the chemical
interaction between the water molecules and the polymer chain. This interaction
leads to two different stages of water that can be found in the polymeric mate-
rial. A percentage of the water molecules group in the voids and cavities within
the material, these are referred to as the "free" or "unbounded" molecules. In
contrast, the rest of the molecules are called "bounded" since they interact with
the polymer chains and form hydrogen bonds [37]. These states have been de-
tected through the use of spectroscopic methods [53, 54].

The absorption of water by an adhesive produces an overall expansion in the
material’s volume. This behaviour is known as hygroscopic swelling. Studies
have observed that the ratio between the hygroscopic swelling volume and the
volume of absorbed water is less than one [55, 56]. Hence, not all the absorbed
water molecules have an active role in the expansion. It is very likely that only
the "bounded" molecules contribute to the expansion. When water molecules
form hydrogen bonds with the hydroxyl groups found in polymers, it causes
a disruption in the inter-chain hydrogen bonding leading to an increase in the
inter-segmental hydrogen bond length [56] which leads to swelling.

The hygroscopic swelling of a polymer can produce hygroscopic stresses if
there’s a material response mismatch in the structure. These stresses are similar
to the stresses caused by thermal expansion [57]. Both effects can add up and
affect the total mechanical response of the adhesive joint. Hygroscopic stresses
are related to moisture content very similarly to how thermal stresses are related
to thermal distributions. The stress distribution caused by hygroscopic swelling
has been successfully calculated through the use of finite element techniques
[58-62].
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In this project a sequentially coupled hygro-mechanical analysis was per-
formed. The concentration profiles calculated in 3, were used in a mechanical
analysis in Abaqus. The strain distribution and evolution against time due to
moisture concentration was obtained. Results were compared to those obtained
by the FBG readings done in the base experiment.

4.2 Hygroscopic and Thermal Strain

The absorption of water by a polymer causes a swelling in the material known
as hygroscopic swelling and the deformation of the material referred to as hy-
groscopic strains. It has been found that hygroscopic strains, €y4,,, follow a
linear relationship with the change in concentration in the material AC. The
behaviour is in analogy to how thermal strains, €ipermal, linearly depend on the
temperature difference, AT. Both dependencies are mathematically shown on
equations 4.1 and 4.2 [62].

€hygro = B-AC 4.1)

€thermal = o+ AT (4.2)

The symbols $ and « stand for the coefficients of hygroscopic swelling and
thermal expansion, respectively. Both can be determined experimentally. In the
case of «, it can be found listed for many materials.

Under normal conditions, a material can be subjected to temperature changes,
differences in moisture concentration and mechanical loads. Thus, the total de-
formation in the material is given by the sum of all three induced strains (equa-
tion 4.3 [62]).

€total = €mechanical t €thermal T €hygro (43)

In this particular experiment, the samples were exposed to thermal and mois-
ture concentrations changes only. As was explained in chapter 1, thermal strains
were measured in a separate experiment and hygroscopic strains were calcu-
lated through equation 1.14.

This linear superposition of the mentioned strains is applicable when the to-
tal resulting stress is below the material’s elastic limit [62]. Experimental results
show that the strains are small enough so that this is the case at all times.
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4.3 Hygro-Mechanical Model

4.3.1 Coupling the Mass Diffusion Analysis

In order to quantify the deformation suffered by the material due to moisture
absorption, a mass diffusion analysis was carried out on models for both of the
experimental samples (Chapter 3). The spatial moisture concentration profile of
each was then sequentially combined with a mechanical deformation analysis.
Both analyses were executed through the Abaqus/CAE finite element software.

Abaqus doesn’t offer the possibility to directly use the concentration distri-
bution for a hygro-mechanical analysis. It does, however, offer the option to per-
form a thermo-mechanical analysis. Given the close similarities between both
phenomena, it was possible to use this capabilities for the hygro-mechanical
analysis.

The normalized concentration values at each node were imported into the
mechanical analysis as temperature values. This was achieved through the For-
tran code developed by S. Yoon, C. Jang and B. Han [58]. The code is presented
on Appendix C. It reads the record key of the mass diffusion results database
and changes it from normalized concentration (key 221) to nodal temperature
(key 201). Then, the results can be imported into the mechanical analysis as a
predefined temperature field using the usual Abaqus commands directly in the
input file or through the graphical interface.

During the mechanical analysis, the hygro-mechanical strain is calculated
as a thermal strain by specifying the coefficient of hygroscopic swelling as the
thermal expansion coefficient in the material properties, as it was done in this
case. If one desires to conduct a coupled hygro-thermal mechanical analysis,
that is also possible by importing the concentration values as a predefined field
and using the user subroutine UEXPAN to define the coefficient of hygroscopic
swelling and thermal expansion. An example of this approach is given in S.
Yoon et. al.’s article [58].

4.3.2 Material Properties

In a finite element analysis is usual to take advantage of the symmetric prop-
erties, geometric and load-wise, to simplify the model and the computational
effort. In this case, it was possible to only consider one fourth of the sample
as shown on figure 4.1. The composites were also taken into account since the
interaction between them and the adhesive was important for the mechanical

analysis.
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(4) Whole Model (B) Detail View

FIGURE 4.1: Model for Hygro-Mechanical Analysis

Table 4.1 lists the material properties for both the adhesive and the compos-
ites. The coefficient of hygroscopic swelling was determined by experimental
data, since it is given by the slope when plotting strains values against concen-
tration, as given by equation 4.1 and shown on figure 1.7.

The coefficient of hygroscopic swelling (CHS) is a material property, and as
such, doesn’t depend on the geometry. The experimental data shows, however,
very different CHS values for Sample A and Sample B. It is still unclear why
this is the case. For the analysis, in order to compare computed strains with
experimental results, it was decided to use the corresponding theoretical CHS
values for each sample as well.

Viscoelastic properties of the adhesive were not contemplated in the analysis.
Expected tensile strain values are small enough that the material is kept in the
elastic range, as shown by the stress-strain curve for Hysol EA-9394 adhesive
[63].

TABLE 4.1: Material Properties - Hygro-Mechanical

Material Parameter Value Units

Density 0.00136 [24] g/mm3

Young’s Modulus 549 E+16 [24] (g-mm/s?)/ mm?
Adhesive  Poisson’s Ratio 0.4 [63]

Coeff. Hygroscopic 0.004030 (A)

Swelling 0.007685 (B)

Density 0.00187 [30] g/mm3

Composite Young’s Modulus ~ 4.17E+17[29] (g - mm/s2)/ mm?
Poisson’s Ratio 0.3 [29]
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4.3.3 Boundary Conditions and Loads

Since only one fourth of the sample was used, symmetric boundary conditions
were applied on the corresponding faces. Also, a condition of zero displacement
in the y-axis was applied to the bottom surface since it’s simply supported by
the tray. Figure 4.2 shows the model with the faces where the conditions were
applied.

FIGURE 4.2: Boundary Conditions - Hygro-Mechanical

The weight of the composites on the adhesive was included in the analysis
through the use of a gravity load. This is an in-built load in Abaqus. It is used to
represent the gravitational acceleration. Abaqus applies the weight according to
the geometry and density of the material. The inputs are the direction and the
magnitude. In this case, since milimeters and hours were the units used, it has a
value of -1.27008E+11 mm/h? (9.81 m/s?).

Another external force considered was the water pressure on top of the sam-
ple. As was explained on chapter 1 and 3, the samples were submerged in a
tray with demineralised water. The column of water on top of the samples had
a maximum height of 5 mm. Thus, the water pressure on top of the sample had
a magnitude of 6.24E+08 g/mm h?.

The moisture concentration distribution within the sample is the main driver
for the deformation. This load was imported as a predefined field in the model.
Concentration values are applied on each node according to the previously per-
formed mass diffusion analysis. Two approaches were used for the concen-
tration distribution: Time-Varying Boundary Conditions and the Dual-Stage
model. Both results were used for the sequential mechanical analysis in sep-

arate simulations.
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4.3.4 Interactions

The interaction between the composites and the adhesive was very important
in the mechanical analysis. This interaction was defined as a contact interac-
tion with tangential behaviour using a high frictional coefficient (0.9). The in-
teraction was defined between the top surface of the bottom composite and the
bottom surface of the adhesive; and between the bottom surface of the top com-
posite and the top surface of the adhesive. This interaction was preferred over
a tie constraint, since the latter would prove very restrictive. A frictional inter-
action was deemed more representative and since there’s is a chance of slippage
between the surfaces, the composites were modelled as slightly larger than the
adhesive.

4.3.5 Model Mesh

When a predefined field is imported, nodes in the mesh are assigned the re-
spective values. To this end, it is advisable to keep the meshes between the
analyses as similar as possible. If there’s a mismatch between the meshes, the
algorithm tries to interpolate values between nodes. Of course, this can intro-
duce more variability in the study. For this analysis, it was preferred to keep
identical meshes for the adhesive between analyses.

The mass diffusion analysis only considered the adhesive. In the hygro-
mechanical analysis three part instances were considered: the adhesive, the top
composite and the bottom composite. The use of more or less instances between
analyses is not a problem when importing results for a predefined field. The
program assigns the nodal values according to the name of the part. As long as
each instance has the same name in both analysis, the use of other instances will
not affect the results.

For the adhesive, two uniform meshes were used in the mass diffusion anal-
ysis, a coarse mesh of 1 mm elements and a finer mesh of 0.5 mm elements.
During the mass diffusion analysis, the coarse mesh proved sufficient to obtain
accurate results. In the case of the hygro-mechanical analysis, the finer 0.5 mesh
provides a better element aspect ratio, 7.5 for Sample A and 3.5 for Sample B,
which could lead to an improvement in results. Both meshes were used and
results were compared.

Both meshes had a constraint of 3 elements for the thickness. This was done
in order to have central elements where the FBG sensors were embedded in the
samples. Element sets for both sensors were created in both samples to com-
pare simulation results with experimental measurements. Figure 4.3 shows the
location of the element sets defined on the 1 mm mesh.
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(A) Top View (B) Side-view Detail

FIGURE 4.3: Sensor Element Sets - 1 mm Mesh

As for the composites, a coarse uniform mesh of 1 mm was imposed on both
parts. The composites were not areas of interest in the analysis and a 1 mm mesh
provides a good aspect ratio since both have a thickness of 1 mm.

All part instances were assigned 8-node linear brick elements with reduced
integration (type C3D8R). Given the geometry of the sample, in which two di-
mensions are much larger than the third, the use of shell elements would have
been, perhaps, more appropriate. However, the use of shell elements is not sup-
ported for a mass diffusion analysis, and so, it limited the use in the mechanical
analysis since respective nodes were desired to be equal for the assigning of
the predefined field. An alternative, would have been to use continuum shell
elements, which take their thickness from the element nodal geometry, for the
mechanical analysis only. Unfortunately, the constitutive relations for contin-
uum shell elements in Abaqus are not equipped to handle temperature changes
unless it is in a coupled thermal-displacement analysis [64].

4.4 Analysis Results

Fibre-Bragg Grating (FBG) sensors are sensitive to mechanical strains as well as
to temperature changes. For this reason, their use has proliferated in structural
health monitoring applications. In this experiment, FBG sensors were embed-
ded in the adhesive layer of the sample and the wavelength measurements were
used to calculate hygroscopic strains through equation 1.4. It’s important to note
that FBG sensors measure strains in the direction parallel to their axis.

A sequentially-coupled hygro-mechanical analysis was performed through
the use of the finite element method. Two different approaches were used for
the mass diffusion analysis: Time-Varying BC and Dual-Stage. Results from
both mass diffusion approaches were implemented for the hygro-mechanical
analysis. Strain profiles for each FBG sensor were compared to the experimental

ones.
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4.4.1 Time-Varying BC Strain Profiles

The Time-Varying Boundary Condition model takes into account the visco-elasti-
city effect on the diffusion mechanism through the use of time-dependent bound-
ary condition based on a Prony series given on equation 3.7.

Two different samples were used for the experiment, Sample A and Sample
B. Sample A has a thickness of 0.2 mm and a 10-mm FBG sensor placed near the
center of the sample. Sample B has a thickness of 0.4 mm and a 10-mm FBG sen-
sor closer to the edge of the sample. Strain profiles for the sensors corresponding
to each sample are shown on figure 4.4.
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4.4.2 Dual-Stage Strain Profiles

The Dual-Stage model proposes the analysis of the anomalous diffusion by char-
acterizing it as the product of two sequential Fickian diffusion profiles with dis-
tinct saturation concentrations and diffusion coefficients. The strain profiles es-
timated for this approach and for each FBG sensor are displayed on figure 4.5.
Figure 4.6 shows a comparison between the different approaches and different
sensor areas.
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44.3 1mm vs 0.5 mm Mesh

The finite element method is a numerical method which tries to approximate
the response of a continuum solid through the analysis of discrete sections of
it. It is a numerical approximation, and as such, it is evident that the finer you
discretize, the better the approximation. Of course, the use of more elements
comes with an additional cost: computational time. In this case, two different
meshes to partition the sample were used: 1 mm mesh and a 0.5 mm mesh. The
results for the strain profiles for each different mesh per diffusion approach are
shown on figure 4.6.
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The computational time required by each analysis is detailed on table 4.2.
Information is also given on the number of elements and nodes involved with
each mesh size.

TABLE 4.2: Computational Times per Mesh Size

Sample A Sample B
1 mm 0.5 mm 1 mm 0.5 mm
Time-Varying 16 min 1h 36 min 10 min 1h 8 min
Dual-Stage 24 min 1h 22 min 12 min 1h

15927 elem. 44 052 elem. 15927 elem. 44 052 elem.

ProblemSize ~hcgo0n)  (64920n)  (26820n) (64920

4.4.4 Water Pressure Effect

Both samples were placed inside a box and submerged in demineralise water.
The column of water on top of both samples had a height of 5 mm. The pressure
exerted by this column was considered as a load in the hygro-mechanical model.
A separate set of simulations were ran without this pressure load to quantify the

effect of the water pressure on the strain profiles. Results are shown on figures
4.7 and 4.8 .
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4.5 Conclusions

The strains caused by moisture absorption in an adhesive joint between com-
posites were determined by a sequentially-coupled hygro-mechanical analysis
using a finite element model. The simulation results were compared to experi-
mental values obtained through Fiber Bragg grating sensors embedded in adhe-
sive layers with thicknesses of 0.2 and 0.4 mm.

The diffusion process through the polymeric material was modelled by two
different approaches: the Time-Varying Boundary Condition and the Dual-Stage
model. Figures 4.4 and 4.5 show the strains profiles from each approach, respec-
tively; and figure 4.6 compares both approaches.
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With the time-varying boundary condition approach, the mechanical strains
show slightly higher values than the experimental results for the sensor in Sam-
ple A. The profile trend, nonetheless, does resemble the experimental strain pro-
file during the first 150 hours. The difference could be attributed to the error in-
volved in calculating the value for the coefficient of hygroscopic swelling (CHS),
which was done by estimating the slope of the strain-concentration curve shown
on figure 1.7. The strain profile for the sensor in Sample B with this approach,
4.4b, gives a better correlation with the experimental results.

In the case of the dual-stage model, strain profiles obtained for Samples A
and B demonstrate a good correlation with the experimental results, during the
first 200 hours. Both approaches used the same CHS values. The time between
the stages in the dual-stage diffusion model, coincides with the increase of the
experimental values. In this way, the dual-stage model is able to adapt better to
the results than the time-varying boundary condition model.

Neither approach, however, follows the experimental profile trends on either
one of the samples after the 200th hour of the simulation. In sample A, the
experimental values show a steady increase from an approximate strain value of
0.00012 to 0.00014; with a slight decrease towards the end of the measurements.
A much more quick increase is observed in Sample B, where the maximum strain
value reached is 0.00024; followed immediately by a decrease.

During the experiment, all external conditions were kept constant. The only
load varying with time was the amount of moisture entering the sample. The
hygroscopic strains follow a linear relationship with the concentration differ-
ence, as stated in equation 4.1. A strain value of 0.00014 in sample A, would
then imply a concentration of 3.47%, which is higher than the 3.126% measured
from weight-gain absorption data (figure 3.5). The sudden increase and decrease
shown by sample B, would imply a sudden higher diffusivity followed by a des-
orption process. Both samples were kept submerged for all measurements.

A change in temperature could affect the diffusivity coefficient in the sam-
ples and provoke thermal strains that weren’t accounted for during the mea-
surements with the dry sample (section 2.3.1). The samples were placed in a
temperature chamber controlled and monitored at 60 + 2 °C, throughout the
experiment. Thermal strains can be calculated by equation 1.13. A 2°C increase
in the temperature would account for an increase of only 0.0000183 in the strain
value.

Experimental strain values were calculated by the changes in wavelength
measured by the FBG sensors (equation 1.4). It is possible that during a wave-
length measurement, the spectrum recorded by the FBG is not composed of only
one clear peak but rather several peaks. The measurement equipment used,
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takes the highest of the peaks and presents that as the measurement. This high-
est peak may not be representative of the sample. A comparison between spectra
and wavelength could help determine if this is the case for the odd measure-
ments presented in the strain profiles. Unfortunately, the measuring unit is able
to record either wavelength or spectra only, not both simultaneously, so such a
comparison was not available.

Simulations were performed using two different meshes for each sample: a
1 mm and a 0.5 mm mesh. The 0.5 mm mesh was thought to be better since
it provided a better aspect ratio for the elements. However, as can be seen on
figure 4.6, for the time-varying boundary condition simulations the obtained
strain profiles from both meshes are basically identical. The same holds true for
the strain profile for the sensor in sample B with the dual-stage approach. The
only case where the use of a finer mesh is justified is with sample A with the dual
stage approach. There’s a noticeable difference between measurements. The
finer mesh shows lower strain values that provide a better correlation with the
experimental values during the first hours. Sample A with the dual-stage model
could be more susceptible to a finer mesh than sample B because of its thinness.
When compared to sample A with the time-varying boundary condition, the
concentration profiles from both samples (figure 3.9) shows that the dual-stage
model has more drastic changes in concentration that a finer mesh is able to
adapt to better.

The use of a finer mesh always implies a higher computational time. Table
4.2 shows that the use of the 0.5 mm mesh increases the computational cost by
an average factor of 5. This computational cost was only justified for one case,
when the sample’s focus area is closer to interaction zones and there’s more
variability in the loading conditions.

Lastly, the effects of the water column on the measurements were estimated
by running simulations with and without considering it and then comparing
the results. Results were obtained for different size meshes as well. When using
the time-varying approach on sample A, figure 4.7a, the water column shows
to have an effect with either size mesh, lowering the strain values. Differences
between meshes are negligible if the water pressure is disregarded. If the water
column is considered, the mesh size does play an important role showing higher
strain values with a coarser mesh than with the finer mesh. Neglecting the water
column effect with a 1 mm mesh shows a maximum difference of 0.000011691
(10.49 % increase).
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For sample B, with the time-varying approach, mesh sizes don’t create any
differences as seen on figure 4.7b. The water pressure on the sample does lower
the magnitude of the strain values from 0.000227176 to 0.000221605 (2.51 % de-
crease), most notably during the last hours of the simulation.

With the dual-stage approach, similar behaviours between same size sam-
ples are seen. When using the time-varying approach on sample A, figure 4.8a,
the water column doesn’t show any effect with a 0.5 mm mesh. On the other
hand, with the 1 mm mesh, the effect is considerable. Disregarding the water
pressure with a 1 mm mesh can lead to estimate strains 9.77% higher than in
reality. Sample B remains unchanged with different meshes but is affected by
the water column on top. Nonetheless, the water effect on sample B creates a
small difference of 5.62E-06 (2.49 % decrease) between strain values.
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Summary

5.1 Introduction

This project was motivated by the experimental results obtained by a research
team at the Institute of Fluid-Flow Machinery in Gdansk, Poland. The experi-
ment consisted of three samples of adhesive joints between composites that were
submerged in water for a period of 336 hours. The goal of the research was to
quantify the moisture-induced strains on the adhesive joint and prove the feasi-
bility of using Fiber Bragg Grating (FBG) sensors for such a purpose.

Due to the polymeric nature of adhesives, moisture content in the surround-
ings of an adhesive joint can be absorbed and have a detrimental effect on the
mechanical strength of the bond. Lack of a complete understanding of these
dynamics, limits the use of adhesive joints in many applications where a faulty
adhesion may pose a safety hazard.

FBG sensors embedded in adhesive joints could be used in structural health
monitoring applications, as a way to profit from the versatility and many ad-
vantages of adhesives in a manner that won’t risk public safety.

The goal of the present project was successfully reached by creating numer-
ical models that could represent the thermal response, mass diffusion dynam-
ics and moisture-induced strain propagation of the samples used. Three sepa-
rate finite-element models were created: a transient thermal analysis, a transient

mass diffusion analysis and a hygro-mechanical analysis.

5.1.1 Thermal Analysis

FBG sensors are both sensitive to mechanical strains as well as temperature
changes. Since the moisture-induced strains, also referred to as hygroscopic
strains, were the focus of the experiment, temperature’s effect on the measure-
ments had to be quantified and considered.

One sample, labelled as sample A, was placed in a temperature chamber
at 60°C in dry conditions, to quantify the strains produced by the temperature
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change and assess the time it took the sample to reach thermal equilibrium. Af-
terwards, samples A and B were placed in the same temperature chamber com-
pletely immersed in water. Temperature was kept constant so that all following
measurements could be associated directly to hygroscopic strains.

The thermal model was constructed to simulate the temperature distribution
of Sample A when inside the chamber in dry conditions and also when samples
A and B were inside the chamber in wet conditions.

When in dry conditions, the thermal model was able to accurately simulate
the temperature profile obtained by the FBG sensor embedded in the sample.
Experimental values were not collected for the temperature profiles for when
the samples A and B were submerged.

During the experiment, the samples had to be taken out of the water and be
weighed outside of the temperature chamber. Mathematical models for this situ-
ation were created in order to verify the assumption that all strain measurements
were done under an isothermal state. Simulations results show that both sam-
ples, in spite of the difference in thickness, are able to reach thermal equilibrium
within the first 5 minutes. There were hours of difference between the weight
measurements and the strain readings. Thus, one can conclude that, even when
considering the error involved in the calculation of the convection coefficient,
both samples were in an isothermal state when the strain measurements were
recorded.

5.1.2 Mass Diffusion Analysis

At the moment the samples are submerged, a diffusion process is started in
which water penetrates inside the sample until it reaches a saturation point. The
concentration distribution of moisture inside the adhesive of both samples was
essential to properly simulate the hygroscopic strains.

During the experiment, sample A was periodically weighed to determine the
overall level of moisture concentration and determine the saturation point.

Mass diffusion processes, in many materials, can be mathematically anal-
ysed through Fick’s equations of diffusion, which hold a strong analogy to heat
transfer equations. Polymeric materials, however, have shown not to follow the
diffusion profiles predicted by Fickian equations.

Different mathematical models have been created to better understand the
diffusion dynamics in polymers such as adhesives. In the present project, two
different approaches were implemented: time-varying boundary conditions and
the dual stage model. Results from both approaches used in samples A and B,
were produced and compared.
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The main drawback from either one of these approaches, and also from Fick-
ian equations, is that they all use variables obtained from experimental values.
When comparing the overall concentration of sample A from both approaches
with experimental data, the time-varying boundary condition shows a better
correlation than the dual-stage model. However, the time-varying boundary
condition model requires the adjustment of variables to provide the best fit. The
dual-stage model requires less information from experimental results. Nonethe-

less, the dual-stage model also presents a good correlation with results.

5.2 Hygro-mechanical Analysis

The main focus of the project was to predict the hygroscopic strains inside the
adhesive layers in samples A and B. To this effect, a sequentially coupled hygro-
mechanical analysis was conducted.

With the mass diffusion analysis, average concentration of the whole sample
was calculated to compare with experimental results. Yet, the most important
result was the concentration distribution within the sample and its progression
with time. These spatial-concentration results were imported into a mechanical
analysis to simulate the swelling effect of moisture absorption. Results from
both mass diffusion approaches were used.

Strain measurements taken by the FBG sensors correspond to very localised
areas inside the adhesive. Sets of elements from the FE model were taken from
these areas in the samples and results were compared to experimental values.

Both approaches are able to follow the strain profile up to the 200th hour. The
dual-stage model shows better correlation with results in general, especially for
the strain increase in sample B around the 150th hour of simulation.

Unfortunately, after the 200th hours, experimental values show a profile that
neither model can simulate. Experimental strain values show an unlikely in-
crease. Considering the linear relationship between hygroscopic strains and
moisture, experimental strain results on sample A seem to indicate a concen-
tration value of 3.47%, much higher than the saturation point of 3.126 %.

All loading conditions were kept constant throughout the experiment. Tem-
perature was controlled by the temperature chamber and kept at 60 + 2°C. A
temperature variation could affect diffusivity and create thermal strains. How-
ever, a 2°C variation would only account for an increase of 0.0000183 in the strain
values which is not enough for the results obtained.

Experimental strain values were calculated by the changes in wavelength
measured by the FBG sensors. It’s a possibility that during a wavelength mea-
surement, the spectrum recorded by the FBG was not composed of only one
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clear peak but rather several peaks. The measurement equipment used, takes
the highest of the peaks and presents that as the measurement. This highest
peak may not be representative of the sample. A comparison between spectra
and wavelength could help determine if this is the case for the odd measure-
ments presented in the strain profiles. Unfortunately, the measuring unit is able
to record either wavelength or spectra only, not both simultaneously, so such a
comparison is not available.

The FE models created for the hygro-mechanical show a good correlation
with experimental results for 60% of the simulation time. The reasons for the in-
congruences towards the end of the simulation remain unknown. It may be that
the mathematical models used for moisture diffusion in the sample are not able
to completely represent the diffusion process, yet, good correlation with sample
concentration was obtained with both approaches. Unaccounted loading con-
ditions during experimental measurements could have also affected the strain
profiles, or perhaps variabilities within the measuring equipment. Nonetheless,
in both those cases, there’s lack of information to corroborate.

5.3 Future Works

All the analyses conducted to study the thermal, mass diffusion and hygro-
mechanical responses of the samples are explained thoroughly in the present
project so the methodology followed can be implement in further experiments.

Given the fact that the simulation results weren’t able to explain the exper-
imental strain profiles for the last hours of the experiment; new experimental
data is needed to verify if the erratic behaviour is due to the model or to unac-
counted factors during the measurement of this particular set of values.

Within the context of the research efforts at the Institute of Fluid-Flow Ma-
chinery, the 3D finite element models created give an approximation to the dif-
fusion and swelling effects that are taking place along the whole sample as op-
posed to only focalized areas where experimental values can be obtained. The
representation of the concentration distribution provides good guidance as to
where would be best to place sensors for future experiments. Also, the finite
elements models, will serve as a basis for furthering the research into the spe-
cial dynamics taking place between the adhesive and composite layers and the
degradation of the joint in these areas.
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Appendix A

User Subroutine - UFIELD

SUBROUTINE UFIELD(FIELD,KFIELD,NSECPT,KSTEP,KINC,

1 TIME,NODE,COORDS, TEMP,DTEMP,NFIELD)
C
INCLUDE 'ABA_PARAM.INC'
C
DIMENSION FIELD(NSECPT,NFIELD),COORDS(3),
1 TIME(2), TEMP(NSECPT), DTEMP(NSECPT)
C
FIELD(1,1)=TIME(2)
C

RETURN
END
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Appendix B

Average Concentration - Python
Script

Python scripts can be run within the Abaqus environment for post-processing
purposes. The following is a python code developed to calculate the average
concentration of the whole model according to equation 3.24.

More information on the functions and variables used in this code is avail-
able in Abaqus documentation: Abaqus Scripting User’s Guide and Abaqus
Scripting Reference Guide [65, 66].

# Average Concentration with time
from odbAccess import *

from abaqusConstants import *

odb = openOdb(path="505a.0db’)
endSet = odb.rootAssembly.instances| ”ADHESIVE3D-1’]

myFile = open(’AveConc-505a.txt’, ‘w+")
myFile.write("# Time Vol Sum ISOL Sum Ave Conc \ n”)

for step in odb.steps.values():
numFrame = len(step.frames)
for fr in range(0, numFrame):

frame = step.frames|fr]

Vfield = frame.fieldOutputs[ TVOL’]
VsubField = Vfield.getSubset(region=endSet)

Sfield = frame.fieldOutputs['ISOL’]
SsubField = Sfield.getSubset(region=endSet)

Ssum =0
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Vsum =0

for num in range(len(VsubField.values)):
Vval = VsubField.values[num].data
Vsum = Vsum + Vval
Sval = SsubField.values[num].data
Ssum = Ssum + Sval

ave = Ssum / Vsum
frametotalTime = step.totalTime + frame.frameValue

myFile.write(str(frametotal Time))
mykFile.write(" ")
myPFile.write(str(Vsum))
myFile.write(" ")
myFile.write(str(Ssum))
myFile.write(" ")
myUFile.write(str(ave))
myFile.write("text\ n")

myFile.close()



65

Appendix C

Record Key Change Code

The following code was taken from the article by S. Yoon, C. Jang and B. Han
entitled "Nonlinear stress modeling scheme to analyze semiconductor packages
subjected to combined thermal and hygroscopic loading" [58].

SUBROUTINE ABOMAIN

INCLUDE “aba_param.inc’
DIMENSION ARRAY(513), JRRAY(NPRECD,513)
EQUIVALENCE (ARRAY(1),JRRAY(1,1))

PARAMETER (MXUNIT = 21)

INTEGER LRUNIT(2, MXUNIT),LUNIT(10)
CHARACTER FNAME*80

DATA LUNIT/1,5,6,7,9,11,12,13,20,28/

NRU=1
LOUTF=2

LRUNIT(1,1)=8
LRUNIT(2,1)=2

WRITE(6,60)
60 FORMAT(1X, Enter the name of the input file(s) (w /o extension):")
READ(5, '(A)’) FNAME
CALL INITPE(FNAME, NRU, LRUNIT, LOUTF)
JUNIT =8
KEYPRV =0

DO 110 INRU = 1, NRU
JUNIT = LRUNIT(L,INRU)
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CALL DBRNU (JUNIT)
12001 = 0
DO 100 IXX2 = 1, 100
DO 80 IXX = 1, 99999
CALL DBFILE(0,ARRAY,JRCD)
C  WRITE(6,*)KEY/RECORD LENGTH=', JRRAY(1,2), JRRAY(L,1)
IF JRCD .NE. 0 .AND. KEYPRV .EQ. 2001) THEN
WRITE(6,*) "END OF FILE #/, INRU
CLOSE (JUNIT)
GOTO 110
ELSE IF JRCD .NE. 0) THEN
WRITE(6,*) '"ERROR READING FILE #’, INRU
CLOSE(JUNIT)
GOTO 110
ENDIF

LWRITE =1

IF (INRU.GE.1) THEN
IF JRRAY(1,2).GE.1900 .AND. JRRAY(1,2).LE.1909) LWRITE=0
IF JRRAY(1,2).GE.1912 .AND. JRRAY(1,2).LE.1922) LWRITE=0
IF JRRAY(1,2).EQ.2001 .AND. 12001.EQ.0) THEN

12001= 1

LWRITE=0
ENDIF
ENDIF

IF(INRU .EQ. 1 .OR. LWRITE .EQ. 1) THEN
KEY = JRRAY(1,2)

IF (KEY.EQ.1900) .OR. (KEY.EQ.1901) .OR. (KEY.EQ.1902) .OR.
1 (KEY.EQ.1910) .OR. (KEY.EQ.1911) .OR. (KEY.EQ.1921) .OR.
2 (KEY.EQ.1922) .OR. (KEY.EQ.1980) .OR. (KEY.EQ.2000) .OR.
3 (KEY.EQ.2001) .OR. (KEY.EQ.1)) THEN
CALL DBFILW (1, ARRAY,JRCD)
IF JRCD .NE. 0) THEN
WRITE (6,%) '"ERROR WRITING FILE’
CLOSE (JUNIT)
GOTO 110
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ENDIF
C
C If a current RECORD KEY is 221, the key is changed

C into 201 and the associated dataC are written to an output file.

C
ELSE IF ( (KEY.EQ.221 )) THEN
JRRAY (1,2 ) =201
CALL DBFILW (1, ARRAY, JRCD )
IF JRCD .NE. 0) THEN
WRITE (6,%) '"ERROR WRITING FILE’
CLOSE (JUNIT)
GOTO 110
ENDIF
ENDIF
ENDIF
KEYPRV = JRRAY(1,2)
80  CONTINUE
100  CONTINUE
110  CONTINUE
CLOSE(9)
C
RETURN
END
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