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Abstract: The quantitative study of the structure and properties relationship in cellular materials is
mostly limited to cell diameter, cell density, skin layer thickness, and cell size distribution. In addition,
the investigation of the morphology is generally carried out in two dimensions. Therefore, the
interrelation between morphological properties and mechanical characteristics of the foam structure
has remained in an uncertain state. In this study, during the physical foaming process, a foam
morphology is locally created by using a mold equipped with a core-back insert. The variation in
morphology is obtained by modifying the mold temperature, injection flow rate, and blowing agent
content in the polymer melt. X-ray microtomography (uCT) is used to acquire the 3D visualization
of the cells structure. The Cell Distribution Index (CDI) is calculated to represent the polydispersity
in cell size distribution. The relationship between the wide range of morphological qualities and
relevant flexural properties is made explicit via a statistical model. According to the results, the
morphology, particularly cell shape, characterizes the mechanism of the linear elastic deformation of
the closed-cell foams. IR-thermography reveals the bending failure of cellular structures in the tensile
region despite the differences in cell diameter.

Keywords: polycarbonate; cell morphology; flexural properties; subset regression analysis;
IR-thermography

1. Introduction

Foam injection molding (FIM) of thermoplastic polymers is well-recognized due to
several processing advantages. For instance, the melt viscosity reduction leads to a decrease
in the required injection pressure. The creation of a uniform internal holding pressure due
to the melt expansion reduces the necessity of applying holding pressure as well as the
magnitude of clamping forces. In addition, the lessened amount of component weight
ensures a shortened cooling time, in the case of an achieved high stability of internal
pressure. Apart from process-related advantages, foam injection molding provides more
freedom of product design on a vast scale compared to conventional injection molding by
avoiding shrinkage [1-5].

In the conventional microcellular injection molding known as low-pressure FIM, the
foaming area is bordered by a stationary mold cavity. In this case, cell nucleation and
growth start upon the pressure drop during the mold filling stage. Along the foaming
process, blowing agent pressure is the determinant of the cavity pressure. This leads to
pressure differences along the flow path, restricted density reduction, and hindered uniform
cell growth [6]. In most cases, the achieved density reduction is less than 15% [5,7,8]. In
order to attain a higher density reduction as well as a desirable uniform cellular structure,
the high-pressure-FIM process is combined with a breathing mold (core-back) technology.
In this method, the cavity volume is filled with a single-phase melt/gas and is subsequently
enlarged in one direction by core pulling or the retraction of the clamping unit. The high
cavity pressure induces the cells that had nucleated during the mold filling stage to resolve
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into the melt before the cavity expansion. However, the final foam structure is affected
by FIM processing conditions. Therefore, it is essential to understand the influence of
processing parameters on achieving a uniform final structure with the required properties.
Shaayegan et al. [9] examined the effect of the injection speed, injection gate resistance and
blowing agent content, melt flow index, and nucleating agent on the bubble formation
and growth in the high-pressure FIM by using an on-line visualization method. It was
found that the cell density is increased with the concentration of the dissolved blowing
agent. Tromm et al. [10] investigated the evolution of the cells during the mold-filling stage
in the high-pressure injection molding process with a mold opening system. A higher
packing pressure and longer packing time was found to be influential parameters for the
deformation of cells and reduction in the cell size before the mold opening. The entire
resolution of these premature cells and packing process results in a more uniform cellular
structure after mold opening. Consequently, a flow path-independent, uniform cellular
structure and higher density reduction can be achieved [10]. Sporrer and Altstadt evaluated
the cell morphology produced in physical foam injection molding on a core-back mold
technology as a function of processing parameters. According to the results, the preheated
mold leads to a broadened cell size distribution. A thinner compact skin layer is obtained
by lowering the thermal gradient between the melt and mold surface [4]. Lee et al. achieved
a uniform cell structure with a void fraction over 40%. To that end, an advanced mold
opening technology was used. Gas content, melt temperature, and injection flow rate were
varied to examine the effects on the void fraction, the degree of mold filling, and cell size
uniformity. It was found that the higher the blowing agent content is, the more uniform the
void fraction is throughout the final part’s morphology. A smaller cell size with a narrow
cell size distribution is obtained as the injection flow rate is increased to 160.8 mL/s [11].
The type of blowing agent is also effectual on the resulting product properties. For instance,
the use of a chemical blowing agent causes diminished thermal stability, whereas a physical
blowing agent results in a smaller cell size and higher cell density. It was also found to be
more suitable for achieving low-density foams [3,12-16].

Microcellular foam injection molding promises these aforementioned process and
product design advantages. However, the physical properties of the cell structure such
as cell size, cell size distribution, wall thickness, and foam density play important roles
in the mechanical performance [16-22]. To avoid the deterioration in material properties,
it is crucial to understand the interrelationship between the morphology and mechanical
properties. Voiconi et al. investigated the microstructure of foam materials and determined
the flexural properties of rigid PUR foams by using a Digital Image Correlation (DIC)
technology. The results showed that the main mechanical properties such as flexural
modulus and flexural strength increase with the density [20]. Bledzki et al. pointed out the
relationship between morphological properties and mechanical properties. Density was
found to be the most substantial parameter to the describe mechanical characteristics of the
foam morphologies [16]. Bledzki et al. also examined the breaking behavior of microcellular
foamed polycarbonate depending upon cell diameter, cell distance, and also compact skin
layer thickness by applying the Charpy notched impact test. It was found that a sandwich
structure creation with a thick compact surface layer, high density, large cell distances, and
small cell sizes in the center area has a positive effect on the notched impact strength [17].
Giizel and Heim [21] determined the relationship of processing parameters such as blowing
agent content, injection flow rate, and mold temperature to the consequential properties
of microcellular PC. The results showed that a finer cellular structure produces a higher
amount of plastic deformation than a smaller cell structure and also the reduction in cell
size leads to an increment in tensile strength. When it comes to tensile strength, it was
found to be proportional to foam densities [22].

Skin layer thickness is defined as a compact, unfoamed layer in the foamed component.
As the gas cells close to the mold surface can diffuse out from the material, cell nucleation
can be delimitated toward the component surface, which results in a sandwich structure [23].
Skin layer thickness can also influence mechanical properties by changing the amount
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of material per unit area. An incomplete skin layer results in a considerable decrease in
mechanical properties [15]. Wong et al. achieved a 10% increase in tensile properties by
increasing the skin layer thickness from 100 to 500 um [24]. Sporrer and Altstadt found out
that thicker skin layers result in an increase in flexural modulus [4].

Most morphological studies have been limited to quantitative analyses of cell size, cell
density, cell size distribution, and surface layer thickness. The examination of morphology
has generally been carried out by scanning electron microscopy (SEM), due to its simplicity
of use, economy, and less time needed in comparison to X-ray microtomography (uCT).
However, images are influenced by the angle of the fractured surface and shape of the
cell. X-ray microtomography can be used to reach realistic information in 3D space such
as roundness of cells and cell volume distribution [10,21,25]. Although there are many
qualitative analyses of cell size distribution, the correlation between the cell size distribution
and mechanical properties is ambiguous. The Cell Distribution Index (CDI) is a quantitative
parameter for the characterization of polydispersity in cell size distribution. The CDI-value
close to unity indicates the uniformity in cell size, and it can be used to quantify the cell
size distribution [26,27].

In this study, the processing parameters, such as mold temperature, blowing agent con-
centration, and volume flow rate, are varied to create different morphological properties (cell
size, distance between cells, cell density, and skin layer thickness). X-ray micro-computer
tomography (uCT) is carried out to obtain the 3D visualization of the cells structure. In
addition, the sphericity of cells and cell volume are also obtained to investigate the interrela-
tionship between morphological properties and mechanical properties. The polydispersity
in cell size is also represented by CDI as the homogeneity of cell size distribution. On
the basis of these morphological analyses and the results of bending tests, correlations are
established among structural properties and flexural properties. Within the scope of the
study, multiple regression is used to rank which structural features are most important to
predict flexural properties. Cell diameter, cell distance, compact layer thickness, cell density,
sphericity, homogeneity of the cell size distribution, density reduction, and cell volume are
quantitatively identified as structural explanatory variables. Consequently, equations are
created based on the appointed model between the structural explanatory variables and the
corresponding flexural properties of physically foamed polycarbonate.

2. Materials and Methods

The analyzed material was pure polycarbonate (Makrolon® 2405) provided by Cove-
stro AG (Leverkusen, Germany) with a melt volume rate (MVR) of 19 cm®/10 min (300 °C
1,2 kg) and a density (p) of 1.20 g/cm?.

The molded part with dimensions of 120 mm X 80 mm and the initial part thickness of
3 mm was produced by using an all-hydraulic single-component injection molding machine
Arburg Allrounder 470S (Arburg GmbH + Co KG, LofSburg, Germany) equipped with a
shut-off nozzle of the hot-runner system and an injection unit with a 25 mm MuCell-screw.

2.1. Foam Injection Molding

Throughout the experiments, the polymer was processed at a melt temperature of
290 °C with a precise amount (given in Table 1) of supercritical nitrogen (N;), which
was introduced as a physical blowing agent into the molten polymer by using MuCell®
technology (Trexel Inc., Woburn, Massachusetts). The mold was also equipped with a
core-back insert to mold four rectangular ribs of different widths (4/6/8/10 mm) (shown in
Figure 1). After the implementation of 60 MPa of packing pressure for 2 s and subsequently
3 s of delay time (tp, time between volumetrically filling the initial core cavity and expansion
of the core), the pressure drop was induced by the core movement. Consequently, the
height of the ribs was adjusted from 0.5 to 8.5 mm in addition to the 3 mm thickness of
the plate. At the final thickness of the foamed part, 45 s of cooling time was applied prior
to ejection. The mold temperature, injection flow rate, and blowing agent content in the
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polymer melt (SCF-level, supercritical fluid level) were varied to achieve variance in foam
morphologies (Table 1).

Table 1. The variation in the processing parameters.

Parameters Abbr. Min Max
Mold Temperature [°C] Tmold 30 80
Injection Flow Rate [em3/s] Vinj 80 150
Blowing Agent Content [wt%] SCF-Level 04 0.8

\\’\
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(a) (b)
Figure 1. (a) Initial part thickness of 3 mm; (b) the extended ribs height 8.5 mm after cavity expansion.

2.2. Mechanical Characterization

The extended rib with a width of 10 mm was tested on a universal testing machine
Z010 (Zwick Roell, Ulm, Germany) with a constant crosshead speed of 2 mm/min at
standard room temperature and relative humidity (25 °C, 50%). Test specimens were
concentrically milled out of the produced components by a Computerized Numerical
Control (CNC) machine (DMO 100 Monoblock, Deckel Maho, Bielefeld, Germany) to test
the foamed components. The compact skin layer on the lateral sides of the specimens
(Figure 2) were not removed, to determine the influence of the compact skin layer thickness
on the bending properties of foamed PC.

0% ® oo -.o. o 08,0 g0 'pegedle t egre oty E
00 ® "0 e%n, 0 ® o 00,000 00 070, iy
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Figure 2. Detailed test specimen position for three-point bending test (“h” thickness, “b” width and

111/1

length ofthe test sample, “L” is the support span length, “F” is the applied force).

2.3. Morphology Characterization

The morphologies of selected molded specimens were examined using a digital light
microscope (Keyence VHX series, Keyence, Osaka, Japan) with the dark-field method (dark
cells and bright matrix, 50 x magnification).

The rib with the width of 10 mm was removed from the compact part (Figure 1a) and
cut in the middle with the length of 30 mm (shown in Figure 3a). These cuts with skin
layers were embedded in resin, grinded, and polished in order to measure cell diameter,
distance between cells, and thickness of the compact skin layer (Figure 3b). Furthermore,
the microscopic images (Figure 3c) were subjected to a threshold with the help of a public
domain image processing software (Image]J). Threshold is a command that separates the
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cells of interest (colored black) from the compact material (colored white) in the morphology
(Figure 3d). Hereby, the frequency of cells as well as the area of cells were computed.
Accordingly, cell density, frequency, and CDI were calculated as indicators of the foam
structure. At least 3 samples were examined for each morphological indicator.

(© (d)

Figure 3. An illustration of the morphological examination process: (a) the elaboration of the cut

area, (b) investigation area of digital light microscopy, (c) microscopic image of the representative
specimen, and (d) the microscopic image after image processing by applying the “Threshold” (“LM”
denotes light microscopy).

The cell density (N) is the number of cells created per unit volume (cm?3). It was
determined using the following equation [28]:

N:(Z)%xg; 1)

where 7 is the number of cells counted in the digital light microscope image, A is the area
of the microscopic image (cm?), and ps and pr indicate the density of the solid and foam
material (g/cm?), respectively.

In the literature, the average cell size was mostly used to understand the mechanical
behavior of foamed material. However, CDI is an important parameter to define foam
morphology because it quantifies the deviation in cell size as a measure of homogeneity
and enlightens the cell distribution pattern. Therefore, CDI was calculated by using the
following Equation (2) proposed by Rizvi et al. [26]. A value of 1 represents monodispersion
where the cells size is equal and the variation in cell size leads to an increase in CDI.

CDI = iz )
i Nid;
Dy = HT
N Y 3)
_ LN}
®p = Y. Ni®; @)

where (®;) and (N;) indicate the diameter of cells in microns and the number of the cells
having diameter ®;, respectively.

A density measurement was carried out with a density measuring system of the type
6060/60801 from Sartorius AG (Gottingen, Germany). This system is equipped with a
precision measuring scale and a fixture for determining the sample weight in a reference
liquid based on the buoyancy method. Water (density ~1 g/cm?) was used as a reference
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liquid for all measurements. A piece of 20 mm in length, 10 mm in width, and 4 mm in
height with the compact skin layer cut from the middle of the rib was used. Three samples
were measured for each test run.

Three-dimensional X-ray microtomography (uCT) was performed using a Zeiss XRa-
dia 520 Versa microscope (Zeiss, Oberkochen, Germany). The re-constructed data were
assessed by the help of AVIZO (FEI, Hillsboro, OR, USA) software. Rectangular samples
~20 mm in length, ~10 mm in width, and ~3 mm in height were scanned to depict the
sphericity of cells and the cell volume. For each sample, 1601 images were taken with a
resolution of 2.07 um/pixel and exposure time of 3.5 s with a standard voltage setting of
80 kVand 7 W.

All the information that was obtained from the mentioned investigation methods
culminated into the elaboration of the relationship between the wide range of morphological
qualities and relevant flexural properties. Hereby, developing a statistical model to predict
the mechanical responses is in the scope of this study.

Simple linear regression is practiced to examine the relationship between a quantitative
response variable and single quantitative explanatory variable. Multiple linear regression is
an extension of single linear regression and used in the case of more than one independent
variable that predicts or explains the response variable (shown in Equation (5)).

YZ,30+,31X1+ﬁ2X2+...+ﬁme+€ 5)

where {X7,X, ... X;;} m is the number of independent variables with n observation re-
sponses {Y} in the presence of errors {e}. {B1} is the y-intercept (constant term) and
{B1, B2 - .. By} are the coefficients for each explanatory variable [29]. To build a multiple re-
gression model, it is crucial to know how many and which variables fit in the model. Using
all present variables to create a model generates several data analysis problems [28,30]. For
instance, irrelevant variables micrify the significant relationship that exists between other
variables. In addition, the number of investigations carried out on each variable should be
higher than the number of variables.

Best subset regression is an efficient way to select variables with respect to statistical
significance prior to the modeling process [31]. It is used to compare possible regression
models that 2" submodels are created within the subset of the identified explanatory vari-
ables. These models are presented as two best models for one predictor, two predictors, and
three predictors until the whole set of predictors is used in one model. In this study, flexural
strength and flexural modulus were chosen as response variables, and cell density, cell
diameter (median), cell distance (average), cell volume (median), compact layer thickness,
density reduction, homogeneity of the cell size distribution, and sphericity were identified
as explanatory variables. To distinguish the best subset, the model fit statistics are compared.
The R?-value and adjusted RZ-value (R? adj) are the coefficients of determination and used to
measure the predictability of flexural properties. The S-value (square root of MSE) is the
standard deviation of the error in the model, which represents the distance of the measured
values falling from the fitted values. The lower the value of S, the better the model estimates
the response. The predicted R?-value is also taken into account to determine how well the
model predicts the response of new observations [32]. A statistical program named Minitab
(State College, PA, USA) was used to compare different regression models that contain
subsets of variables as well as attain the model fit statistics. Accordingly, the best fitting
model with higher R?-value was determined with as few variables as possible.

3. Results and Discussion

Figure 1a illustrates the stress—strain curves of the specimens that are perpendicularly
loaded to the rise direction of the foam structure. In the figure, the specimen colored red has
a 120 um cell diameter and cells are placed at around 68 pm of distance. The black-colored
specimen acquires, likewise, a 120 pm cell diameter. However, the distance between cells is
larger (around 80 um). The blue-colored specimen is dominated by the cell size of 110 pm
with around 65 um of distance between them. Lastly, the green-colored specimen has
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the smallest cell diameter of 100 um and cell distance of 55 um. It can be seen that in
Figure 4a, a higher stress is necessary to propagate a crack with a larger cell structure and
separation between cells. In addition, the strain at failure shows a proportional increment
with the distance between cells up to approx. 69 pm. Figure 4b shows the box plots of
flexural stress of the relevant specimens depending on the sphericity of the cells. Hereat,
a sphericity of 1 [-] means perfect roundness. The morphology, particularly cell shape,
characterizes the mechanism of the linear elastic deformation of the closed-cell foams.
The relatively isotropic shape of cells leads to an attenuation in material stiffness and less
strain at failure. However, Huber and Gibson [33] deduced that the anisotropy of the cell
structure influences the modulus and collapse stress more than fracture toughness. During
the plastic deformation process, buckling is found to be the dominant deformation mode
and is followed by a small amount of linear hardening [34]. In Figure 4b, the standard
deviation of the flexural strength results depending upon the sphericity of the cells show
an indefinite relationship. It can be concluded that the flexural strength is concurrently
influenced by several morphological properties. However, the median and the mean value
of flexural strength show a linear decrease with an increment in sphericity.

60 4 2 120 [um], d: 80.76 [um]
2 120 [um], d: 68.71 [um]
2 110 [um], d: 65.90 [um]

: 100 [pum], d: 55.35 [um]

60
501

(SRRSO

58 4

40+
56
30
54 -

R j
50

48 -

Stress [MPa]

201

Flexural Stress [MPa]

T
0.77 0.84 0.90 0.92

a1 0/
Strain [%] Sphericity [-]

(a) (b)

Figure 4. (a) Flexural stress and strain diagram of specimens; (b) flexural stress of distinctive cell
morphologies (J: cell diameter, d: cell distance).

Figure 5 shows the influence of the morphological properties on flexural modulus
(Ep), flexural strength (01), and flexural strain (¢75) of the foamed material. It is noticeable
that there is a strong negative relationship between cell density and flexural modulus
(correlation coefficient (r) = —0.82). The increase in sphericity of the cells (sphericity
closer to 1 indicates higher cell roundness) shows a negative proportional influence on
flexural modulus (r = —0.79). Conversely, an increase in cell diameter (median) and cell
distance, and a higher variation in cell size have a positive impact on the resistance to
failure. However, the strength of the relationship is relatively moderate (r = ~ 0.4-0.6).
Cell volume, compact layer thickness, and density reduction show a poor effect on flexural
modulus compared to other morphological qualities.
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Figure 5. Illustration of the influence of morphological properties on mechanical characteristics of
foamed polycarbonate.

A further increase in average cell distance results in increasing flexural strength
(r = 0.65). This implies that the higher amount of material concentrated along the neutral
axis under loading has a positive influence on the resulting flexural strength. Because of
the high interactions between the morphological properties, the relationship with flexural
strength becomes ambiguous. Mechanical stiffness drops as a consequence of higher cell
density. This is because cells in front of the crack act as stress concentrators [35]. Many
studies have acknowledged that compact layer (skin) thickness is very important to obtain
enhanced mechanical performance [5,6,23,36-38]. However, the results in Figure 5 show
that the increased compact layer thickness has a moderate negative relationship with
flexural strength (r = —0.50). It can be concluded that the relevant mechanical performance
is not dominantly influenced by the compact layer thickness. As shown in Figure 6, the
change in the thickness of the compact layer influences flexural strength depending on the
cell diameter and distance between the cells. The relevant cell distance is given next to the
measurement point in the figure. On the one hand, with the morphologies with the cell
diameter of 100 pum, the flexural strength is enhanced with the compact layer thickness.

480

g 55 um —e— 100 pm
— --=== 110 ym
?
© 440
C
=5
Q 55 um
N
~ 400
g s S~_ 65um
© 51 ym T
= 360 S
o \\\
o N
Q- \\\\
§ 320 SSel Ttum
O Sy
515 520 525 530 535 540

Flexural Strength [MPa]

Figure 6. Illustration of the relationship between the flexural strength and compact layer thickness
depending on cell diameter.
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On the other hand, the 110 pm cell diameter dominant morphologies show the reverse
relationship. The essential solid fraction is controlled with cell distance or compact skin
thickness in the morphology. The change in compact layer thickness can be compensated by
placing larger distances between the cells. Therefore, the impact of the compact layer on the
flexural strength depends on the corresponding morphological features. In addition, toughness
cannot be correlated to foam morphology, but it is noticeably affected by cell volume.

According to the best subset regression, cell distance, cell density, sphericity, and homo-
geneity of the morphology are identified as the best subset for the model, which significantly
explains the change in material stiffness (R?-value = 95.52% and R? adj value = 89.54%). The
analysis of variance is given in Table 2. and the model equation is as follows:

Flexural Strength = 1.4 + 0.1403 Cell Distance + 19 x 10~ Cell Density — 29.93 Sphericity + 53.3 Homogeneity  (6)

Table 2. Regression analysis of variance for the prediction of flexural strength of physically
foamed polycarbonate.

Source DF Adj SS Adj MS F-Value p-Value
Regression 4 16.67 4.16 15.98 0.023
Cell Distance [um] 1 7.02 7.02 26.94 0.014
Cell Density [1/ cm?] 1 443 443 17.01 0.026
Sphericity 1 5.95 5.95 22.81 0.017
Homogeneity 1 6.67 6.67 25.58 0.015

Error 3 0.78 0.26
Total 7 17.45

DF indicates degrees of freedom; Adj SS, adjusted sums of squares; Adj MS, adjusted mean squares.

The p-value is lower than 0.05 at 95% confidence levels presented in Tables 2 and 3,
representing statistical significance. Based on the p-value of the regression model given
in Table 2, each included morphological explanatory variable shows a significant linear
relationship depending on flexural strength. In addition, in Table 2, the degrees of freedom
(DF), adjusted sum of squares (Adj SS), adjusted mean squares (Adj MS), and F-value are
shown. Cell distance can explain 40% of the change in material stiffness based on the
adjusted sum of squares (Adj SS) value with 4% error in the model. A homogeneity of
38%, sphericity of 34%, and cell density of 25% account for the variation in the response
of flexural strength. Figure 7a reveals the interaction of the cell distance and cell density.
Additionally, Figure 7b defines the coaction of the cell density and sphericity depending
upon material stiffness. An increase in cell density and cell distance lead to an enhance-
ment in flexural strength. Hong-Ru Lin determined that the cell wall thickness increases
with foam density [39]. This can be attributed to an augmentation in the amount of the
substantial fraction of solid that is contained in cell faces and between cells contributing to
the stiffness [40]. Gibson and Ashby ascertained that, when the initial cell fluid pressure (py)
is greater than atmospheric pressure (p;; = 0.1 MPa), the pressure difference pg—pas subjects
the cell edges and faces in tension. By increasing this internal pressure, the collapse stress
can be considerably increased. To be able to buckle, the applied stress needs to overcome
the tension and buckling load of cell edges [40]. As a result, a higher cell density along
with higher cell distance can be referred to escalated pressure around cell edges. During a
foaming process, cell evolution occurs in the rise direction (mold cavity extension direction),
which causes an anisotropic foam structure (Figure 8). The structural anisotropy in the
rising direction as well as perpendicular to the rising direction leads to differences in the
mechanical properties [41]. The anisotropic aspect ratio (R) denoted as sphericity is the
ratio of cell height (/) (in the rising direction) to the cell width (/) (in the transverse direc-
tion). With respect to Figure 7b, the more cells that are elongated in expansion direction
(lower sphericity), the higher the resistance arises against fracture. It can be assumed that
elongated cell walls in the plane perpendicular to the load direction mainly carry the load
during the deformation and inhibit the buckling of the foam specimens.
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Table 3. Regression analysis of variance for the prediction of flexural modulus of physically
foamed polycarbonate.

Source DF Adj SS Adj MS F-Value p-Value
Regression 3 5775.2 1925.1 9.96 0.025
Cell Diameter [um] 1 143.5 143.5 0.74 0.437
Sphericity 1 3258.3 3258.3 16.86 0.015
Homogeneity 1 1537.8 1537.8 7.96 0.048
Error 4 773.0 193.2
Total 7 6548.2

DF indicates degrees of freedom; Adj SS, adjusted sums of squares; Adj MS, adjusted mean squares.

Hold Values Hold Values
Spherity 0.86 Cell Distance 64
Homogeneity — 1.12 Homogeneity — 1.12

575
56
54 55.0
Flexural Flexural
Strength 52 - Strength 525
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Figure 7. Surface plots of multiple linear regression model concerning the response of flexural
strength in dependence on (a) cell density and cell distance, (b) cell density and sphericity of cells
(R2-value 95.52%).

Figure 8 exemplifies the difference in the morphology in relation to the roundness of
the cells. A low aspect ratio is an indicator of the elongated cells and BaryCenterY gives the
position of the cells’ barycenter in the direction of “y”, which is the mold cavity expansion
direction. It can be seen that the increase in cell diameter results in a higher elongation of
cells throughout the cross-section of the specimens.

When it comes to the flexural modulus, the analysis of variance is given in Table 3 and

the model equation is as follows:
Flexural Modulus = 808 + 0.516 Cell Diameter — 445 Sphericity + 725 Homogeneity (7)

On the basis of the best subset regression model (R?-value = 88.20% and R? adj-value = 79.34%),
cell diameter, sphericity of cells, and homogeneity of cell size distribution are found to
be the best variables to predict the response of flexural modulus. It is also noticeable that
sphericity has the highest Adj SS ratio in the model to explain the variation in flexural
modulus. Although cell diameter has an insignificant regression coefficient, it is still
included in the model to enhance the explanation of the fluctuation in flexural modulus.
Figure 9 illustrates the surface plots of the model concerning flexural modulus depending
on cell diameter and sphericity of cells. According to the surface plot, it is concluded that
the bigger cells elongated perpendicular to the loading direction strengthen the flexural
modulus. Huber and Gibson determined that the modulus ratio depends strongly on the
anisotropy [33]. The loading perpendicular to the elongated cells deflects the smaller cell
faces (length of h), resulting in increasing the stiffness. This change in the resistance to
the bending can also be seen in the stress and strain diagrams (shown in Figure 4). The
anisotropy leads to a stiffer and greater linear response up to the onset of the deformation
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of the bigger cell structures. However, a change in the sphericity of the cells can influence
the flexural modulus much more than a change in cell diameter.

—— e
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Figure 8. The aspect ratio depending on sample cross-section (a,b) has a cell diameter of 120 um
and 100 um, respectively. Processing parameters of (a) Vinj: 50 em3/s, Tpola: 80 °C and (b) Vinj:
150 cm® /s, Tyolq: 30 °C, and blowing agent content of 0.4 wt% were used in the polymer melt for
producing both foam structures.
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Figure 9. Surface plots of multiple linear regression model concerning the response of flexural
modulus depending on cell diameter and sphericity of cells (R2-value 88.20%).

In order to establish the relationship between morphological properties and material
characteristics profoundly, the fracture temperature was measured by an infrared thermal
imaging camera ImagelR (IRT) (InfraTec, Dresden, Germany) during a quasi-static three-
point bending test. IRBIS® 3 analysis software (Infratec GmbH, Dresden, Germany) was
used as a user interface for the experimental configuration as well as for the post-processing
of the images. In Figure 10, the full-filled temperature distribution of the specimens with a
cell diameter of (a) 120 um and (b) 100 pm and a compact layer thickness of (a) 393.20 um
and (b) 404.32 um is examined. Additionally, the related appearance of the crack is shown
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using digital light microscopy. Although the specimens acquire almost identical mechanical
properties (shown in Figure 11) and the failure mode at the quasi-static bending test, the
differences concerning the heat generation during the plastic deformation is more visible
from infrared thermography (shown in Figure 12). Previous studies have also applied IR-
thermography to study the deformation and failure mode of the cellular structures [42—-44].
It can be seen that both cellular structures experience the bending failure in the tensile
region despite the differences in cell diameter. On the one hand, the specimen with a
smaller cell diameter undergoes a more sudden, brittle, as well as linear fracture (shown in
Figures 10b and 12b). On the other hand, a greater cell diameter accompanied with a higher
cell distance results in a better interface bonding and dissipation of the generated heat in
the foam structure. Therefore, the propagation of the crack is visible with a localized high
heat area. Core shear failure, indentation, buckling, and plastic hinges are also presentative
indicators for the deformation and failure mode (Figure 12a) [45,46].

(c) (d)

Figure 10. Display of the fracture temperature measurement of the specimens that have cell diameters

of (a) 120 um and (b) 100 pm, and the related appearance of the crack of the specimens: (c) 120 um
and (d) 100 pum cell diameter using digital light microscopy.
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Figure 11. Flexural stress and strain diagram of specimens with cell diameters of 120 um and 100 um.

@
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Figure 12. Deformation sequence during the three-point bending experiment by using an infrared
thermal imaging camera: (a) cell diameter of 120 pum, compact layer thickness of 393.20 um; and
(b) cell diameter of 100 pm, compact layer thickness of 404.32 pum.

4. Conclusions

In this study, the processing parameters are varied to create the distinctive foam
morphologies. Thereafter, a multiple linear regression model is carried out to determine
the significant structural features to predict flexural properties. According to the adopted
model, cell distance, homogeneity, sphericity, and cell density are found to be the best
explanatory variables to explain the change in flexural strength. Hereat, cell distance has
the highest predictability, and cell density has the lowest. An increase in cell distance leads
to an enhancement in stiffness, because the higher amount of material concentrated along
the neutral axis contributes to the resulting flexural strength. The results signify that higher
stress is necessary to propagate a crack with a larger cell structure and separation between
cells. Cell diameter, sphericity of cells, and homogeneity of cell size distribution are found
to be the best variables to predict the response of flexural modulus. Sphericity explains the
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variation in flexural modulus up to 50% and homogeneity of 23%. Cell diameter has an
insignificant regression coefficient; nevertheless, it is still included in the model to enhance
the predictability of the model. There is a strong negative relationship between cell density
and flexural modulus, which can be attributed to the cells in front of the crack acting as
stress concentrators. The bigger cells elongated perpendicular to the loading direction
strengthen the flexural modulus. X-ray microtomography illustrates the difference in
the morphology in relation to the roundness of the cell. The increase in cell diameter
results in a higher elongation of cells throughout the cross-section of the specimens. IR-
thermography enlightens the heat generation during the plastic deformation between
specimens that present similar mechanical properties. The specimen with a smaller cell
diameter undergoes a more sudden, brittle, as well as linear fracture. On the other hand, a
greater cell diameter accompanied with a higher cell distance results in a better interface
bonding and dissipation of the generated heat in the foam structure.

Author Contributions: Investigation, K.G.; Project administration, J.-C.Z. and H.-P.H.; Visualization,
K.G.; Writing—original draft, K.G.; Review & editing, ].-C.Z. All authors have read and agreed to the
published version of the manuscript.

Funding: This research was funded by Deutsche Forschungsgemeinschaft (DFG), (Grant No 411667746).

Conflicts of Interest: The authors declare no conflict of interest.

References

1. Royer, ]J.R; Gay, Y.J.; Desimone, ].M.; Khan, S.A. High-Pressure Rheology of Polystyrene Melts Plasticized with CO,: Experimental
Measurement and Predictive Scaling Relationships. J. Polym. Sci. Part B-Polym. Phys. 2000, 38, 3168. [CrossRef]

2. Kwag, C.; Manke, C.W.; Gulari, E. Effects of Dissolved Gas on Viscoelastic Scaling and Glass Transition Temperature of Polystyrene
Melts. Ind. Eng. Chem. Res. 2001, 40, 3048. [CrossRef]

3. Kirschling, H. Mikroschdume aus Polycarbonat- Herstellung-Struktur-Eigenschaften. Ph.D. Thesis, The Institute of Material
Technology, Universtiy of Kassel, Kessel, Germany, 2009.

4. Sporrer, AN.J.; Altstadt, V. Controlling Morphology of Injection Molded Structural Foams by Mold Design and Processing
Parameters. J. Cell. Plast. 2007, 43, 313. [CrossRef]

5. Sun, X.; Kharbas, H.; Peng, J.; Turng, L.S. A novel method of producing lightweight microcellular injection molded parts with
improved ductility and toughness. Polymer 2015, 56, 102-110. [CrossRef]

6. Hou, J; Zhao, G.; Wang, G.; Dong, G.; Xu, J. A novel gas-assisted microcellular injection molding method for preparing
lightweight foams with superior surface appearance and enhanced mechanical performance. Mater. Des. 2017, 127, 115-125.
[CrossRef]

7. Okolieocha, C.; Raps, D.; Subramaniam, K.; Altstadt, V. Microcellular to nanocellular polymer foams: Progress (2004-2015) and
future directions—A review. Eur. Polym. J. 2015, 73, 500-519. [CrossRef]

8.  Shaayegan, V.; Wang, G.; Park, C.B. Study of the bubble nucleation and growth mechanisms in high-pressure foam injection
molding through in-situ visualization. Eur. Polym. J. 2016, 76, 2-13. [CrossRef]

9. Shaayegan, V.; Wang, G.; Park, C.B. Effect of foam processing parameters on bubble nucleation and growth dynamics in
high-pressure foam injection molding. Chem. Eng. Sci. 2016, 155, 27-37. [CrossRef]

10. Tromm, M.; Shaayegan, V.; Wang, C.; Heim, H.-P,; Park, C.B. Investigation of the mold-filling phenomenon in high-pressure foam
injection molding and its effects on the cellular structure in expanded foams. Polymer 2019, 160, 43-52. [CrossRef]

11. Lee, JJW.S.; Wang, J.; Yoon, ].D.; Park, C.B. Strategies to Achieve a Uniform Cell Structure with a High Void Fraction in Advanced
Structural Foam Molding. Ind. Eng. Chem. Res. 2008, 47, 9457-9464. [CrossRef]

12.  Kharbas, H.A.; McNulty, J.D.; Ellingham, T.; Thompson, C.; Manitiu, M.; Scholz, G.; Turng, L.-S. Comparative study of chemical
and physical foaming methods for injection-molded thermoplastic polyurethane. J. Cell. Plast. 2016, 53, 373-388. [CrossRef]

13. Ishikawa, T.; Ohshima, M. Visual observation and numerical studies of polymer foaming behavior of polypropylene/carbon
dioxide system in a core-back injection molding process. Polym. Eng. Sci. 2011, 51, 1617-1625. [CrossRef]

14. Tromm, M.; Heim, H.-P. Controlling cellular structure and surface quality in foam injection molding—Innovative core-back mold
for research. In Proceedings of the SPE Foams 2017, Bayreuth, Germany, 9-12 October 2017.

15. Heim, H.P; Tromm, M. General aspects of foam injection molding using local precision mold opening technology. Polymer 2015,
56, 111-118. [CrossRef]

16. Bledzki, A.K,; Kirschling, H.; Rohleder, M.; Chate, A. Correlation between injection moulding processing parameters and
mechanical properties of microcellular polycarbonate. J. Cell. Plast. 2012, 48, 301-340. [CrossRef]

17. Bledzki, A.K.; Rohleder, M.; Kirschling, H.; Chate, A. Correlation between Morphology and Notched Impact Strength of

Microcellular Foamed Polycarbonate. J. Cell. Plast. 2010, 46, 415-440. [CrossRef]


http://doi.org/10.1002/1099-0488(20001201)38:23&lt;3168::AID-POLB170&gt;3.0.CO;2-E
http://doi.org/10.1021/ie000680e
http://doi.org/10.1177/0021955X07079043
http://doi.org/10.1016/j.polymer.2014.09.066
http://doi.org/10.1016/j.matdes.2017.04.073
http://doi.org/10.1016/j.eurpolymj.2015.11.001
http://doi.org/10.1016/j.eurpolymj.2015.11.021
http://doi.org/10.1016/j.ces.2016.07.040
http://doi.org/10.1016/j.polymer.2018.11.006
http://doi.org/10.1021/ie0707016
http://doi.org/10.1177/0021955X16652107
http://doi.org/10.1002/pen.21945
http://doi.org/10.1016/j.polymer.2014.10.070
http://doi.org/10.1177/0021955X12441193
http://doi.org/10.1177/0021955X10368332

Materials 2022, 15, 3634 15 of 15

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

31.
32.

33.
34.

35.

36.

37.

38.

39.

40.

41.

42.

43.

44.

45.

46.

Rachtanapun, P.; Selke, S.E.M.; Matuana, L.M. Relationship between Cell Morphology and Impact Strength of Microcellular
Foamed High-density Polyethylene/Polypropylene Blends. Polym. Eng. Sci. 2004, 44, 1551. [CrossRef]

Chien, R.D,; Chen, S.C.; Lee, P-H.; Huang, ].-S. Study on the Molding Characteristics and Mechanical Properties of Injection-
molded Foaming Polypropylene Parts. . Reinf. Plast. Comp. 2004, 23, 429. [CrossRef]

Voiconi, T.; Linul, E.; Marsavina, L.; Sadowski, T.; Kne¢, M. Determination of Flexural Properties of Rigid PUR Foams Using
Digital Image Correlation. Solid State Phenom. 2014, 216, 116-121. [CrossRef]

Glizel, K.; Heim, H.-P. The Effect of Injection Molding Parameters on Microcellular Foam Morphology. In Proceedings of the SPE
FOAMS®Conference, Virtual, 13 September 2021.

Sun, H.; Mark, ].E. Preparation, characterization, and mechanical properties of some microcellular polysulfone foams. J. Appl.
Polym. Sci. 2002, 86, 1692. [CrossRef]

Bledzki, A.K. Polycarbonate Microfoams with a Smooth Surface and Higher Notched Impact Strength. J. Cell. Plast. 2004, 40,
489-496. [CrossRef]

Wong, S.; Lee, ] W.S.; Naguib, H.E.; Park, C.B. Effect of Processing Parameters on the Mechanical Properties of Injection Molded
Thermoplastic Polyolefin (TPO) Cellular Foams. Macromol. Mater. Eng. 2008, 293, 605-613. [CrossRef]

Montminy, M.D.; Tannenbaum, A.R.; Macosko, C.W. The 3D structure of real polymer foams. J. Colloid Interface Sci. 2004, 280,
202-211. [CrossRef] [PubMed]

Rizvi, S.; Alaei, M.; Yadav, A.; Bhatnagar, N. Quantitative analysis of cell distribution in injection molded microcellular foam.
J. Cell. Plast. 2014, 50, 199-219. [CrossRef]

Zhou, Y.-G.; Cao, G.-H.; Cheng, Y.-F. Effect of cellular uniformity on the necking propagation of foam injection Molded PP/HDPE
blend parts. . Appl. Polym. Sci. 2020, 137, 49124. [CrossRef]

Broadhursta, D.; Goodacre, R.; Jones, A.; Rowland, ] .J.; Kell, D.B. Genetic algorithms as a method for variable selection in multiple
linear regression and partial least squares regression, with applications to pyrolysis mass spectrometry. Anal. Chim. Acta 1997,
348, 71-86. [CrossRef]

Hocking, R.R.; Leslie, R.N. Selection of the Best Subset in Regression Analysis. Technometrics 1967, 9, 531-540. [CrossRef]

Hasan Orkcii, H. Subset selection in multiple linear regression models: A hybrid of genetic and simulated annealing algorithms.
Appl. Math. Comput. 2013, 219, 11018-11028. [CrossRef]

Miller, A.J. Subset Selection in Regression, 2nd ed.; Chapman and Hall: London, UK, 2002.

Hocking, R.R. A Biometrics Invited Paper. The Analysis and Selection of Variables in Linear Regression. Biometrics 2016, 32, 1-49.
[CrossRef]

Huber, A.T.; Gibson, L.J. Anisotropy of foams. ]. Mater. Sci. 1988, 23, 3031-3040. [CrossRef]

Gibson, L.J.; Ashby, M.F,; Zhang, J.; Triantafillou, T.C. Failure surfaces for cellular materials under multiaxial loads I. Modelling.
Int. ]. Mech. Sci. 1989, 31, 635-663. [CrossRef]

Florez Sastre, L. Influence of the Foam Morphology on the Mechanical Properties of Structural Foams. Ph.D. Thesis, University of
Aachen, Aachen, Germany, 2011.

Wu, H.; Zhao, G.; Wang, ].; Wang, G.; Zhang, W. Effects of Process Parameters on Core-Back Foam Injection Molding Process.
Express Polym. Lett. 2019, 13, 390—405. [CrossRef]

Lee, J.J.; Cha, S.W. Influence of Mould Temperature on the Thickness of a Skin Layer and Impact Strength in the Microcellular
Injection Moulding Process. Cell. Polym. 2005, 24, 279-297. [CrossRef]

Gupta, Y.; Paul, V.V,; Jacob, A.; Mohanty, A. Effect of the core thickness on the flexural behaviour of polymer foam sandwich
structures. IOP SciNotes 2020, 1, 024404. [CrossRef]

Lin, H.-R. The Structure and Property Relationships of Commercial Foamed Plastics. Polym. Test. 1997, 16, 429-443. [CrossRef]
Gibson, L.J.; Ashby, M.F. Cellular Solids: Structure and Properties, 2nd ed.; Cambridge University Press: Cambridge, UK, 1997.
Marvi-Mashhadi, M.; Lopes, C.S.; LLorca, ]J. Effect of anisotropy on the mechanical properties of polyurethane foams: An
experimental and numerical study. Mech. Mater. 2018, 124, 143-154. [CrossRef]

Krstulovi¢-Opara, L.; Surjak, M.; Vesenjak, M.; Tonkovi¢, Z.; Kodvanj, J.; Domazet, Z. Comparison of infrared and 3D digital
image correlation techniques applied for mechanical testing of materials. Infrared Phys. Technol. 2015, 73, 166-174. [CrossRef]
Duarte, I.; Vesenjak, M.; Krstulovié¢-Opara, L. Dynamic and quasi-static bending behaviour of thin-walled aluminium tubes filled
with aluminium foam. Compos. Struct. 2014, 109, 48-56. [CrossRef]

Vesenjak, M.; Duarte, I.; Baumeister, J.; Gohler, H.; Krstulovi¢-Opara, L.; Ren, Z. Bending Performance Evaluation of Aluminium
Alloy Tubes Filled with Different Cellular Metal Cores. Compos. Struct. 2019, 234, 111748. [CrossRef]

Steeves, C.A.; Fleck, N.A. Collapse mechanisms of sandwich beams with composite faces and a foam core, loaded in three-point
bending. Part I: Analytical models and minimum weight design. Int. |. Mech. Sci. 2004, 46, 561-583. [CrossRef]

Ashby, M.E,; Evans, A.G; Fleck, N.A_; Gibson, L.J.; Hutchinson, ].W.; Wadley, H.N.G. Metal Foams: A Design Guide; Butterworth,
Heinemann: London, UK, 2000.


http://doi.org/10.1002/pen.20152
http://doi.org/10.1177/0731684404031891
http://doi.org/10.4028/www.scientific.net/SSP.216.116
http://doi.org/10.1002/app.11070
http://doi.org/10.1177/0021955X04048423
http://doi.org/10.1002/mame.200700362
http://doi.org/10.1016/j.jcis.2004.07.032
http://www.ncbi.nlm.nih.gov/pubmed/15476791
http://doi.org/10.1177/0021955X14524081
http://doi.org/10.1002/app.49124
http://doi.org/10.1016/S0003-2670(97)00065-2
http://doi.org/10.1080/00401706.1967.10490502
http://doi.org/10.1016/j.amc.2013.05.016
http://doi.org/10.2307/2529336
http://doi.org/10.1007/BF00547486
http://doi.org/10.1016/S0020-7403(89)80001-3
http://doi.org/10.3144/expresspolymlett.2019.32
http://doi.org/10.1177/026248930502400503
http://doi.org/10.1088/2633-1357/abb0f5
http://doi.org/10.1016/S0142-9418(97)00003-2
http://doi.org/10.1016/j.mechmat.2018.06.006
http://doi.org/10.1016/j.infrared.2015.09.014
http://doi.org/10.1016/j.compstruct.2013.10.040
http://doi.org/10.1016/j.compstruct.2019.111748
http://doi.org/10.1016/j.ijmecsci.2004.04.003

	Introduction 
	Materials and Methods 
	Foam Injection Molding 
	Mechanical Characterization 
	Morphology Characterization 

	Results and Discussion 
	Conclusions 
	References

