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given full consideration for publication in Polymer Composites.

We are happy to share some of the steps that we have taken to assure good author experience — we now publish
graphical abstracts with every article, we issue first decision within about 3 weeks from submission, and we publish an
accepted manuscript with volume and issue numbers within 1.5 months from receiving the corrected proof. We now
exercise a more stringent check of similarity index for each submission to avoid unwelcome issues of plagiarism.

If you have not already done so, please be sure to upload 3-5 possible reviewers for your manuscript in the submission
website in order to expedite the review process. Your manuscript # is PC-21-1523.R1. Please mention the above
manuscript # in all future correspondence regarding this submission. If you do not do so, we will not be able to process
your request in a timely manner. You may view the status of your manuscript at any time by checking your Author Center
after logging into https://mc.manuscriptcentral.com/pc. Please note in some cases a manuscript may tend to remain
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processed, we cannot entertain requests regarding the status of your manuscript since you can do this online. All
correspondence regarding this manuscript will be sent to you. Therefore it is necessary that we have a working email
address for each author.

As with your original submission, revisions should be comply with submission guidelines. Specifically, the text of your
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one of your co-authors received funding from a member of Coalition S, you may need to check which licenses you are
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Thank you for submitting your manuscript to Polymer Composites.

We are pleased to share that the 2020 impact factor of Polymer Composites increased to 3.171. We thank all our authors
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Dear Dr Sanjay,

Manuscript ID PC-21-1523 entitled "Properties of Organic and Inorganic Filler Hybridization on Timoho Fiber-Reinforced
Polyester Polymer Composites" which you submitted to Polymer Composites, has been reviewed. The comments of the
referee(s) are included at the bottom of this letter. Our feeling is generally quite positive. We therefore hope that you will
consider the submission of a revised paper at your earliest convenience. The revision should include your
accommodation for the principal points of the reviewer comments.

Please note, however, that a revision must be submitted within two (2) months from the initial Manuscript decision date.
Revisions received after this time will be treated as a new Manuscript. If you need additional time to complete the
revision, please do not hesitate to contact me.

You can upload your revised manuscript and submit it through your Author Center. Log into https://mc.manuscriptcentral.
com/pc and enter your Author Center, where you will find your manuscript title listed under "Manuscripts with
Decisions." PLEASE NOTE: We have your original files. When uploading your revised manuscript, delete the file(s) that
you wish to replace and then upload the revised file(s). Our journal is now publishing graphical abstracts. If you did not
include a graphical abstract at the time of original submission, | ask that you include a graphical abstract in your revision.
Make sure to click "Submit" when you are finished, or we will not receive your revision.

In the space provided, please include a cover letter describing how you responded to each of the comments from the
reviewers point-by-point and where the changes were made in the paper. Optionally, you can upload the response to
reviewer comments as an attachment. We ask that you prepare a marked manuscript showing the changes made and
upload such a file as supplementary document. **DO NOT mark the changes in the main manuscript file.** Failure to
include a detailed point-by-point response to reviewer comments, a marked manuscript for editorial action, and a clean
manuscript for production will delay the processing of the revised manuscript.

This journal offers a number of license options, information about this is available here: https://authorservices.wiley.
com/author-resources/Journal-Authors/licensing/index.html. All co-authors are required to confirm that they have the
necessary rights to grant in the submission, including in light of each co-author’s funder policies. For example, if you or
one of your co-authors received funding from a member of Coalition S, you may need to check which licenses you are
able to sign.

We look forward to receiving your revised manuscript.

We are pleased to share that the 2020 impact factor of Polymer Composites increased to 3.171. We thank all our authors
and reviewers for contributing to this increase.

Sincerely,

Professor
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tosswald@wisc.edu
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1. In the abstract part, authors should discuss about the background of paper in a concise way.
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4. Conclusion should be concise related to greener approach
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Dear Dr Sanjay,

| am pleased to inform you that your manuscript entitled "Properties of Organic and Inorganic Filler Hybridization on
Timoho Fiber-Reinforced Polyester Polymer Composites" has been accepted for publication in Polymer Composites. It
will appear in the earliest possible issue. At this time, there is a wait of approximately two months before publication. You
will receive a copy of the galley proofs approximately one month before publication.

Your article cannot be published until the publisher has received the appropriate signed license agreement. Within the
next few days the corresponding author will receive an email from Wiley’s Author Services system which will ask them to
log in and will present them with the appropriate license for completion.

Our journal is now publishing graphical abstracts. If your original submission or revision did not include a graphical
abstract, please send a graphical abstract to Natalie Bauman at nbauman@4spe.org immediately. This graphical abstract
will be included in the table of content of the issue where your paper is published.

Please note, ALL future correspondence regarding this manuscript should be directed to Production Editor at
pc@wiley.com.

This journal offers a number of license options, information about this is available here: https://authorservices.wiley.
com/author-resources/Journal-Authors/licensing/index.html. All co-authors are required to confirm that they have the
necessary rights to grant in the submission, including in light of each co-author’s funder policies. For example, if you or
one of your co-authors received funding from a member of Coalition S, you may need to check which licenses you are
able to sign.

Thank you for your fine contribution. WE URGE THAT YOU START CITING THIS ARTICLE AS SOON AS POSSIBLE
AND PROMOTE THE ARTICLE AMONG PEERS.

We are pleased to share that the 2020 impact factor of Polymer Composites increased to 3.171. We thank all our authors
and reviewers for contributing to this increase.

Sincerely,

Professor
Tim Osswald
tosswald@wisc.edu

P.S. — You can help your research get the attention it deserves! Wiley Editing Services offers professional video abstract
and infographic creation to help you promote your research at www.wileyauthors.com/eeo/promotion. And, check out
Wiley’s free Promotion Guide for best-practice recommendations for promoting your work at
www.wileyauthors.com/eeo/guide.

This journal accepts artwork submissions for Cover Images. This is an optional service you can use to help increase

article exposure and showcase your research. For more information, including artwork guidelines, pricing, and submission
details, please visit the Journal Cover Image page at www.wileyauthors.com/eeo/covers.
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Abstract

Eco-friendly composite made of Timoho Fiber (TF) continuously developed to
get the best performance to replace plastic-based synthetic fibers. This study
focuses on investigating physical characteristics, mechanical properties, ther-
mal analysis, and the morphology of TF-reinforced polyester composites by
adding organic (egg shell powder-ESP) and inorganic (aluminum powder-AP)
filler. Hot press method was used in the composite fabrication with considered
volume fraction of TF, organic, and inq(rj%er}igof\"%e}(rjséc?ehaes éesults showed that
the density of TF-polyester composites rese with the increasing volume frac-
tion of the fibers. For additional fillers, it was shown that AP was more effec-
tive to be used to improve density than ESP. The tensile and impact strength
of the composite increased with increasing TF volume. However, the addition
of ESP and AP fillers into the composite caused different mechanical charac-
teristics. Filler addition increased the elasticity modulus, toughness, thermal
resistance increased, while the tensile strength decreased. ESP and AP fillers
provided the best thermal resistance due to the relatively high thermal conduc-
tivity of +1700°C compared to composites without fillers and amorphous ESP
fillers. SEM observation supported the analysis of TF-polyester composite

mechanical characteristics.
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1 | INTRODUCTION

The eco-friendly nature and its abundant availability are
what make the green composites interesting.!"~! Innova-
tion and development have been conducted to improve
the performance of natural fiber composites.'*°! Natural
fiber has been proven to be able to increase physical,
mechanical, and thermal characteristics of the polymer
when put in exact proportion.'®?! So as the Timoho
Fiber (TF) composite. TF composite is proven to have
characteristics which can be used as composite green
reinforcement.*! For this reason, the potential of TE-
reinforced composite keeps being developed. The purpose
is to improve the mechanical and physical characteristics
of the composite and to find the lowest cost alternative.
Reinforcement modification with filler and fiber are seen
as the ideal method because it is simple, effective, and
needs low cost. This method also has the advantage of
being able to maintain the original properties of the
materials.'¥

The addition of nanoscale filler to natural fiber-
reinforced polymer composites is a method to improve
the mechanical properties of the composites.“sl The addi-
tion of inorganic filler [talcum powder (TP), CaCO;
(CC)] and bio-filler [eggshell powder (ESP)] increased the
tensile strength because it reduced the crystallinity index
of starch in natural fibers and the formation of new
hydrogen bonds in the composite.'® The addition of
inorganic filler in the composite has also been shown to
increase wear resistance, water absorption resistance,
and mechanical properties of composites."'”! In corn husk
fiber-reinforced polyester composite, there was increase
in nanoparticle-fiber surface ratio and bigger formation
of the reinforcing interface with the matrix."®!'*) The use
of Al,O; was able to improve the thermal and mechanic
characteristics of the poly dentures material (methyl
methacrylate) (PMMA).

The type of fillers in the composite has different effect
on thermal characteristics, weight, and the mechanic
characteristics./*”! Metal-based fillers like aluminum have
shown to increase . tensile modulus, micro hardness,
bending strength, and laminar shear strength (ILSS) in
epoxy matrix composites.?!) Fillers made of organic
waste such as coconut shell are also proven to increase
the mechanical and physical characteristics of the com-
posites.!??! Combination of organic and nonorganic fillers
has been shown to improve the mechanical and dielectric
properties of nanocomposite significantly.[**!

Although previous studies showed positive results, it
is necessary to observe the other effects caused by the
composites modification with filler powder addition.
Inappropriate filler addition causes a decrease in the
composite elongation at break.'”! Moreover, distribution

and filler size must be observed to improve the mechani-
cal properties. Uneven distribution and inappropriate
amount and size of the filler can decrease the mechani-
cal, physical, and thermal properties of composites.[24]
Each type of filler, both organic or inorganic filler, has
different properties and these are affected by particle size,
shape, and surface chemistry.!?*! The dispersion and clus-
ter size of nanoparticles in polymer resin shows confident
development in pure polymer fundamental characteris-
tics with stronger interfacial bonding within the molecu-
lar networks and fillers.

The use of AP as inorganic filler on composites is also
an alternative to improve the composites proper-
ties.[22027) Aluminum powder (AP) is known as active
filler.[??! AP has a positive effect on reshaped rubber.'*!
AP filler can improve-the macro and micro properties of
polymer composites.*!)

Eggshell powder filleris organic filler which is known
to improve the mechanical properties of compos-
ites.[16:2225:28-31 coconut shell powder (CSP) is used as
material for coarse aggregate and light structures.[*?! The
use of CSP improves 25%-50% mechanical properties.!>*!
The use of composite fiber which is filled with CSP
strengthened and tighten the interfacial bond between
polyester-fiber and CSP.**?%! ESP functions as material
for fine aggregate in composites.**! The main compound
of ESO is CaCO5.**! This compound is able to improve
the performance of composite polymers.

This study modifies matrix by adding organic and
nonorganic fillers in the TF-reinforced polyester compos-
ites. The aim of this study is to compare the way of inor-
ganic (AP) and organic (ESP) filler in affecting the
mechanical properties, thermal stability, and material
biodegradation. This study also evaluates the potential
associated with the use of organic fillers instead of inor-
ganic fillers. The results of this study are expected to pro-
vide detailed information and data on TF composites
with various variations of filler.

2 | MATERIALS AND METHOD

2.1 | Materials

The matrix used in the study was polyester (Justus Kimia
Raya, Surabaya, Indonesia) with methyl ethyl ketone per-
oxide as a catalyst. Density and tensile strength of each
polyester was 1.2 g/cm” and 8.8 kg/mm?.

TF was collected from Kuta, Central Lombok, West
Nusa Tenggara. Timoho bark was collected from tree bra-
nches grown in 2 and 3 years.!"*! Inorganic filler used in
this investigation was AP (5-10 pm particle size) which
was supplied by PT. Indratma Sahitaguna (Semarang,
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Indonesia). ESP (10-30 um particle size) was utilized as
organic filler.

2.2 | The extraction of TF

Timoho bark was soaked in clean water to let the micro-
bacterial process happen. The tree bark was separated
manually to get fiber sheets. Next, these sheets were
cleaned under running water, sun-dried, then stored in a
plastic box.

2.3 | Chemical treatment of TF surface
Before used as a composite filler, TF was immersed in 9%
NaOH for 120 min and then rinsed with clean water.
Then, TF was aerated under direct sunlight until it
reached relative humidity around 30%. Next, it was stored
in an airtight plastic box. TF thickness and density were
1.02 + 0.031 g/cm® and 232491 + 22.84 m, respec-
tively.'* TF contained cellulose, 10.31% hemicellulose,
24.65% lignin, and 22.20% others. TF tensile strength
used in the composite manufacture was 454.127
+ 20.01 MPa.

2.4 | The fabrication of TF-polyester
hybrid composite

TF was weighed according to the volume fraction of the
composition that had been determined (Table 2) using
analytical balance. Then, it was placed horizontally on
steel mold which was pre sprayed with mirror glass to
ease the specimen removal from the mold. Prior to that,
Polyester-based resin was mixed with filler (AP or ESP)
until homogeneous. The catalyst/was 1% methyl ethyl
ketone peroxide. The mixture was poured to all parts of
TF and pressed with hot press machine using 10 MPa
pressure at 70°C temperature for 30 min.

TF-polyester hybrid composite was made with filler
variation (in volume fraction). The variation and speci-
men code are shown in Table 1.

2.5 | The characterization of
TF- polyester hybrid composite
2.5.1 | Density

Density test of TF Polyester composite was conducted

using our previous method, Gapsari et al.'3 The compos-
ite theoretical density was calculated using Equation (1).

9] INSPIRING
PLASTICS
PROFESSIONALS

TABLE 1 Composition of TF-polyester hybrid composite (in
volume fraction)

COMPOSITES

Sample codes Filler (%) TF (%) Polyester (%)
1TF 0 10 90
2TF 20 80
3TF 30 70
5 AP-1TF 5 AP 10 85
5 AP-2 TF 20 75
5 AP-3TF 30 65
10 AP-1TF 10 AP 10 80
10 AP-2 TF 20 70
10 AP-3 TF 30 60
5 ESP-1TF 5 ESP 10 85
5 ESP-2 TF 20 75
5 ESP-3 TF 30 65
10 ESP-1TF 10 ESP 10 80
10 ESP-2 TF 20 70
10 ESP-3 TF 30 60
o 100 (1)

T W W W
pm+p[+pf

pc as the composite theoretical density; w,,, w;, and wy as
volume fraction of polyester resin, TF, and filler (AP or
ESP) respectively; and P, P, and Py as density of polyes-
ter resin, TF, and filler (AP or ESP), respectively.

2.5.2 | Tensile test

The shape and dimensions of the tensile test specimen
for TF-polyester composite referred to the ASTM D780
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FIGURE 1 The sample of TF-polyester composite tensile test,
(A) without filler, (B) AP filler, (C) EP filler
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tensile test used RTG-1310 tensile testing machine at the
speed of 5 mm/min with the maximum loading capacity
of 20 kN.

2.5.3 | Impact test

The impact test machine of Charpy Model IT—30 was
run to characterize TF-polyester composite impact
strength. The TF-polyester composite test referred to
ASTM D256 standard with specimen dimension of
55mm X 10 mm x 10 mm (Figure 2). A minimum of at
least five specimens was tested for each type of specimen.

254 | SEM

The fracture surface and fiber failure of TF-polyester
composite were observed using SEM (JEOL, JSM-S5200).
SEM observation was performed at the accelerated volt-
age of 3 kV and 15 mA. The sample of TF composite was
coated with thin gold layer close to 50 nm thickness.

2.5.5 | Thermogravimetric analysis

The thermal decomposition behavior of TF-polyester
composite was observed using a thermogravimetric anal-
ysis (TGA) instrument (Metler Toledo's TGA-1). TF-
polyester composite was processed into powder and put
into alumina pan. Next, the sample was heated from
ambient temperature until 1000°C (under nitrogen atmo-
sphere) and heating rate of 20°C/min. Initial observation
(onset) was carried out on polyester composite with

©)

FIGURE 2 The sample of TF-polyester composite impact test,
(A) without filler, (B) AP filler, (C) EP filler

composite degradation maximum temperature (Tiax)
connected to computer software.

3 | RESULTS AND ANALYSIS

3.1 | Density analysis

Density of TF-polyester composite with filler addition of

54
55
56
57
58
59
60
61
62

AP and ESP is presented in Figure 3. Composite density a3

shows that there is suitability between the experiment
and the theoretical calculation.

The results showed that there was a decrease in com-
posite density along with the increase of TF from 10% to
30% volume fractions. This occurred in the composite
either with or without AP and ESP fillers. This was in
accordance with the TF density, which was lower than
the polyester matrix density.

In addition, the effect of the trapped moisture
between the fibers and the increase in hemicellulose and
cellulose belonging to the hydroxyl group tended to
attract water molecules. Composite with higher fiber
loading lead to voids. Voids in polymer composite are
mostly due to the processing effect and may appear dur-
ing resin curing process, residual solvent or from the
entrapped air.

The lowest density owned by composite 5ESP-3TF
was 1.116 + 0.0212 g/cm®. The highest density was found
in 5AP-1TF composite of 1.394 + 0.022 g/cm®. This indi-
cated that density and volume fraction of composite con-
stituent materials greatly determined the composite
density result. The higher the density of composite con-
stituent materials, the higher the result of the final den-
sity. However, as the comparison between the
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® Theoretical

H,

Density (g.cm'3)
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FIGURE 3
polyester composite

The density of experiment and the theory of TF-
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experimental and theoretical density value, packing effi-
ciency and higher interface adhesion level probably
became the reason of higher experimental composite
density, which led to zero theoretical value for voids. This
was caused by the moisture which was trapped between
the fibers and the increase in hemicellulose and cellulose
belonging to the hydroxyl group and tended to attract
water molecules.*! Composite in fiber load can also
cause voids. Voids in polymer composite are mostly due
to the processing effect and may occur during resin cur-
ing process, residual solvent, or from the entrapped air.
Besides the shrinkage that occurs during the resin curing
process, cooling rate play role in the formation of voids.
The composite without filler had higher void presenta-
tion compared to nanofiller.!?”! The increase in fiber vol-
ume fraction caused the increase in voids entrapped in
composite. However, a good composite should have less
voids. Yet, it is impossible to avoid emptiness in compos-
ite fabrication practice.

3.2 | Tensile strength

Figure 4 presents the results of tensile strength of TF-
polyester-composites. The average tensile strength of TF-
polyester composite without filler from variations of 10%
TF, 20% TF, and 30% TF increased by 56.995% and
120.4558%, respectively. In polyester composite with the
same TF variation of filler which was 5% ESP and AP,
the tensile strength values were 45.419 MPa, 57.847 MPa,
73.017 MPa, and 36.266, 52.162, respectively. For 10%
ESP and AP, the tensile strength values were respectively
50.277 MPa, 76.022 MPa, 87.627 MPa, and' 56.491 MPa,
67.374 MPa, and 76.196 MPa. Tensile strength obtained

140

nfiller
% Filler

B 10% Filler

120

Tensile strength (MPa)

& <& &
SEARS

& & & & & & & & & & &
L ELEL ERL LS
IR 9 S S G SRR
FEEEEE RN N

Composites

FIGURE 4 Tensile strength of TF-polyester composites
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from TF-polyester composite has great performance than
some natural fiber-reinforced composites as shown in
Table 2.

Overall, TF-polyester composite tensile strength
increased with the increased in TF volume fraction from
10%, 20%, and 30%. TF-polyester composites without
fillers had higher tensile strength than composites with
ESP and AP fillers. The decrease in tensile strength with
filler was due to the low interaction between TF and
polyester, indicated by the amount of pull out TF, voids,
and fiber damage (Figure 8D=I)./As the result, the trans-
ferable tensile stress from matrix to TF was lower than
composite without filler. This was related to the viscosity
to wet the TF fiber from polyester matrix and defect rec-
ognition at the fiber ends where high stress concentration
appeared as the result-of interfacial bonds among TF pro-
vided by the innate cellulose micro fibrils.*®! The addi-
tion of composite filler tends to support the interaction
between fiber or fiber with filler compared to the interac-
tion between fiber and polyester, thereby reducing tensile
strength.[**! Therefore, TF wettability by polyester matrix
is not adequate, resulting in bad stress transfer when ten-
sile load is applied. Filler addition into composite also
caused interface mismatch between ESP/AP filler and
hydrophilic TF.

In contrast, 10% ESP and AP filler addition resulted
in stronger composite, which was not easy to break than

COMPOSITES

TABLE 2 Tensile strength of some natural fiber-reinforced

polymer composites

Tensile
strength
Composite max (MPa) Reference
Luffa cylindrica 37.33 Patel and
polyester-reinforced Dhanola®¥
composite with
microfiller CaCOs,
A1203, and T102
Acacia tortilis fiber 20.14 Dawit et al.*!
polyester-reinforced
composite
TF-reinforced polyester 119.26 This
composite investigation
Bamboo fiber polyester- 126.2 Tarabi et al.l®!
reinforced composite
Waste cotton and 93.64 Kamble and
polyester fiber- Beheral®”!
reinforced green
composites
Hibiscus tiliaceus fiber- 400 Purnowidodo
reinforced bisphenol et al.l®®!

composite
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5% ESP and AP filler addition. The voids between TF-
polyester, pull out TF, and nonhomogeneous particle size
also decreased the composite tensile strength. The
increase in tensile strength with 10% ASP/AP filler was
due to the formation of homogeneous ESP and AP filler
distribution in polyester-TF matrix.*! The increase in
tensile strength with 10% ESP/AP filler indicated that
filler powder was able to fill the micro pores of TF and
polyester matrix.[*’! Besides that, fillers provided good
dispersion because it had smoothness and uniformity of
ESP/AP particles. Next, at volume fraction of 30%, TF
tensile strength still increased due to the de-wetting effect
(polyester matrix was able to bind/wet TF perfectly). At
higher fiber volume fraction, tensile strength tended to
decrease.

Figure 5 shows the elongation at fracture of the TF-
polyester composite with each ESP/AP filler. TF compos-
ite elongation increased along with the increase in TF
volume fraction of 10%-30% (specimen 1 TF, 2 TF, and
3 TF). Figure 5 also shows that elongation of TF- polyes-
ter composites after ESP and AP filler addition increased
along with the increase in TF volume fraction
(10%-30%).

The elongation properties of the composite after the
addition of 5% ESP and AP filler of 10% TF decreased by
7.555% and 38.075%, respectively, from composite with-
out filler. The composite elongation properties decreased
by 13.355% and 40.16% at 10% ESP and AP filler addition.
The decrease in composite elongation value after filler
addition indicated that TF ductility properties was higher
than the other constituent materials. This led to higher
elongation value in 3TF composite. Besides that, elonga-
tion value at fracture of TF-polyester composite with AP
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FIGURE 5 TF-polyester composite elongation with ESP and

AP filler

filler addition became lower than the composite without
filler and ESP filler because AP addition increased the
stiffness of polyester matrix. As the result, the shear/
composite fracture elongation decreased. This was in
contrast to ESP filler, which increased the ductility of
polyester matrix.

The comparison of TF-polyester composite elastic
modulus is shown in Figure 6. In Figure 6, it can be seen
that the composite stiffness graph pattern shows confor-
mity with Figures 5 and 6. The composite elastic modulus
increased significantly along with the increase in TF vol-
ume fraction and with the addition of ESP and AP fillers.
Furthermore, the addition of 5% of ESP filler to 10% TF
volume fraction reduced the stiffness of 1TF composite
by 6.597%. The decrease was the result of the movement/
shift of the fiber and matrix that the composite was
unable to hold deformation, which resulted in tensile
strain.?*! The highest elastic modulus was found in com-
posite 10 AP-3TF, which increased by 6.782%. In addi-
tion, the composite stiffness value with AP filler was
averagely higher than the other polyester-TF composites.
This was related to the compatibility, the bond between
the AP filler and polyester thereby increasing the stiffness
of the composite.***! A different case was found in the
composite with 5% and 10% ESP-1TF filler. The compos-
ite stiffness decreased after 1TF-ESP filler due to the
weak interfacial bond between the fiber and the matrix
(Figure 8D). There was a nonuniform distribution of
fiber/ESP in the composite. TF and filler (ESP and AP) in
composite functioned to resist the deformation due to
tensile load and increase the stiffness of polyester.[**!
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The composite fracture photo shows a cup-and-cone
failure mode in the composite, indicating that the com-
posite was flexible.[**! With the addition of ESP and AP
fillers, there was an increase in elastic modulus value
compared to the composite without filler and the other
natural fiber-reinforced composites.[**! The other com-
posite are Acacia tortilis as polyester composite reinforce-
ment of 3.04 GPa (ASTM, D790-17), polyester vakka
fiber of 1.79 GPa (ASTM, D790-17), banana fiber
reinforced polyester composite of 1.08 GPa (ASTM,
D790-17),%! sisal and bamboo fiber reinforced polyester
of 1.9 and 248 GPa (ASTM, D790-17), respec-
tively.[>>3%43] This indicates that TF polyester composite
is able to substitute the use of metal material in structure
application.

3.3 | Impact test

The effect of the impact strength difference in TF volume

Em fraction and ESP/AP fillers is shown in Figure 7. The

impact test on TF-polyester composite showed good
strength and there was improvement in impact strength
indicated by the increase in TF volume fraction and the
existence of ESP and AP fillers. Impact strength increased
along with the increase of composite fiber loading. If a
composite has high fiber, the potential of fiber pull out is
greater. When the fiber content in a composite increase,
more energy is needed to weaken the fiber-matrix bond.
In other words, there is more energy which is adsorbed
by the fiber.3#+!

5% Filler

1207 . 109 Filler

Impact strength (kJ.m'z)

Qg Qg &g g8 LS
K K K K K R F R R FSR
& &K E RN NI
Composites
FIGURE 7 The impact strength of TF-polyester composite

with ESP and AP fillers
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In Figure 7, it is seen that the lowest impact strength
owned by 5ESP-1TF composite is 55.337 kJ/m?. Then, it
is followed by 10ESP-1TF (59.311 kJ/m?) and 5AP-1TF
(62.258 kJ/m?). This means that there was a decrease in
composite impact strength after filler addition to compos-
ite with fiber volume fraction of 10%. The less uniform
filler distribution caused low bond between TF and poly-
ester.[***”! The impact strength data (Figure 7) shows a
match with the elongation properties data and tensile
modulus in Figures 5 and 6. Filler addition of 10 AP and
3TF resulted in the best impact strength (116.416 kJ/m?).
The impact strength increase was due to the uniform AP
and the increased polyester ‘strength. More importantly,
(TF) fiber reinforcements are the most dominating factor
that influences the mechanic behavior of polyester com-
posites rather than the fillers.4®!

3.4 | SEM morphology

Figure 8 presents the failure morphology of TF-polyester
composite with and without fillers after tensile test.
Figure 8A reveals that the sheet form of TF caused less
uniform fiber distribution and was low in receiving the
tensile load, but adequate in terms of bonding between
TF and polyester. Seen in Figure 8B,C, there was domi-
nant pull out fiber and holes from pull out TF. This mor-
phology was due to the dominant condition of TF in
composite and caused the propagation of stress from
polyester to maximum TF. On the maximum (increased
tensile strength) TF, there were fractures on certain
defects after the chemical treatment. In Figure 8D, com-
posite with 5% ESP filler and composite with 10% TF
show large voids and TF pull out caused by ESP filler so
that the ESP-polyester interaction is higher than the
bonding interaction between polyester-TF. Different
thing happened in 3% TF in Figure 8E. Figure 8E,F pre-
sents uneven fracture surface. This indicates that the
composite tended to be harder with amorphous ESP filler
addition. This condition caused a decrease in elongation
and increase in elastic modulus based on the result pres-
ented in Figures 5 and 6.

Figure 8G-I shows that when the polyester-TF com-
posite was added with 5% AP filler and 10TF, TF pull out
appeared and several voids with failure mode became
cup and cone indicating that composite tensile strength
decreased and tended to be stiffer. Figure 8H,I shows bet-
ter interface between TF and polyester-AP. The interface
is narrow and strong. TF pull out decreased along with
the increase in TF volume fraction and AP filler
(Figure 81). This was caused by the AP, which supported
the formation of matrix interface chain with
TF. Furthermore, the morphology of the composite with
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10% AP filler and 30% TF also supported the match
between the impact strength value (Figure 7) and the
composite elastic modulus value (Figure 6).

3.5 | Thermal stability

The thermal stability of polyester-TF composite with ESP
and AP filler was observed by TGA. The composites ana-
lyzed by TGA were given code of 3TF, 10ESP-3TF, and
10AP-3TF. These composites were selected due to their
high tensile and impact strength. In Figure 9, TGA curve
is divided into three stages of weight loss happened on
TF-composite at temperature of 0-1000°C. In the first
stage (I) with temperature of 30-370°C, weight loss was
indicated by the volatilization (the loss of water/humid-
ity) of the TF fiber composite.'***) Meanwhile, in this
stage, polyester-filler matrix (AP/ESP) underwent decom-
position. Composite main decomposition was found in
stage II with temperature range of 270-500°C. This cau-
sed fast weight loss. This decomposition was due to
chemical constituents of TF (hemicellulose, cellulose,
and lignin). There were decomposition and even carboni-
zation. The polyester matrix underwent a degradation
stage with statistical chain rupture.l®® There are four
stages of natural fiber decomposition. The first stage is
hemicellulose decomposition (220-31°C) which occurs
earlier because it is associated with the release of water
content.’® The second stage is cellulose decomposition,
which happens where the weight loss rate depends on
the viscosity index of the fiber. Lignin is decomposed
(160-900°C) after cellulose. Therefore, lignin is more

14 4
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FIGURE 9 The effect of filler type to the thermal
characteristics of TF polyester composite
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difficult to decompose because its structure is in the form
of an aromatic ring and allows branching of relevant
chemical bonds. The last decomposition is ash from natu-
ral fiber. In Figure 9, the decomposition of stage III hap-
pened in the temperature range of 500-1000°C with all
the composite materials be carbonized.'”?! From the two
types of fillers, it was found their effect on the heat resis-
tance of polyester-TF composites. ESP filler composite
was degraded earlier compared to the AP filler composite.
This was because ESP filler was amorphous than the AP
filler composite and AP thermal conductivity was higher
than that of ESP. After the composite decomposition was
complete, there was a remain of the final stage decompo-
sition which was the ash-material with AP decomposed
at a very high temperature (around 1730°C).!>!

4 | CONCLUSION

ESP and AP fillers modified TF-reinforced polyester poly-
mer composite. The study learned the physical, mechani-
cal; thermal, and morphological properties. TF-polyester
composite density decreased along with the increase in
TF volume. This was due to TF low density (1.02 g/cm’)
when compared to polyester matrix density (1.21 g/cm?).
Composite density showed a match with the result of the-
oretical calculation. Composite tensile strength, elonga-
tion, elastic modulus, and impact strength increased with
the increase in TF volume in all types of composites. Ten-
sile strength and elongation were inversely proportional
to the elastic modulus and impact strength. The addition
of filler caused the tensile strength and elongation to
decrease, while the composite elastic modulus and
impact strength increased. This showed that AP and ESP
fillers in composite increased the stiffness of the compos-
ite. Morphological observations with SEM supported the
failure of composites in filler variations. Addition of
fillers increased the thermal resistance. The highest ther-
mal resistance was the polyester-TF-AP composite where
the residual combustion also increased with the increase
in TF volume.
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