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57402209 : Major (POLYMER SCIENCE AND ENGINEERING)
Keyword : Poly(lactic acid), Bacterial cellulose, Silane treatment

MISS  NUNGRUTHAI  PREAMNIM :  PREPARATION AND PROPERTIES OF
BACTERIAL CELLULOSE REINFORCED POLY(LACTIC ACID) COMPOSITES — THESIS
ADVISOR : ASSISTANT PROFESSOR BUSSARIN KSAPABUTR, Ph.D.

This research is aimed to study the influence of silane modified bacterial cellulose
surface and the addition of bacterial cellulose on the morphology, mechanical and thermal
properties and water absorption of Poly(lactic acid) composites (PLA composites). Silane coupling
agents which used in this research were 3-Aminopropyl(diethoxy)methylsilane (APDES) and Bis-(3-
triethoxysilylpropyUtetrasulfane (Si69), the amount of silane coupling agent used was 1, 3 and 5
wt%. The amount of bacterial cellulose added in PLA was 1, 4 and 7 wt%. From the studies, PLA
composite with 7 wt.% bacterial cellulose treated by 5 wt.% Si69 (PLA/7SIBC(5)) showed the
best performance. SEM micrograph of PLA/7SiBC(5) cross. section exhibited good distribution of
bacterial cellulose and found the breakage through the bacterial cellulose fibers. SiBC(5) has the
highest Si contents which deduced from EDX analysis. From FT-IR spectra of SiBC(5) showed peak
at 766 cm™ which is the position of Si<O-C stretching and 873 cm™ which is the position of Si-O-Si
asymmetric stretching. This referred that bacterial cellulose has already been modified by silane
coupling agent. ~PLA/7SIBC(5) has higher = thermal degradation temperature than PLA
composites incorporated ' with- untreated and APDES treated BC at the same BC contents.
PLA/TSIBC(5) also.showed the-highest crystallinity. Impact strength. of PLA/7SiBC(5) was higher
than other PLA composites at the same fiber content. In addition, PLA/7SiBC(5) showed the
highest young’s. modulus “and tensile strengthwhereas the elongation at break of PLA
composites decreased with the addition of bacterial cellulose. As well as the water absorption of
the composites increased with the BC content. However, PLA composites with Si69 modified BC

showed the lowest water absorption.
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aﬂﬂi@LLagﬂqif}!ﬂiauvL@m WUW?W@JﬁaubLﬂfﬂ WALAIULYTIE UANULAULIA LUUAY @'J‘EJLVWJU

wa

= v ya ° Y] i PN o A Y a o eaw v a Y a
"\Nl@llﬂ’]iuqL@q?ﬁﬂmqﬂsﬁu@ﬂu&nNamﬂuLW@iWNamﬂm%ml@uuuau Lﬁi’imlﬂ"\]’]ﬂ VNVBI

Yanunazyde 19U ﬂauﬂ%La%mmﬁmi‘]u’j’ammamﬁﬁ]ﬂﬁy’ammLL%qﬁmmﬂamﬁ’ﬁﬁﬁmaq
AounIndaduesin uasauvdlonfiianaudhnfveanandaiulany wislwwesnand
Faduaguanii SdwinwiunneuTainvemedwes warimuudusianaudiviives
Towin Wusu [5, 6]

VY @ oA o

Ussanvastaneosindngnuudldmudenuvieidenmindldiiu 3 ndufe nduid
wodluesidudiunanndn (polymer-matrix composite, PMC) ngufifiwsndinidudiunan
nan (ceramic-matrix composite,CMC) LLazmjuﬁﬁIamLﬂudaumawé’ﬂ (metal-matrix
composite, MMC) uanannil Yanaoulndne1aazuislinudnuazvosiiiatuuss fagud 1
Lo

<

- Jageeulndndmasuuslianwausiduduly (fibrous composites)

b
a

- Jageeulndndfasunslidnuaziluounia (particulate composites)

3

- a@ﬂamiwamm fasuussiianwuziduTubng (flake composites)



- Faneoulndafifidnasuusalianvazilutunsoviadouuny (laminar or

layered composites)

<

FIBER PARTICLE LAMINAR
COMPQSITE COMPOSITE COMPOSITE

FLAKE COMPOSITE FILLED COMPOSITE

UM 1 Tanmouwadnludinusedriu (6]

v

2.1.1  audAmivvesianraunadnainwedwes

antAlnemlvesianmeulndnannneiiues [6] laun

Y] A Ay vy & a )~ o i a Y]
1. jaﬂﬂaﬂiwammiemﬁus[ﬂL‘UuaqﬁlﬂillLLiQf\]gﬂJﬂquﬁquLuu@’]LL@IusﬂmgLﬂﬂjﬂu

' 1%
=

fagfianuudfuasrnuudussdinizas Sudnalifanaeulndatuiiihwindosuasdauds

NN INAALHaLNTONINNTINIAAAUAY

2. fanwadesdegusivagldnuienmgias lesannidulesieg wu e

wiy iddleansueuildiluiagasuusadinsvetedniiosninanudous winuanuseuldgs

3. NUNUFRDNISANNTDUIINAILINADULALNUADANINDINALARNINTANE LAY

' ¥ '
a = v v A &

saidouduinnisannseulainedlaiinnsdudanuanuadulusinie 1esanIunsngy

Y

a

NOAUDSVAYVUR WU WORLDTIAU NOAIWINAY TANUNUADNITANNTDULALAITLAL K50

&
ALY
4. Juawuliih wazlinnsgaduainuiiuem
5. aunsannuasnwaznIsuenle lnenisiadeuiivaeiinsinfeuduinmig

6. NUNTNITUNNEN



2.2 ayuinaluineanululewanadn

' v '
(% I~

wanasn (plastic) mungsansusznaudunsgndunsiziiuiiveldunuiansssuyi

a d' < @ a < o d' Yo 14 < ' Y ! a <@ v
U9rlia Waldunagiinnsudedy uwavillalasuaiufounasoeusi d1uu1avlaudedannis
Yagunanafnlulymdedwinden Weswndesaaseinuazldnaiu daalinude

Ao i luinvianefasiiaauafivlueinie

wanaAnTanm (bioplastic) senwaradndinmessaaisla (biodegradable plastic)

a

= a ad a X Y] a A I a P ) {
'Vill’]EJﬂ\TWa’]ﬁ@ﬂV]NﬁWSUU"—\]']ﬂ?ﬂﬂﬁﬁillsﬁq@I@El“l/]a:]iﬂ,ﬁfymamﬂ’]‘\ﬂﬂweﬁ LazlUuIdaANd1u1n

q

govaanalalusisuyd (biodegradable) Feaunsatisaniynuaivwludwindeuiiinain
YyENAERANLS i’a@ﬁismwaﬁmmmﬁmwamLﬁuwmaaﬂ%amwﬁwmmjﬁm iy Cellulose,
Collagen, Casein, Polyester, w4 lUsfiuainas wazdnalne udu lneudeiuduinduian
aada A a o P v a
NNETTUVRNTANUMIZaNNEAMTIEETNININLAET AN HasANasaLARINTiY

Biarg 9 1y 1alne 91288 TunSe Sume dudrdgnds [usu wanaindanminanann

o w a

wldlpgnsatuaziindin wsizaziianisnasinkasiduguillelasuninuay dadudalaiinng

¥

T geqaunidinludesdarants uduvasuunilvlinarsdululuwes (monomer) Nand
nsaLanfn (lactic acid) 91ntutinIakanfnlulunszuIUNs Polymerization Lievinli

a A v & A a ' a 4
NIALAARNLTBNNUUUFIYEINLIENIT WaRLUBS (polymer) [7]

2.2.1 Ussinuaanaianngdasaasla

1 1 ) ' I
anunsoluIlTEANTRINTsURsaasanlu 5 Ussanlng ¢ Ao

1. nstevaauldlnauas (photodegradation) NNspeaaulaglasdIuNINALLAN

a a I aa ! ! a A o & a Y1
mﬂmimmaﬁmmLLGN‘VI@JMWMEN%W@LLaﬂaﬂlﬂiuwmamﬂwiaaamewiﬂwaamaﬂwmﬁyj

landunsonusyiafinlduduse unnindeneldsaded W wiAlau (ketone group) aglu

[ 1 v v v v

ls9a$e Wieansusenyileddudendnduiaduseded frvdmaliifinnisuanvesiuse

< a . = 1 a = ¥ o aaa | [ 1 & a
nangilueyyadasy (free radical) Felaitafies JsaunsadvinuJisernelaegesinsn

a a o

NUFLLALUSUR WU ULl ua1elanedlwas liian1s1IneanUBsanele wAn1SEae
aansdazluifndunisluetleanavves nasraulnan useanzuInasuduMdunila wse

[

WINTENITUNAARNALNITLARDUASNINNNUININVUAURL tlpsannnaainluleduiany

[

a A
Sydelnems

Y



(%

2. M380UEaIY1INa (mechanical degradation) lagn1slilssnsgyiuATUNaIamn

Mlidudunanafinueneen Jaduisnsuldlaeilulumsyilvmarainuanidutudng

aaa a

3. M3geaaten1ulN3e190nTndu (oxidative degradation) N138pgaA1ENIY
UfAseneendindureimarafnuuiulfisenisiiueendauadlulianavemadinesas

ansainvulaieslusssuyfegetne nelioandiau wagaiuiou uatyd Weusmna

'
o

Wutadedrdgy v liinaduansuszneulelasideseonlas (hydroperoxide, ROOH) Tu
a _ al (=) a a I A o Y a a a el . e

wanaanylidn1sANasANLs T IuANLED e S (stabilizing additive) LWadazA3U

Souazdwali ROOH tAnn1suandnateilueyyadase RO way 'OH Nliiadesuazidnmin

Uisendeiussiatuusumivasnsvstluaislanadwes vilminnsuanindulaziin

1%
(% =<

nsgadeandfdnasgeins winlemalulagnisndaiilasunisidowasiauituly

Jaquribinedlaafluiinnisderaareruufisereendintudueondauldiitunielu

a 3

a9 vue Taensianatsiiuwaaiiuinasveddansnsuatunyininiidunsazaas
Sanmsuanivesansusznaulalasiesoenludlmnlusyyadassy (free radical) vilwianeld

wedlesiian1suaninuasgadeaniiidinasg1esinsatay

4. msdegaaenuufiselslaslada (hydrolytic degradation) n1sgaeaansves

'
)=

wodesnilvyieawes viselalud wiu- s wedivames wedueulansien weadm1susLUA

waynedegsiny ek uiisenazdmalmannisunninvesanslenediues Ujisenlelasla

(%
a 0

Famastutulaeviluazaiinsanvieantondy 2 Usziom - Ae  Uszandltasnzaas

a (3

(catalytic hydrolysis) tazldldaznzaas (non-catalytic hydrolysis) F9UsZLANLINTUG LU
v & a g o a ¢ a s | § Y a |
ponloilu 2 wuuke wuuildrsasdadatnnisusnluanavesnedwesunsdliiinnisdes
dang (external catalytic degradation) wazuuuildazardanainneluluanavesnediues
dlunsisslminnisteaans (internal catalytic degradation) Ineagmzaadainateuenil

2 9in Ao azavdandilduioulyiisngg (enzyme) WU Depolymerase lipase esterase uay

LY

Glycohydrolase Tunsailazdadunisgesaanenstinm warasnzdannluldiouled (non-

enzyme) W lavwueaalan (alkaline metal) wa (base) uaznsn (acid) Nilegluaniie

%
&Y [

windoulusssund lunsdillurzdadunisdosaaeniaedl dwiulujiselelasladauuy

Iingngdannigluluanavesnedwesuusclivyasuon@a  (carboxyl group) ey



wameiviiaeluausnaUatsasldnediueslunisissljisenisdesaaneniuu)izen

lelaslava

5. N13Y0UEANENITINN (biodegradation) N138oEABVDINEALDIIINAITVINU
yosguvidlaerilunssuiunmseelidietu 2 tumeu iomnuuinvesmenediuosdined
valvguarhiazaied  ludupouwsnvesnmsdesaaeiafntuiimeusnueasadlnens
Uanudesifulesivesaduniddaintulavislunuuld Endo-enzyme e LoulwifivinliiAn

Y LY 1 a s 1 [ = &
ﬂWiLLG]ﬂG]’JSUENWUﬁBﬂ?EJIUﬂ’]EIIsZIWE]ﬁLiJE]iE]EINVLMLUUizLUEIU WagUU  Exo-enzyme 139

@

wulgdivi A suaninvesiuseiiasmiieanmiegNidnigaiteg usudiuaeues
aelanadiues Wanadwasuandiauiivuimanne Juazunsuiuntagadiinluluwad was
\Annstesanasaludunouit 2 langedueiluduneugaying (ultimate biodegradation) Ae

[ < A al a . . \ 1 I's I3
NAIULAZANTUTENDUILALENNLENESIUEITUYIR (mineralization) 1wy Asuaulneanlas

WAEWIY WY LGB kI519RI97 kazaiadanIm (biomass) [7]

2.3 ﬂ’J’]ﬁJiﬁl”ﬂﬂLﬁﬂ’JﬁU Poly(lactic acid); (PLA)

2.3.1 Poly(lactic acid); (PLA)

nodAuanANULedn, poly(lactic acid); PLA, (#38i38ndnoenein polylactide) dadu
Biodegradable polymer i@ Biobased polymer ﬁ%’magiumjmwaﬁLaama%ﬁﬁmsﬂeﬁmq

(aliphatic polyester) Wafiansanantasasiaail daandugun 2

0 CH, O

e

HO OH

i i
O CH, O  CH,

Ui 2 Tnssasamainiives poly(lactic acid) [3]

PLA @1unsadamsierilaannnsawandn (lactic acid) Fansawanfinaunsanantaann
NSPLNLUITUINNAANNNTEUIUNSULNABWUATILSY (bacterial fermentation)  AaUuN
aa a8 = I ) | P o o Y A oA v P ~
PHwdaiseumaldussnusenauran wid 910 JudIULMiaT 913E1a1158908 I9@NU1TON

o Y 3 [ a a 914" [y 1 dy d' a di( M v 1
swihnldduingavlunsndnladminensmaiiuazanunsanendniunawnulnliong

faLiloq Flagun 3
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Photosynthesis / Hydrolysis
water " e,

Carbonic pianis Starch Enzymes

acid gas Glucose
fgrmgntatinn
A
Matabolsy r— Lactobacills
4 £ Microbes
Lactic acid
Lactic acid Cyclization
/ rea_ction
’ l---_p | Microbes Polycondensations
ydrolysis Natural "/ lactide
amvironment Ring scession
Oligolactic ] Molding palymerization
acid _ ) Polylactic
LAl Soilon acid

ML ] Woven mesn |8
Hydrolysis ~ \CRBUEY) processing

4 4 4 Chemical reaction
4 4 4 Biological reaclion
process of biodegradalion reaction in compost

sUN 3 Igdnsvesnaduaninieda (8]

TaevalU Poly(lactic acid) azfanvanisnatazauifinisnioniningsdrulneg
IndlAesiu Petroleum-based synthetic polymer wagdeanunsatiundusuladieninie
=l [ . a P = o ) a saa o Ql'
W8UNU Biobased polymer BUnd U AIUL PLA 39UULUUNDALNDINNANYNINGINA
dildnaunu Conventional polymer usitussazisuusniiudiulng PLA azgnianléidu
Jagmanisunnd ilesnnidunefiwesnisimeasndisguanainidinsimmalulagly
msndnidawalii Lactic acid duiisnmiigiad vialilutlaguu Poly(lactic acid) naneudu
Biodegradable polymer fifinswanluiganismludiinasnnuaglasunisunludssendldly

UAUANDEUNINAE-[3, 8]

2.3.2 waninwadn (lactic acid)

woawanfnuedaduaseiiuaIn nsndanlensend (a-hydroxy acids) laeyinuae
| = s a a a a a A ad aa = a
goisoNoUDlLBsTOINOALANANLETR Ao nIAuanfn wiedlteniueiife 2-lensend Twsi
leflAwa®n  (2-hydroxy propionic acid) lasfinneluluianaves Lactic acid agUsznauly
sy Asymmetrical carbon agwiltezmen Aty Lactic acid Juduluanausziav Optically

. = & o . . ~ & . .

active alunavililuanaves Lactic acid faedlelwiues Ao L(-) lactic acid waz D(+)

lactic acid [3, 8] é’fﬁLLam@fﬂgUﬁ q
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H
H:c\ OH

1\'
Hoo ¢
4

L(-) lactic acid

CH,

Hy
,OH

S
woo €
4

D(+) lactic acid

sUf 4 Tassaremaadivadduiana L) lactic acid uag D(+) lactic acid [3]

Tunsuanneduanfnuadneiavinlalaen1sdunsizikuuiseIn1sAIuLULLUY

az@lalnsUn (azeotropic dehydrative condensation) Ufjfise1n1sAtuutiulagns (direct
. . . ) .7 & 1 a & .

condensation polymerization) Lag/M39n15d9LAS1ERRIUNISIAALAALNA (lactide

formation) kazn13duATIZRIALEIUNI5.UAY (Ring-opening polymerization) Uaduanlng

o =
PRgUN 5
CH, o] CH, 0
1 1 Low MW prepolymer
“0/\[(0{\)1\0'}’\(0\)( Opoly  (1000-5000 Daltons)
o ¢ "o
H,c\c»N i ) Chain Coupling
e Direct condensation Agents
g polymerization
L-Lactic acid
Azeotropic dehydration condensation 5 W }a\n/
CH
H“/C' ’) OH -H,0
HO fl
o Polymerization through High MW polymer
D-Lactic acid lactide formation Ring Opening (>100,000 Daltons)
7 Polymerization
CH, 0  CH, ) X O\C'c_*:,’
5. o{\)l\o)/\r(o\/l — [
TR LT e A
o ) o 3 H,C‘ o
Low MW prepolymer Lactide
(1000-5000 Daltons)
td' [ 3 a a a a a a
E"J‘Vl 5 AMTANLATIZUNDALLANANLDYAAINNTALANANYUALLDALLATA [9]
na i
2.3.3  uwaatna (lactide)

Lactide A® Cyclic dimer 489 Lactic acid L4028 Lactic acid & 2 Isomer fig D

way L Lﬂumaiﬁimaﬂaéuaq Lactide §vi9vus 3 ¥is Ao

® | -lactide (W30 LL-lactide) Fuuluianailinain 2 luanaves L-lactic acid

® D-lactide (W3® DD-lactide) Faidulananaiiiinain 2 luanaves D-lactic acid
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® Meso-lactide (39 LD-lactide) Faulmanafiinain 1 luanawes L-actic acid
wag 1 luanaves D-lactic acid

Stereoforms %84 lactide WUU19Y Wandlaraguyl 6

;i & ;cﬂ; o {D.D(R_R}hmh R, Ryl o
o\/o\c'—cr«, NN SNy 7 Ry, Ri:Chy [, D.D-bee + L st
| | A ”___Llussmme Ry Rl ).~ (rocbet
}:(':’}'c\o/ o H:(;‘} A5, H,C:;C\Q/C\\O Ry, Ry CHy

{ DL(RS)betde Ry, Ry: M

[ ttacme | [ meso-Lactige | [oLacige | (meso-etde) Ry, Ry CHy

gﬂﬁ 6 lasaasnsluianaves L-lactide, D-lactide wag Meso-lactide [10]

VOINANTZIN L-lactide fu D-lactide 1387971 Racemic lactide (Rac-lactide) Ine
Unfudy Lactide 7AnR1nAs¥UILNg Depolymerization 989 Low-molecular-weight
lactic acid mai&fmmﬁuﬁﬂ wﬁmﬁm%ﬁlﬁ%lﬂu Mixture w89 L-lactide, D-lactide uag
Meso-lactide #adnanuvosusiag Lactide isomer ﬁ%sﬁuagﬁ’uﬂﬁ)é’&lﬁi’m WU dnaIuYas
Lactic-acid isomer #ilfidutngiv samgll wiauazdSinamesiuseiisedily (Judu
Lactide stereoisomer ufiazyiinazgnuanaanniulaglinssuiuns Vacuum distillation
09970 Lactide usiay Isomer duflanifionilaivifu @aidantes L-lactide way D-lactide

agfUszanM 95-99 °C lunedl Meso-lactide Tuligananuseang 53-54 °C) AUUTAD

o
o v a a

294 Lactide isomer &N AlaNIUnsZUILNTHenwaItutiululafoddgdaiasmuny

o ]

audRvendnsns Poly(lactic acid) 7l [10]

2.3.4 duddlagialuvas Poly (lactic acid)

(%

auUfves PLA 9gfusgnudnuvaryedlassadnanielulana 90158y ogns

¥
=

Lawmmzmaﬂﬂﬁﬁa YUDYAUAINUUTANTVBY Enantiomeric ¥4 Lactic acid fiunusznou

Y 9

MuduaneleneduesuazauusgrsiBaas (optical purity) voswednanfinuedndanasdiq

1NARANUANINAINNS DU ANURTINABAEANURAIUNISTUNIUVDINYWAS VB IMAD (barrier

'
a aa v

properties) [11] weduanfnuadaildnadiuvesiea-leluwesainitfovay 90 Tuudlduinae

=

I a 5=t . . = a saaa s
Wunedwosninan (semicrystalline polymer) Tuaaiginodimosnia-lolomeslu

IS a qu

93AUsTNOUINAY Naziinuu3gndidauainiasasiuunlduiazidunefimesodugiu

q

a

(amorphous polymer) [3] uenanilgamniinisvasuival guMYina1ENTUETULALIYIU
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[ 1

I3 = = 1y s Y YN
ﬂ?']llL‘LJ‘UNaﬂﬂ‘"\]%iJLLu'JIUEJaG]aQVLUGI’]M?{ﬂ 'J‘LISUENLL@ﬁ—l@I%L@Jaﬁwaﬂaﬂﬂﬁﬁl I@&Jammumaa

(%
Y

Tolouasnuananenuluaelenadussuuazyinlynedianfaledandansisrduiulauvaia

wWANA9AUIIEILsaUS USRS UAIUARIN S lTulfag 1A nraneia S uisu iy

a A

a s a o a a a aa
W@aLll'f]ﬁ/]Na@]Q']ﬂ'wm@Uwuqﬁqﬂa‘@ﬁqﬂﬂiiﬂﬂimﬁLﬂll WU WORALBNAULNLINNLAR (PET) oz

q

wodalesu (PS) Fanadnaninuadnazilanula auddnienienin auvidena wazauTfniu

n1sBusuvesiglnafssiuiunediwesingnainingauiuiainanamnssutlnsiedl (8]

TagaudAn1an1en1mialuved PLA wandlasannsien 1

A1519% 1 audintanteninlasiluved PLA [3]

Property Units Condition Value
Degree of crystallinity X, % L-PLA 0-37
Density p g/em® Amorphous 1.248

Single crystal 1.290
Heat of fusion AH; KJ/mol L-PLA complete crystalline 146

L-PLA fiber

As-extruded 25

Afler hot drawing 6.4
Heal capacily G, JIK/g L-PLA with

Mv = 5300 0.60

Mv =(0.2-6.91) x 10° 0.54
Glass transition temperature K 326-337
Melting point K 418-459
Decomposition temperature K 500-528
Swelling in water % pH 7 buffer 2
Intrinsic viscosity () in chloroform at 25°C dljg 38-8.2
Radiation resistance G value Under nitrogen
Co"™ in benzene solution, 30°C Chain scission 26.5

Cross linking 45
In water Chain scission

Cross linking 23.0

6.5

IR peaks cm™!
OH (alcohol/carboxylic) 3700-3450
-C=0 17501735
-CO0 16001580
c-0 1200-1000
CH 950-700

uenAntandfnegidfgyroineduaninieda lawn

® AuURnN1Sazany

[
=< YY)

nsavanevemednanfnuedavusgiudndiuvemiieiluesiusenevluaeld

nodes wavseauanulJundn (degree of crystallinity) Yasnaduaninuednnle nad

' = 1

warAnwednliazatsul woanesed wazaisusenaulalasaisuaunludnyunui 1wy

Y

a aa
ALBYANUAINU

DD
3)

L@ALU (hexane) haglaUinu (heptane) AvinazateNnag1nsuneduan

UTaNsL3auasas (poly(l-lactic acid), PLLA) laun davinazatedunidnguaassiuaniag
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Wgee3luian (chlorinatedor and fluorinated organic solvents) lnoanigu (dioxane)
lpoanlziau (dioxolane) Wagwisu (furane) uenanweduanfinavazareldludiviazaiy
dmuneduaninuedafiinruuiansiduasgdsiildindnudireiundmoduaniinuondn
gyaunsnazanlaly osdlau (acetone) In3Au (pyridine) Lofiawanian (ethyl lactate)
leias@iem (ethyl acetate)  winsylalasuusu (tetrahydrofuran) ladu (xylene) lowiia
Faranlys (dimethylsulfoxide) Wu,ou tawwAanasulud (NN dimethylformamide) way

Wwiateiaflau (methyl ethyl ketone)

®  AUURNIINIENNLALAUURALTING

auUAdena (mechanical properties) ¥4 PLA Fusgiutminluana snsidu
senIneduuudlaiues (LD ratio) Anudundn (crystallinity) wavannglunszuiuniswan
lay PLA fiflanuuiansyed Lisomer aanindnizdaudmdnangnit Wedmiinluana

a W Y] a
LAY AILARIIUAISIIN 2

A519% 2 @UURLYINavad PLA [3]

Polymer T s 1 Tensile Tensile Flexural Elongation

O (°O) strength modulus modulus  Yield Break

(MPa) (MPa) (MPa) (%) (%)
L-PLA (M_:50,000) 54 170 28 1200 1400 3.7 6.0
L-PLA (M_:100.000) 58 £59 50 2700 3000 26 3.3
L-PLA (M_:300.000) 59 178 48 3000 3250 1.8 2.0
D.L-PLA (M _:20.000) 50 = n/a n/a n‘a na na
D.L-PLA 51 = 29 1900 1950 4.0 6.0
(M _:107,000)
D.L-PLA 53 = 35 2400 2350 3:5 5.0

(ML, :550.000)

® FUUANIIAINNSOU

a a £

woduanAnuednilgunginatansuatu (T,) uazgunivasuman (T,) Adeudis

Y

[y

aandweslunanafinmludwandusuil 7 lnsivegamginatansiudtuiuasiueyiv

Y Y

(%
o Y a a

utinluananagdnsdiusenineduuudlewss (LD ratio) lnenuingumgiinanansiuaty

fwnldafivdusmhvidnluena  dviunisiauteaduuuilowesidiuaduuuilowesay



IS a ! a

igaumaiinaranuatuiuuiliumaiwagidie i sungamivasumainuitgumgil

Y Y

NasuMavaIedesIziAana nlulasaasialiusunaesn-wanlnaidussrusenau

iR dauanslugun 7

160
o -
-0 180:0 170
£
4 161
G
s
LD s0:20 g
i
w 1=l
4
T
1 [
0 200 200 600 00 e e
3 1] 4 & 12 16 20
10 M" e MEso-Laclide
Copolymer ratio Alass transition Melting temperature
temperature (*C) ¢y
10000 (L/DL}FPLA 63 178
9% (LDLFPLA L] 164
90/10(L/D.L}PLA 56 150
M1S(LMLFPLA % 140

B0V20(LTLLFFLA 36 123

U 7 Bvdnavestmiinliana wazdndiuves D-lactic acid luanglgwediues PLA fiilng

g T, wag T, [8]

2.3.5 msunlUlduselvvivas Poly(lactic acid)

U3Hn Cargill Dow vesUsgvmansgorsniulainiuuionidinemdn PLA Tuids

[
a o a o o

mafnduuignusn wasliindanisnds PLA-based polymer wnfigatuilagiu Snviedad

v Y a

nandagidviglunenisiegegnmainvaty  egnslsfimunuinlutagiulatiusendngn

Y

[

aualiiaensnan PLA TudSunauunnnseatgegnsly ansgewsnt glsy uaziowle o

ey PLA lasunisidanltdaulususisgegiavainvats ana1sesfl 3 wansliiviuds

Y a a

USEVANER NSZUIUNISHAALAYHARSMT PLA Tun19an1sen hazainansen 4 asuanalimiu

Y

19F19819aUUFY9 PLA NINAR9NINAU18NI9NITAN



M19199 3 USEMENER NzutunsHanuaznansdioe PLA Tumnanisen [11]

Company Trade name Production capacity M, (Da) M, (Da) Process used
name/location (metric tons/year)
NatureWorks NatureWork PLA 140,000 NA 1.22x10" (94% L- Solvent free
(Cargill/Teijin)/NB, (Eco PLA) LA content) Melt PC/ROP
UsA®
Toyota (Shimadzu LACTY" 5000 >100 2.89 % 10° 17x10° ROP
Co.)Kyoto. Japan LACTY ™ 2012 16 % 10° 1.883 % 10° (100%
Eco-plastic L-LA content)

Dupont/USA” Medisorb NA 1.0%10° NA ROP
Purac plc./Netherlands | Purasorb® PL NA 35%10° 1.5 10’ ROP/Solution PC
Mitsui Chemicals LACEA 500 NA NA Solution PC
Co./Japan®
Birmingham LACTEL NA NA NA NA
Polymers/AL,USA®
Toyobo/Japan Vyloecol NA 43 % 10° NA NA
Hisun Biomaterials REVODE 5,000 NA 70 * 103 NA

CoLtd./China®

A1519% 4 aUURYa9 PLA NRaneonanvu1enienisen [11]

Anda NatureWork® PLA1 Biomer® L90002
AMUAWILUK (NTU/UA.) 1.24 1.25
Tg (°C) 56.7 - 57.9 n/a
Tm (°C) 140 - 152 nfa
HDT (°C) 40 - 45 (amorphous) n/a
135 (crystalline)
Tensile strength (MPA) 53 70
Elongation (%) 6 24
Flexular Modulus (MPa) 350 - 450 3,600

sl

16

PLA lunedweindautfvanvanevilianunsainluussandilunarafinganiiy

A9 lanateau lawn

e FIUNITUANG 199910 PLA WWuweduesnauisadesaaralania@inn

(biodegradable) flaiu PLA saunsawdniuiilaige (biocompatible) waza1unsagnaads

(bioresorbable) TnsszuuTanm (biological systern) Tusneneld Faviali PLA uTagiil

AngnngednsunumamunIsunmd uazgnianlinieinuiniuiunit 2 sy 1w iy
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Buwna (sutures) Fnduuna (staples) TanUauna (wound dressing) aunsalilalusnenig
(surgical implants) aunsaldmsuiiansegn (orthopedic fixation devices) Tandnsuiim
wseUanlasesignainnsonivausnsnisiantdeseuasszesiiaitunisuandaesenla

1 = a a
2819 UUTLENTA N

- punsinens PLA gnianldlususinge wu indunvusdgniiy Jagveruuas

Uanudseengiuuag ersiivity visedenudisaiiiivug

o AIUUTIYAMY WU UTIRTUNNITUAIN MBULUIIIDMIT 2L QanaIaRn

I a6 o v a I =3 [y 9 &
nadlny NaNANSURUD WANLAUATLLNN FILAABUNITULNTEAE

o punsandUly  LazLANUEILUY - Non-woven WU Wandueieously  H1oeu

°o & & v = " 1Y) ° o d{'
dndagy ek uazinsosyit wduledwiuusigluesesuou

v ¢ 3 ! &
« AUBTUBUR LU PUATAIAALTINTELVN (bumpers) LHUTEINU (floor mats) uag

gunsalanusianelu [12]

2.4 anuimiluingrfunuaiiGeivaglad

2.4.1 waglaa (Cellulose)

waglaaruasusznauaiilulamsafiusgnaudreviiagosvestiinnanglaa
(glucose) 91131 1,000-10,000 1 taNa dofuluneaiues WouradusloWusy
B-1,4-glycosidic bond 581313 Alcoholic hydroxyl groups Ingliianaansenivesaglad
Usznauludenglaa 2,000-15,000 Tatana wazdimiinlaianauszua 20,000-2,400,000
Aadiu (dalton) nsiiesiivedluanawaglaaidnuasduidunss lifiwvusdesduandly
gﬂﬁ 8 ﬁqmmﬁﬂ"ﬂﬂ Ao (CeH10s), lo n e ﬁi’m’swmaﬂqiﬂaﬁgwmﬁﬂisﬂauﬁmﬂu

1As9a519

Reducing

end group
(potential
aldehyde)

sUfl 8 Tnssaiaveaiwaglas [13)
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Tusssuwfuuwaglaaussunm 40 - 60 agaziuiuduin (bundles) wiawdulelu

famadeniu lnediwusylalasuluussdnszminaelduazngluasls ludulewaglas

szUsznoumelassadeiduszdou e vinailundn wazlassadanliidussdeu fe
USIedNgIY [13]

2.4.2 \waglaganuuadise

[
U

waglaaiduansduvsdluanavualugndunuaznulaluiginsansven Tuivtugs

Y
6’5 a U 6 a a % L2 1 = Y U a a
uu%mmimmemstjagiaaiumiwiigLGI‘UIG]LLazﬂ’liWG&Jm"UaGLszaa LYULAYINUNULLUANLIY
UﬂwﬁmﬁmmmmamLstjaqiaal@f 19U Acetobacter, Rhizobium, Agrobacterium lag Sarcina

= 2

lnguuaiiseNIIniulInianfe Acetobacter xylinum

a =

waglaaNLuANLIBNHNEAINNLUATIEE Acetobacter xylinum LAATUAINNITIAYS
A a v ! ! a < ¢ ! H ¥ < ¥ = o &
wuailisedananluwnaemsninglaaidusiuszneu wu drugning Wudu Fedady

aslulamsadssinnlalulnduenailsdidadu Usenaunienilegagveenglaa

[

(B-D-glucopyranose) Midousefurdudiuriaieiusy B-1,4-glycosidic 1assadieas
Usgneulumeniiedegiangmsunii lulasiiuia alvuiandnaussann 1-25 uluins
N o o v & a o i ~ v v @
wazdanwaurn1s9atesiidugislsosenivuiuiy lnguaaraiuaziiounnuaionuss

lelasusnegdudniidnvus duduledng fisenin waglagliusa Jefvuianiig

Uszanad 100 UNTULIAS WazyuIUIeunal 3-8 wlubigs ﬁfuumLﬁﬂﬂd'}LﬁﬂﬂL%ﬁ@I@ﬁﬁlﬁﬁﬂﬂ

'
U =

HyUszunas 1000 11 HenndllanuuIansnuinninwaglaanianannnisdunsizain

(%
o

Hutugs Ingldfinnsuuleuveusiiaglaauazaniiu [14]

2.4.3 nszuumsdaAszvikuaiGewaglas

nsvUILNsdiRTELUaTiZoiraglaauanie Acetobacter xylinum axdinuade
funmsduaszieaglaavesiistugs lussninnisduangiuuaiiGowaglaa wuaiide
Acetobacter xylinum §83n1501M15kazunasAsuauiieyszaiulassadiavesuaiise
L%agiaaiuﬂﬁﬂ%aﬂwﬁLmalﬁtfn%"u Imefl UDP - Glucose (uridine diphosphogluccose) 1du
asadu Insiduaimirananglaaaggninidigdwadluguaes Glucose-6-phosphate Tnef
wulwinglalawaniunszurunisoalniiadu 91ndu Glucose-6-phosphate 2ggn

Isomerization ¥84a136INa13lUTU Glucose-1-phosphate Inetouladinealnnglaiina
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' (%
a

(phosphoglucomutase) waziasuluidu UDPGLe Tnetoulgidianvinaifie UDPGLc

pyrophosphorylase #alusiiddglunisdunszigaglaa nasainiwaglaagniaesd

3 ! =

gsdsnte Aeslidnvasiludulensyeguinaiminveemsidente nuiany

De

wianzanFe nadsdluomnamaaiinislienmauasinagnaslinadifian dwsunisais
waglaaaziintulueadvosuaiiouasidulomaniazgnivoonimisgressaduaziiy
Uinatuuuiiuivesmarsunarsfudowssdelfiewaglaannnisdaunseidae
wuaiFelmuIesdnsdilusiu. asemns uazwaduuaiiedneg Feundazldiva i

'
a

NaOH lumsidndsidneginelnliiwaglaaistogasien [14]

Y

2.5 msUFulgenuRamaalidniudulesssuein

2.5.1 M3U3ulsanaeLlug (alkali treatment)

n1sUsulsemeatuludaniidlunisuiudsenangailddmiudulesssuvd

9 9

[

~ o § ¥ a a & = e [y aad  a °
Luaﬂf\]”mLUEWWHI%U‘J@J"I@U‘U@&L?jaqiaal,wmmLLazmm’mLUuaamgﬂu Im&nﬁuiﬂgﬂﬂqiﬂq 9

wuselalasiaululaseasie lneyaseniinavuasuansegiuang
Fiber =OH + NaOH———Fiber ~-O'Na* +H,0

wadiulng nlulaun KOH, LIOH, NaOH tazautndutsuaazdsndnanaszau

v v ell 1% < 1 1
YDINTVINGT UazszAuvesnmsilisunladlasaiuluwaglad arsazangiualiiieuday
fnarisadUssnoumaglaamiuwiddmaneInUsenauBu My uaNTy winfiu waz

\edliwaglaa [15]

2.5.2 M3uFudseaglaiay (silane treatment (SiHy))

Inauaggnltifuddendszanuludulouifunediwefuvindiiielrilauiados
Tutannexlndn Tagleauarluansuauvesndulansonda OH vuiiuRivesdulediolugd
vosnrmiulasmy Alkoxy awwosudandums Silanols uazuy] Silanols agidviUfAzenty
myjlonsendavesdulouasdauaionduiusslmiauidadumsussgnddiesudinis
vivesdulelasmsaaiussidonvnandetieiioninifussleniaudssninauyind uaz

[

uly [15] UfAsedusiadl

CH,CH,SI(OC,Hs)s H,0 CH,CH,SI(OH); + C,HsOH

CH,CH,SI(OH)s + Fiber -OH  _____ CH,CH,Si(OH), O-Fiber + H,O
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2.5.3 nMsuiuuseineilaseanlan (peroxide treatment)

+ I
CHONa CH; =00 —C —CgHs

‘\ Q Q — i} —
" \
H
/ OH H * CBHJS —(|3|—0—0 —C—CGHS _ - / OH H *Cﬁ'iﬁ —C—=0ONa
H —f : o 4 I
Mo OH 4

O

wulgdaweseanlan  (CHsCO),0, wazlagliaweseonlsn CoHsC(CH,)0, Uu
asindifieglunguiveseanledBurisililunsuudsuiiuindulosssuni Tuns
Uudganeleseanlanagldiuuledaeseenlud vie lnplaeseanlen asansluavilau
ududiduleliuszann 30 wiil viniivulsshsuamaudenuieuveuthweudy

Toanas [16]

2.5.4 M3sUSuUsaeIsiadiialadu (acetylation treatment)

unisiinm Acetyl (CH,COO) Tugnsusynoudurise Ufjisen Acetylation veaidu

aaa ca

lesssuvineuiseneamesiiiatuvilliiia - Plasticization veudulewaglaaufiisen
= % ) a Y aa [ & < = o w | P o v P
Neesiunsiinazlinsnes@fnduansluanaidnteasgnidneenneunazdnadulaluly
N3UTUUeIslnY Acetic anhydride givuiivg Hydroxyl vessdagadilvidulednig

Wuthanas [16]

Fiber- OH + CHa-C(=0)-0-C(=0)- CH; - ———  Fiber- OCOCH, + CH,COOH

1'%

2.5.5 n3USuUsenagdsivuledaiadu (benzoylation treatment)

[y

Aonswasugunddglunisduasigiarsdunidlag Benzoyl chloride 1lusfild

o

funnnlunisusulsadulelasazlvananududivesdulauassuussdunsisenduarulyl

(%
aa

I~ 3 a 4 v a QI @ [ a 2
WULIVDILUNT NY Imamiﬂiuﬂ'gmamﬂﬂmemmufzmLLiwama@Laimamﬂizﬂau ANNIT

AAnaukaarUTUUTIARESTNINNeANTEY [16]

0] 0
1] 1}
Fiber — OrNg" + CIC — Fiber— 0 —C + MaCl
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2.5.6 NM3UTUU39AI875 Acrylation waz Acrylonitrile grafting
U§38198130970 Free radical vadluianawaglaa Wneilwaglaagnusudselaenis

[y Y

Tandaugs wielimindu Radical sufuni1sgninvesaisld Acrylic acid @wnsaiay

nslddudulonds Fansusuugeniedtdaziiniuselainauinudwsasening

Acrylonitrile fiu Hydroxyl wesdule [16, 17]
Fiber-OH +CH,=CHCN ————>  Fiber-OCH,CH,CN

2.5.7 nM5U§uU3eia8 Maleated treatment

T¥fusgrannlutanasuesdusynauiidl Filler uaziduloifuasiaiuuse Tny Maleic
anhydride laiifigaudusuugainduluuddaiutss PP matrix iitelhiAniussiiudausinas
autRiBanaiifnieluiagaduesdusznay nisld PP amnsalyt Maleic anhydride idusia
imzsaulun1sudn Maleic anhydride graft PP ( MAPP ) fatfunisuuusssng MAPP sinlsf
Aaiuszlarauisendneis nalnufasenvee Maleic v PP uaziduleasuislae
Copolymer gnnszfudasaauioud 170 °C neuntsuivusudulouazantduaziin
Esterification veaduly ndtmsUSulsmdsmuiuinvendulesniutulndifestunediues

£

wazdawalinuaniisalunisitoniondunagyinbinisdainigseninediigadu (16, 17]

2.5.8 ﬂ’li‘lJ%’U‘ng\‘lﬁ’w Permanganate treatment
uansusenaufiivy Permanganate aihludgnisvesumveuvaglagain MnO*

Mn** fanuhilun1sviugisenasdadusasaulunisiia Graft polymerization

0
I .
Cellulose -H + KMnQy —— Cellulose -H- O- Mn-0K
1
0
o) 0
Il Il
Cellulose —H— O— Mn—OK" — Cellulose + H- O- Mn-0K"
] 1]
o) o .

n15USuU§e998 Permanganate d@auunld Potassium permanganate lues@laund

ANMUINTUTLBENIN 1 % Lagldian 1-3 wiinaan1syii Alkaline treatment [16, 17]
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2.5.9 msU%’uﬂyﬁ’m Isocyanate Treatment
ARA1IUTENBUNNY Isocyanate F9a1u15011U§AT811U Hydroxyl group ¥es
waglaa wazdniu lnefl Isocyanate WuasaaiungnldividuleMiasuussluianasy

p9AUsENBU [16, 17]

CH, OH
NCO
| T C7H44CH=CH-CH2-CH=CH-CzH>
NCO
(TDIC) (Cardanol)
N,\I 9]
C

I - (CTDIC)
H
@ CrH 1aCH=CH-CH2-CH=CH-CzH>

NCO

2.6 1ATeTREaTes

1NUITY99 M. Jonoobi iiagane [18] flgmsjsvanefiainunreslndniidnisifa
Cellulose nanofiber (CNF) arnUsifaiiuansiasuusshiiu Poly(lactic acid) Tnerunsiy
JUA1E Twin screw extrusion @1m15un1simssanedeinaulndnazvinnisnanlmdy
Masterbatch nouflagaiugudae Extrusion tnetusiuiildagdinasidin CNF 13 uag 5 wt.9%
nntudnhluAnudnsueniduguinesrantildanafieAnwmavosUsinunisia
CNF fldswareaudfsnsg ansanisAnudnuaeynsdugiuing1vestunudiegisiae
wafla SEM wuindunudifinisidy ONF asluaeddnuugiiuiafiugussdofoutu LA

a 1

U'%qm‘é Tnedlefinsanluduwestunuiiimady ONF azfiuifiviinaunisfiu CNF 1wt.%
uay 3wt.% tuiiufvestunuiidnumsiiededuinn luneitunuiidinadu CNF swt.o%
wuiiuinvestunuiiauusussinnnitegiaiulddn dwiunmmeseuauifmdananudi
roulndnifinsuiiu CNF azfldn Tensile modulus waz Tensile strength iR unuUsna
nafsdule TaeTusuiiinisidiy ONF 5wt.% agilan Tensile modulus uaz Tensile
strength snfiaauasilowfisuiu PLA Udavdnudnan Tensile modulus induain 2.9 GPa

Uiy 3.6 GPa uay Tensile strength Winiuan 58 MPa iy 71 MPa
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NUIIBV0Y M. Luddee Uazagiz [19] vIMSANBNENAVDIVUINDUNIAYDS
wuafiFewaglaa (BC) Mtiduamaduusslity Polylactic acid (PLA) Tnglunsnaaeuidy
oymMAveslUATiiGuwaglaa TuuTuuasifl 5 phr. wazdsuulasunneyniavesuuadise
L%aqiaaiﬁﬁsummﬁﬁmﬁu gun < 90, 106-125, 150-180 WAz 180-250 um wadiléainnis
naaovatRiisnuioutesTanaeulndanuinsfteymevesiuafiomaglaadulyiing
Mo Glass transition temperature (T,) uag Melting temperature (T,) ¥8¢ PLA wsiile

a %

#sUMNiinIsaaeRIvesHiaY PLA wud WalinmsiAtaunAveLuAfselsagladay

Y

daaligaumglinsaanefmvesilduanananiioy

31191U3T8U03 M.G. Martins Wazpaie [20] in1sAnwirianlulensuindnves
Thermoplastic starch (TPS) Ma3uusesietduloarnuuailiseigaglaa (BO) laainnis
Fupszanuuaiseuila Acetobacter xylinum 1gufiu Thermoplastic starch MLaSuKss
medulawaglaganiiy dmsuniswseuduautuazld Glycerol WWunanfluwes wazdl
msnduleduansasuussduuianm 1% war 5% wiv uaduguiluildy aantduiily
= ) Y] a Y a P A a P a a
Anwidnvaen1edugiuinetsnemata SEM wuan duaiundnisdiuduloainwuailise

= & Y o =] ) 9] 2 ya I a

waglaa Juluduleluszavualuaziinisnszaremveadulelugunuladniuazliiinnis
nznauiuvesduleeiaudvtunundnshudulowaglagainiis Fududulelusediu
lules Tudsunanisiuduleuiidy a1ntudinianisnade uguuaLlenanyuil A1 Young’s
modulus kag Tensile strength vasdnsundnsaTuwsmeidulensaaswinvzliaigenin
A = ) . ay 1A a Y v A a '
Wofisuiu Thermoplastic starch 7ilifnst@Inusesedule waziliola1sasening
Fusundnisiiudulewuiian Young’s modulus az Tensile strength agiinTuLiioiiy
Usurunisiiudule TudiuvestusuninisfudulelulSuiunvinduy fusuninig

EsuLsseduleaniuafisuwaglaa azildn Young’s modulus Uag Tensile strength 7

& A a 9 Y = ' A a a .
Ej\‘iﬂ’ﬂsﬁuzﬂr]ﬂcl/ll’ﬁﬁﬂLLiQ@?ULﬁ‘USLEJ L%a@iaaﬁlﬂﬂww FUUDNITITEUINAN ELongatlon at break

=

Wu31 Thermoplastic starch Aikiin1siaSuusameduly e Elongation at break g4fign
TuragNTununiinisiasuussmeduleiinn Elongation at break NianasminusuianIsiis
WWulonundu TnenusuanisiiuduleMvndunuan Suunasuessnioduleain
A a a . A o Y Ao a v v
wuAiliselgaglaa 9wilAn Elongation at break MANI1TUIUNENTI@THRTIAIELdULY

waglaa ity ludivesnisnageunisaanedimieaiuioulagldinaia TGA wuirdunuy
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PANSES UL ELEUlENIERITRATIED I TANN9ANUS U LT W e s uiuT waunlile

wasusameLdule

N9UIT8UR9 H. Peltola wazatuy [21] vinn1sAnwnaveansiuaulelivasnalsl

a

WuansiaSuusslu Poly(lactic acid) uag Polypropylene Imams%ugﬂﬁw Melt processing

(%
a

FeluatetazynisilSeuiisunavesnstdduleldduansasunseaiunisiane landuans
a = o 9 X ° = Y] ' | a X o =
isuwss Janaliuasiduleldduaginsfinnidnuagdieneunasiugluasnaninnsiy
sULA Tnglunistuguiduasyihmsnaunedwesiudulesisiasos Extrusion molding w3

[
=

FuUTUIUMEBLATBT Injection molding IntuInihdunuluyinismegeuaudfianieeg We

£%
= .

WsuiguanuAdananasifisainusousasdununinisiasuwseaadule kasnaliinuin

a aa a v v v a va ad 1 a d‘ a v Y o :.’I v Ve
FununinisasunseneduleliagliauTRRanINTuuasuLsIAengle fadudulelsas

° v A & A va v
MutnAduasasunstannanegle

MNMUILVBY N, Soykeabkaew uazAmg [22] AnwNaUDUUIALAEUSNINNT
asunsamedulasyaululaswazunlundseauifvesiaunte Ineduloseaululastuwsew
nndulevenseian TusasmduleszruunlutulaunanuuaiiGewaglaa Ineildudiedn
JyziinsiiuEdluUSuIas 10 20 30 40 50 60 Hag 70 %w/W NNUUANWIENBULNI
) a v a 2 Ay v A a A & Y
dugninemewaila-SEM wuinddlenlianuuaiiiowaglaa Svueaidnndnduleain
Janszan uenaniliduleannuuafiselsaglaa gaflanwazidu Continuous network an
fne  NUULIENA1TAUN - Fractured surface ¥993udunuldn  wilakaziduloannwuaiise
waglaa  duilanuannsalunisganedulafidesanuudilenn Pulled-out eanuiudl

a ' & ] Y & e o aa P & A Y
wlsdineg uonantian SEM duandliiiufisnsnssaneinfvesduleluile wnsndime
Tudruvasnisnagsvantidnanudn  Wauwdeandnisiasuwsaneduleniansrinaziian
Young’s modulus wag Tensile strength asndnfauudelailasinsiasuusemeduly lng
TaumaSuussmedulonnuuaiiSeiwaglag awiA1 Young’s modulus uaz Tensile

¢ aa

strength Nasnniauniinsiasunswisduloainlenszian AONLLONANTUNNAT

Y

a1

Elongation at break wuinflauudenlailiaSuusaineduleasiia Elongation at break #1gq

s Aa

g duiauniinsasuussmeduleniasiianuidiauninsesunssdulsainde

n3¢43719¢lA1 Elongation at break unnndfauileSunssseduleanuuaiisagaglaa Ty
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AUVDIADYTAINNNANUSDUTINAABUMENATA TGA WU WAUNTN1SLEs I eLEUleY

rdafiosnmmeanuieunganiniduwlanlilaatuusemedule

PMNNUTEUDY MJ. Cho uazpmy [23] Anwautmdenanazidenusouves
Poly(vinyl alcohol) 7ifin1siasuusese Nanocellulose #laainnsiiduleieuiniunis
¥ Isolation a1nnsinufAsenlalasladamensadailinlul3una 1 3 5 uwag 7 wt.% 990

= va a as o I A a v v ]
nsAnwaNTRInavesiaufegninmsEsuusmsd@dly Nanocellulose  wui1A
Tensile modulus wag Tensile strength giinVUMNUSIIUMSENEUlY ntudliaLiiy
USunaumsiasiduledy 7wt.% agnuinan Tensile modulus way Tensile strength nduil
AYIANAY  FONNLINTUNADYININNTIAILIDUNLTY  1@DUTANTIAINToUVDIT ALY

LTURUUSUUNSANELle Nanocellulose

NNUITBYBY P Jandas wazaalg [24] vinasanenlulemeulnd@nues Poly(lactic
acid) (PLA) / wulendne (BF) Ineausudususigiases Compression molding #4in134f

dulenaleluuSuna 10 20 30 way 40 wt.% waznuinnsiiuaulenalgluusuiu 30 wt.%

£% = a

danalimeunodalandidnanIndonnisiau 30 wto% u1ldludiudoly

2 [

lngludusaunagiinisusudssiuivasduledsiuiiveudulenaisdussgnuiulienieg

lwdeulansonlusuazldlaamiuimiBenysyanuiiodsuussnnudituldsswiraduladu

1%
2 S| IS

wodesiunsng laslueruidedazinasly Silane coupling agent 2 ¥linf e
3-aminopropyltriethoxysilane (APS) ihag bis-(3-triethoxy silylpropyl) tetrasulfane (Si69)
devmsnaaouauiidnanyuitlulersulndafiinsfudulondre s fuugen
A8 Si69 AzdAT Tensite strength [FnTu 136% wazen Impact strength Wity 49% Wl

= Y] a aa v % an M oY ) a v ° Y] wa
Wieuiululensulndniiiudulenareiililarunisusuusianglaau duwsuaudinig

(%
0 [

AuseuvesianAeulndntugnyitnisnaaeumemailan DSC way TGA lagain DSC

Y
' [
a = =

thermogam uansliiiiuinFanaeulndndl Melting transition MinTudLdunann1snidu

Towaziunsndginnuaiunsalun1soan 1z ulARTULDY TUAIUVDILED ITATNNIIAINUSDUTY

ilmaulunsaindulendieiiuaslunediuesiiunisuuusaEeieg Si69

Y
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una 3
HUINIHAZIUADUNITIAY
3.1 BHUNISAEUIIUIFY

a v dy 1 = I 1 14 J
UIYULUINTANBIDNTU 3 @IU 1®LLﬂ

| a' = a . . a A a Aa wa
FAUN 1 ANWIYUAYDY Silane coupllng agent LLaZUiﬂJ']ﬂJ‘SU@QLL‘UﬂVlLﬁUL%aQIaﬁWNW@ﬁN‘U@

A vasianAaulngs

dwun 2 AnwdvsnavesUSuia Silane coupling agent Mlglun1susuleiuiIuuAilise

\waglaanilneaudfsiaqvesianmoulnds

dwun 3 AnwdnSnavesn1suiuussiuiiveteunakuailisewaglaaniseaudisiieves
Tanpeulnds

o/

3.2 Ay (Materials)
3.2.1 Poly(lactic acid) (PLA) injection molding grade 3051D anUTeN U @
InAwesa wsiinfs d11n
322 lmfeulensonlad (NaOH) (commercial “grade) Auuians 95% a1n

VLA UGS LAl Gunang 9110

3.2.3 gsioulszauin 3-Aminopropyl(diethoxy)methylsilane (APDES) 7id
mmu’%ﬁqm’é 97% 9MNUIEN- Sigma-Aldrich fiansiaiiiu CgH,NO,SI vwin
luiana 191.3¢ g/mol AuvuILUY 0.916 ¢/ml laglaseas1amaailuands
gﬂﬁ 9

H2

N
§ O . CHy
S ~

"~
H3c\/ \O
CH,

31117; 9 1A59&519999 APDES [4]
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3.25

3.2.6

3.2.7

3.2.8

3.29

3.2.10

3.2.11

3.2.12

3.2.13
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ansideuUsyanuvin bis-(3-triethoxysilylpropyltetrasulfane (Si69) A3
U%qw'émﬂﬂdn 90% MNUTEN Sigma-Aldrich Hansiail CygHgp06S4Si, Uniin

luiana 538.95 ¢/mol AnuvuIUY 1.08 ¢/ml lnglaseasamaaiiuanis

U7 10
OC,Hs 6 OC,Hs
| 27NN |

sUTl 10 Tassadranes Si69 [25]

Dichloromethane A31MUTaNS. 99:5% famsiailidu CH,CL, 9NUTEm

RCI Labscan
UULN5?
wouladewn Fane (Ammonium sulfate) 3nnUSEn RCI Labscan

Wide Acetobacter ~xylinum = 3N@TUALATILAYNAUINANA 9919115

NﬁqﬁmﬂqﬁﬂLﬂUmﬁﬂqam%‘
Y1PNaNTIY
nIneLdRn (Glacial acetic acid, 99.7%) 32nUS¥N RCl Labscan

LoV1UBaA (CoHsOH) Au3ans 95% miinliiana 46.07 g/mol 91nU3E

RCI Labscan Limited

Tifeulansonled (NaOH) (commercial grade) amuuiavs 95% a0

WU Lumes ey dnway 3110

YINAUNNIUNTZUIUNNS  Reverse  osmosis  nbsswanuiaudaung

LUNINYFEAAUINT INSWVANTEIVIIFUINIUNS

3.3 1AS093aN W IuIUIdY

3.3.1

3.3.2

qﬁaumm%’au (Hot air oven, Binder: Series: R3-controller, Germany)

Lﬂ%’e}ﬂﬁiﬁﬂuw@% (Homogenizer, Daihan, WiseTis HG-15D, South Korea)
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3.3.5

3.3.6

3.3.7

3.3.8

3.3.9

3.3.10

3.3.11

3.3.12

3.3.13

3.3.14

3.3.15

28

1389 Mechanical stirrer (RW20 digital, IKA)
A3 pH meter (CyberScan 1000, Eutech Cybernetics, Singapore)
\AapInIuasavanensemalmLSeu (Hotplate and magnetic stirrer,

IKA: C-MAG HS7, Germany)

Lﬂéaﬂ%bﬂﬂmua%lﬁmqq (Analytical balance, Sartorius: BL210S, Germany)
Lﬂ%‘laﬂsﬁbﬂﬁmﬁﬂ (TE214S wag 1502S, Sartorius, Germany)

Chamber mupuestuduimsiendeuuniidolune

1389 Universal testing instrument (Instron: model 5965, USA)

NADI9aNIIAUBLANATOULUYABINTIA (Scanning electron microscope,

TM3030, S-3400N Type I, Hitachi, Japan)
A3 Thermogravimetry analyzer (TGA) (TGA 7, Perkin-Elmer, USA)

309 Differential scanning = calorimeter (DSC) (DSC 1, Mettler

Toledo,Switzerland)

\A304 Fourier transform infrared spectrophotometer (FTIR) (Vertex70,

Bruker Optic, Germany)
BN Pendulum impact tester (B5102.202 4 J, Swick, Australia)

R30S Injection molding (BA~ 250 CDC, Battenfeld Technologies,

Germany)

3.4 AYUBNYTED

Wesnsuideinisfnwiatsegnaisdnuviinves Silane coupling agent uag

USuauradwuABewagladnilneauufAn199vasidnnaulngs  nsAnwansnavesUsuin
Y q

Silane coupling agent #lglunsusulTsURIRUATSewaglaanlreaudRsi1evoeTan

ARUINER AU 1AL IAINUNUNETIVBLARNISIHALLDEALNSINUD N WS DLNUITAVDIND

Awesaonlndnsiianiegnldlusuidell ded

¥
[y [
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PLA  wu1eds Poly(lactic acid)
BC  wwegle  uumiilSuwaglad
Si Vel ansideuusyaruaia bis-(3-triethoxysilylpropyltetrasulfane (Si69)

APD  wuneDg ansideuysyaruvin 3-Aminopropyl(diethoxy)methylsilane (APDES)

SBC  wanefe  uuafiSelwaglaaiiilunisusulgheasionyssanuvia Si69

APDBC mngfis  wuaiiBeisaglaaiiiunsuiuussneansidesuszatuniin APDES
PLA / xSiBC (y)

X LGN UsinauuadiStieaglaa (w/w) efisufiuuSinas PLA

y LGN Unailsiau (w/w) WeiisuiviSnauuaiiGewaglaa

3.5 35n13AHUUIY
3.5.1 Anw1viinvay Silane coupling agent uazUsuuvaLuAfiSawaglaand
AaauUAM199U09IEnARUINER

3.5.1.1 maasguuuafiSeaglas

2.5.1.1.1 MSHITUAILTD

a a

WLgn31e 300 Taddns Wutiea 0.5% w/v aniuliainuseu 121 °C
Wes@eilunan 15wl e ntudiivdeu ndudainussyatiuwinuid  9nTuRue

a

Acetobacter xylinum 10% v/v Ungndrduazmumenasun Uuiislingamgil 28-30 °C

Duan 2 Ju awdaduwiuiudeuss dauansliiiuinge Acetobacter xylinum 711137

Aedeaunsaliiluiidelunswienunuwuaiiioagladlutuselule
3.5.1.1.2 WAseteLLRueaglaa

huendn 10 a9 WeNausen 15 Ui anduiuvasdy waaLRy
NSARETAN 1%Vv/v , WIa 5 % w/v , wedludeudawma 0.5 % w/v LAWANEILYD
Acetobacter xylinum #laainnisaeweludui 3.5.1.1.1 YSu 10% v/v U&vasain

avorn MY 23 Ju egldwaglaaluunundanniuhwiveaglaailaluiuluasazais
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Todeulansonled 0.5 M ua 30 Wil wddseihazeinuukuwaglaall pH 1y

naN
3.5.1.1.3 MswSeukuaiseaglas

Wuruaglaanliufiuhudtumeesesdulnaldaulddnvasiduans
WIUARY INUWIINIINTEuTIBIMARUATIGEwwaglad Heauduian 2 F3lud esewe

DONUNEIU
3.5.1.1.4 MsUFulssiuivasuaiisewaglaane Silane coupling agent

3.5.1.1.4.1 W3ENa1Taga7Y bis-(3-triethoxysilylpropyltetrasulfane (Si69)
e 3-Aminopropyl(diethoxy)methylsilane (APDES) A Mudu 5 % Taermiin
LﬁaLﬁ&luﬁUU‘%mmLLUﬂﬁL‘%BL%aqiaa Taevinnsayaiy Si69 139 APDES asluaisavaiemwey
voaenuen (40/60 Ineiines) - Wildhnduesnsasansnausouuafiowaglaa

u 60:1 Tngtimin

3.5.1.1.4.2 pdsanniuusy pH vesasavanelmdu 4 sensnezdin laevi
A3NIUIY Magnetic bar 1uaan 199lus el Silane 1naUiAzen Hydrolysis nanewu

Silanol

3.5.1.1.43 dwvaiissaglaauwdadluaisazaigdinaiuagyinnisniumie

1399 Mechanical stirrer tunat 3 dalug

35.1.1.44  yhmsauuaisewaglaanisdinauy lagvin1sniumeiazes

Mechanical stirrer uaan 1 4alus uazildeutndn 1 a5
3.5.1.1.5 Mawsgunuanisewaglad

° a a ) X a v . .
WanswvnasekuaiisewaglaantiunsusuUsiuRie Silane coupling agent

TeunszuIuns Freeze drying Wievibiladunuaiiseaglas

3.5.1.2 MsnseuAeslndnsening Poly(lactic acid) fukuaiiisewaglas
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a

35121 e Polyllactic acid)  wazuuadiSeleagladlusuiigamgd
60°C Juwaan 24 Flus 9t PLA 100 n3u 1Uazanelu Dichloromethane 500
laddng

3.5.1.2.2 s PLA funuafiSemaglaafiinunsusuussiuinge Silane
TS 1 4 uaw 7 % Taemth vhnswausansodslusluwessionnugs 7000 rpm
Fuaan 10 Wil wdnhanmasuuaanszan s1niudle Dichloromethane sivevaayld
uHupeUlnEnTENing PLA Auluafiieisaglaa Pnuandadudmasndng wduhlveu

a a

foamndl 60 °C WWuan 1 F3lus waeyinisAuguiie Injection molding MeanTizgaumall

200 °C, AU 40 bar wazAUEluNITan 35 mm/s WslileduudmSunaaauny

WMIFIUNMIVAFUsBlY
3.5.1.3 myfgaiendnuniuazandivesianneunadnile

3.5.1.3.1 miﬁqf\]ﬂl,aﬂﬁﬂwajﬁwmﬂﬁﬂ Fourier  transform  infrared

spectroscopy (FTIR)

WwunpfiseaglaandunisUTuUTINURE9I8. Silane coupling agent 119 2 il 11
-] [ r-ﬂl a % ) y 5 o | dll .
Mnsoniansuufagisiuy KBr disc antuthlulaluaios Bruker Optic, Vertex70 1ng

IdlmaiaTransmittance lun1snaseuilAavaaueglugae 4,000 - 400 cm™
3.5.1:3.2 M3An¥INATIAT1INFUFINING1TDITU UMY SEM

) qy o o o K Id =
iruudmunegevnsivunnuazinuwgululasaunandunar 5 wiil
PNUULINFULTINTEUNALUY Izod fetATes Pendulum impact tester waaiidusuly

LPADUNDIAT NUUNAADUAIELAIBY Scanning electron microscope (SEM)
3.5.1.3.3 MieaauanUfAliina (Mechanical properties)
3.5.1.3.3.1 nsAnwauURn13AIEn (Tensile testing)

iU Dog bone 7iwSeududuiuegeiey 10 Juimaaauns
AUNIUADNTTAEANINLIASEIN ASTM D-638 Idnsnslumsis 50 fadwnssewdl 14

Load cell vu1m 50 Alathdu f1eLA309 Universal testing machine lagdin13inA1umun
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LAZAUNTNVBITUNUNAADUNUSI Gauge length BE9ay 3 9 udwnAwady Loy

Judeyalunsveaeunisisie
3.5.1.3.3.2 MIANYIANURNITTULTINTZLIN (Impact testing)

Y3uuuInn®1e 12.7 mm. 817 64 mm. U1 3.2 mm. 41¥nsadey
MSFULSINTEUNNLUY Izod Tnevinnnsinuunndununeunisadeusionesifoaavied 2
Fuvsud et ntuuIniunuiieAsesiisesun (specimen notching machine) uia
YNIVIAAOUMELATEY Impact tester MIANIATENU ASTM D-256 @11nSOAILAINAILNY

NIFDUTINTZUNA (impact strength) naunTea ULl

waawillumsvilitaaueniin (KJ)

U k]
AamuUseLsInTunn (—3) = o — >
m wuilumsiuuse (M)

3.5.1.3.4 N3ANYIANTANIAINFOU (Thermal properties)
3.5.1.3.4.1 N5ANYINISUASUMIAININAIINS DULALUSUUNEN

NAADUFUIIUAILLATEY Differential Scanning Calorimeter (DSC) vinns

naaeuluan1izlulasiau dnsinislianuion 10 °C/min gaungil 25-200 °C
3.5.1.3.4.2 M3ANNANIETETNIANTOU

NAABUTUITUAILLATES Thermal Gravimetric Analyzer (TGA) neldaniay

ussenalulasian Tugisgamgil 50 600 °C waziidnsinishinuseu 10 °C/min
3.5.1.3.5 MsAn¥1N1IATu Ve

YNNI 127 mm. 813 64 mm. U1 3.2 mm WU 5 Ju
auuUNgamgll 50°C Wuan 24 Hilus wdaselivuaududilundiames dedmiin

Furunswilunegeunsaadudl  Ingnwdluhnauiionumniivies Wetaiaifivuaii

Y

FUNUAIBY199DNUIUINUNEIUNUUS I URITUITUAIINTEATENTBINDUTILINUN  NAUUL

v |
o v a

Funundulludiindudnasauielviasussezingt  unsensunuiinsgadudiaudngauna

TogasidunuastirinMiudu (M) aunsasuiaainaunisaaldil
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W, W
W 74100

M (%) = W,

d' a 3 v a v o a3 o o o ~ o |
WD Wy ﬂ@u’]‘mu‘ﬂﬁmﬁ]usﬂaﬂﬂaﬂ ey W, ﬂ@u’]WUﬂsU@\‘i'laﬂwaﬂ‘U']ﬂ@ﬂ‘ﬁmu’ﬂusﬁ']ﬂL'Jﬁ'ﬂﬂe]

¥
=1

3.5.2 Anw1dnswavasUuia Silane coupling agent Ml4lun1sUSuUINURAA
wuatilseLwaglasnildeaudnn1eqvasiannaulngn

TuduilidumswSouisudsinuues Silane coupling agent #ildd sy

USuugsiuiivesuuaiiSowaglaa  lagvmsidenvinvasluiauiazyinaveuwuniise

' '
vaadaa

waglaandwalireulndndiaudfinananain 3.5.1 wahuniniswSeudeuusinnedls

q

wunlglunmsuSuliuiiuaisewaglaan 1 3 wae 5 % laguwmtdn dmsunisesey
Qy ng.Jl A (% 5 o a (3 v L3 174 ¥ a

Fuauagdtupeumiloutu | 351 ntuvhnisiigaulenanualveadulesiemalin  FTIR
Anwiandddiona  audideanufon  Anuvaemd@ugIuine  uLarnInnTuuIvesTEn

GLHIRTGE)
3.5.3 AnwndudwavasnisuiulpiiuitvesuuaiiGuwaglasd idaaudfnieg
vasdannaulndn
TudruiiazBunsivioudiouianeoumedniliuuuaiiSowaglaaiikiiuns
ﬂ%’uﬂwﬁuﬂaéﬁa Silane coupling agent lagidonvidnazyIuiaves Silane coupling
agent warUimnaeuUaiiSowaglos NananaInnisaaestount undIeufisuiuian
pounedniiiveymanuafidewaglaaildlfinunisusuuseiuin Tasiimanioutaneen
wodniitunoumileutuluiade 3.5 1uay 352 mndwhnisfigaiiendnuaiveaduledie
walla FTIR Anwiaudmidens aut@ifieningsou anvasnadugiuing) LLazmiQm%m{f’]

Yo TanAoulndn
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uni 4
NANISNARBILAZIANTUNANITNAAD

MAdetiliAnwauifvesianaeulndnanneduanfnuedniiniseasuun e

A a a Y X a v . . a a =<
wuaisewaglaaniunsusuUTeiuRme Silane coupling agent 2 ¥iia lnsauideilas

wUspandu 3 du fail

a1

| PN = a . . a N a a

dwui 1 Anwinavesvila Silane coupling agent wavUSunauuailSeivaglaaiilse
anwugndugIUIneY audidang  audAdinnuieu  uarmsgaduiivesTannaslnds
PLA lngld Si69 uaz APDES USuna 5% lastminvesuaiiseiwaglod waglduuailise

waglaauunm 1 4 uag 7% g vtinueaneduaninueda

]
aa L2

dui 2 Anwaveasdsina Silane coupling agent MifoaNYMENIdUFIVING
va a wva a & ~ 3 o a = v .
aulidang audideniuiow waznneduivesiageeulndn PLA lagidenld Silane
. A daa v o ) -dl v N a a A9 v ad
coupling agent wiaffngnlanduil 1 wavlduuarisewaglaalulSunanlinainanly
a

dun 1 wuiu leeld Silane coupling agent USinae 1 3 way 5% lasiminveswuaiiise

\waglad

[

diui 3 AnwidnsnavesnisuiulssnuilnuafiisewaglaaliolIeulisuiu
wupiliSeigaglaanliloySuugsnuils Tnelduiinves Silane coupling agent wazUiuim
wuaisewaglaalanafianludiui 1 uazUsuues Silane coupling agent NlsHadiian
Tuduin 2
4.1 Wavaewllavas Silane coupling agent wazUsuMVBILUATISBLITAg LA

(%
= =

Ei’;‘m/ll 1 lun1sAnwinavesriinves Silane coupling agent msﬂumﬁﬂ%ﬂqd
fufvesuaiidoaglaauasUiinuvesuaiiGoaglaaiiinadeautfidena auldfa
Au¥ou wavauUAsu vesianaenlndn 39 Silane coupling agent Aldlunsuiuuse
flufinldun Si69 war APDES TnsinIsuuvaiiFolaglaaainuiuieaglaafinionainii
uznduaziiuasnieg warld Si69 uay APDES USunar 5% lasvininveswuailie
waglaglunsusulssiiufivesuafiSewaglaa lasthuuafideisaglaaluudluasazans
we/tleuea (40/60 TneUsunns) Aiinsidin Silane coupling agent 5 % Tngtninves

wuaseigaglad waausuan pH Tilunans uagvitnisniutusien3es Mechanical stirrer
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Mntwhnsdsiieiindu uiminduiuueiiGesaglaafiuriuassliunszuiunis
Freeze drying feflesunsliluvadio 3.5.1.1 mnduuuafiFowaglaadusulgsiuioudi
Usua 1 4 uag 7% lagtmdnves PLA Tunaufu PLA dendedleludluiwesineld
laraelsimuduiiiazats antuszamelanaelsfinuseniieliifudunouindndae
waila Solution casting &t usuneulnAndllugaduiudnguiifusuduanudie

N3¥UIUN1T Injection molding ntuldinaiia FT-R u1ldlunisiigadiendnuainig

(%
=

lassasauaevylandunne vasnuaiisewaglagnuiul el uRuad wagiigationdnuel
YouuATiSewaglaauazneslndnlaefinuiduguinewaginseisamewmatia SEM uay
EDX nadeuauifdsnalagldinailn Tensile testing iay Impact testing NadauUaNURANS

Aufeulngldinaila DSC way TGA Uagnagaunisandut1vesiannaylngs

4.1.1 msigadiandnealvasuuniiiseivaglaaviindiey lagldmalla FT-IR

UL 11 uanwaanmisigdiendnuaisematia FT-R vesuuniiSoivaglaadss
lalldusuuse (BO) (3UA 11(A) uagfiknunsuiuissiiuinge Sieo (SIBC(S) (Uit 11(8)
waiihunsUFuUgeiiuRngE APDES (APDBC(S)) (3Uf 11(0) wiofinsanuuaiiGoisaglaa
Agfalailfusuuge feam 11A) wuillaiishumisUsentas 862 cm™ Gadusiumisveany C-C
stretching FATiEuue 1,111 cm wansnany C,-O,H fATig e 1,375 cm’ wananany

A

CH, asymmetric bending WAL 2,850 — 3,000 cm'™ LLamﬁwj C-H stretching e

[y

finnilanuarnirafndundumislugieUssana 3,300 - 3,650 cm™ Fwansdany O-H

g}

¥ '
A a )

stretching  ilafa1sauUATSEwaglaafii UN1TUTUUTIIURIMEY Si69 uag APDES
Vs 5% lneumiinveswuafiiaaglaa dauandtuzun 128) way 12(C) auddudadu
N159818 FT-IR spectra U3 1200 — 700 cm™ wuandifiafisunusUszuad 766 cm™ &

| = a v 9 o ¢ |
sﬁﬂllﬂ'gfllliﬂﬁLﬂﬁlﬂﬂULaﬂaﬂwmsUaﬂﬁN”

Juendnwalvewy SO uazfiafishuvis 873 cm’
Si-O-Si asymmetric stretching[26] @991nM15199 5 wWUIRILULSUSZIN 766 cm'!
way 873 cm™ 115U SIBC(5) LA l7ge/ oo WAL lg73/ laggo NHINAIT APDBC(5) Hauandlit
W1 SIBC(S) Tny Si-O uaz Si-0-Si asymmetric stretching 71x1nn1 APDBC(5) uonainil
daUFuUssuRwuaiiSuwaglaasie Si69 uag APDES udddwhlviniaiidumus 1,111 cm’
(% 1% d? Y 1 1 = a (Y] 1 =& o = 5 o 1 dy
dunalaenTuuandliiiuimy C,-0H Bawiloriudosas BsanuasveIliang 3 funusil

JunsBudulainuuefiowaglaaiinnisusuuseiiuiiagae APDES wag Si69 ud [27]
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)
(&)
c M \/—\,\,\/M
8 24€
e
)
c
|_
g 14 %
s |” W
o
o
T T T T T T T T
4000 3600 3200 2800 2400 2000 1600 1200 800 400

Wavenumber (cm'1)

SUTl 11 FT-IR spectra 984 (A) BC (8) SIBC(5) wag (C) APDBC(5)

W
[+
= /—\
-] __,_.....--——""'_"'_'_""'_"\-- | ]
£
g C
W
= /—\
= __’___,...f--—"’_‘—"'_'\ ]
|
= | B
W
-
= L |
E M
-]
[+ A 873 766
1200 1100 1000 900 800 700

Wavenumber (cm™)

sUfl 12 FT-IR spectra Tutias 1200 - 700 cm™ w93 (A) BC (B) SIBC(5) uae (C) APDBC(5)

o . . . N a a a A o
A1919N 5 Sem|quantltatlve GUENLLUF’]V]L?EJL‘Ua@;aaLLagLL'U?I‘V]LiEJLGUaQIaﬁV]N']Uﬂ']i‘UTUUEQ

fuREe Si69(5) LAz APDES(5)

Type 766 lg73 2900 766 / 12900 lg73 / 12900
BC 0.17 0.04 0.31 0.55 0.13
SiBC(5) 0.29 0.15 0.15 1.93 1.00
APDBC(5) 0.25 0.12 0.17 1.47 0.71




4.1.2 dnuazduguIng1vesiannaulngdn PLA

=== 100 [tm

J ~
_ e J/-J. y ;

=== 100 ltm 100 [tm

== 100 fm == 100 {tm

gﬂﬁ 13 SEM photographs w84 (A) PLA (B) PLA/1SiBC(5) (C) PLA/4SIBC(5)
(D) PLA/7SIBC(5) (E) PLA/1APDBC(5) (F) PLA/4APDBC(5) tkaw (G)PLA/TAPDBC(5)
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[

Tanmoulndn PLA 19u3UA8NT8UIUN"T Injection molding lnelduunaiiise

Y

waglaauTuu 1 4 uaz 7% lagidminves PLA 1iin15UsuUsadinig Si69 uag APDES 7

YY)

U3ua 5% lnsdminveiuniisewaglaa iewasuusdbiiuianaeulnds Wi duaun

q

gniibiuandinudsandulululasaumailaieninsieieios SEM 1fdsveny 1,000 i

a1u1sadnseidnwardugiuinealadegua 13 903U 134) Wunw SEM uans

¥ '
g a A

MARATIIDY PLA Besnuiiufinfunniinasdiaudeuuarasinanafuidefiortu uide
fnsiduuuaiisewaglaafifinisusuussiasme Si6o waz APDES iUSunasineg wuiiagsi
THiAnmmvgrszuunadavnvesianaeslndn Tnadleidununaiiovaglaaluuiuna 1
uay 4% lnsuimdnuns PLA Fauanslusuil 13B.C E uaz F) agifiuai1uejussuy
aadarnafiuinndunuuiinunisiusuaiifewaglaa Inenugesitessninsaea

(void) tesunnuandliiuindinstafadufsening 2 iadwanlmiudanudniule was

1Y

fanwarnsuaninfiuuafiselsaglaa waneiimMsdaansenituuaiisewaglaaiunedwes

a

A wAAINFUN 13D wag G) MUSIaMsANBUASEwaglas 7% agumtinyes PLA wuiid
' ' ~ X | ' A a & A a A a A a £ o v
Y9971 YorineniintueatlownanuIunavesiuafissaglaaNiiuunyuinly

Nnn1singnauiu WellIeuifiguiuseninnisusuliiurivewuaiisowaglaame Sie9

o

Way APDES uwainuinanwazdugiuingvesreulndniiasuusimieuuaiiisoiaglaaniinig

3

v
A a 4

UFulgeanuRanag Si69 amlleiu PLA laand1nisly APDES @edunalaainvuinuay
UTu1au909i19enineaeianiinTunasuin 13(F wag G) 99gilgeeineseninasna

1nNINgUTl 13(C Wag D) [28]

1%

M19199 6 USuauvessng Si (at.%) vetiuaiisewaglaandalilausulsaiuiauasnusuls

[
[

NURIAY Si69 hay APDES

Sample Si contents (at.%)
BC 0.01
SiBC(5) 0.30
APDBC(5) 0.21
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Mnmsveaeuemaia EDX fauandlunisad 6 nuinTuimsn Si veauuaiie
waglaandslailiusulgaiian 0.01 at.% luvasiiviinuuessin Si vesuuafiGoiaglaaide
14 Si69 uay APDES USudgsiuuuaiiSorwaglaafiAndu 030 wag 0.21 at.% nuddu &
sl Sieo Tunsududgeitufnvesuuafiwagloatuiuiina sianndnisld APDES

1H999ngn3lATIaI19904 Si69 HA1IUBEADNYDY ST UNNTT APDES deuanslugu 9 uag

10 Fearnwan1snaaeusewaba EDX duandliiuiinisld Sieo Tunisusuusaiiuiaves

'
=

wupisswaglaguwinliuuaisewwaglaadafniu PLA lafnd1 APDES a991n31uau

. | < . a 1y . . a =3 o val A a A
agmauved Si unnwadu Si Mu1aniusy Si-0-Si unadndeilviingiinnisiey
Usgauiunnni Fesnsilenyszanunnfiazuansienistamileniussninuuafiseaglad

Qq'

Y ax v 9 ‘:1' o g Ay v = Y o a %
fiu PLA 1A% Feaenndesnuiun 13 nluxailaannis@nwidnuasdugiuingidie

WwiAtA SEM [29]

4.1.3 ananeainnenuiouvasdannaulngn PLA
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G ///
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R __M
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o 2404 C
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Temperature (“C)

sUfl 14 DSC thermograms 83 (A) PLA  (B) PLA/1SIBC(5) (C) PLA/ASIBC(5)
(D) PLA/7SIBC(5)  (E) PLA/IAPDBC(S) (F) PLA/GAPDBC(S) uae (G) PLA/TAPDBC(S)
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mﬂgﬂﬁ 14 uaza15799 7 Faidu DSC thermogram warn1319asUlenanYalnIa
Aueuiildainnisnaaeu DSC vas PLA waziagaonlndn PLA fdn1siaTuusadae
wuafiFewaglaaiiusinmsingg Afinsuiulgsiuiage Sie9 uaz APDES wuin T, vestan
aoulndnunuazliifinsdsunlaadlofiouiu PLA dau T, vaadanpeulndnlziirianas

dnesmuusunansiuwuailiiowaglaa Mslin1sanaswesdn T, ssunusetostiuas

14
= & = N

Juegifunssdamierseninana Faangui 13 Fadunanismagey SEM wuiussBamien
semiavestanaonindn PLA/APDBC dulsifitnidefisuiu PLA/SIBC isnzdvesing
Lﬁﬂ%ﬂis%’j’]\iLLUﬂﬁL%EJLGZjaQIaﬁﬁJU PLA Feilvian T.. anaaiivadndosmindy wandisan
AN T vesianaaulndn PLA/SIBC fanasunnan msisiinaudafuldsenitanaves
wafi3ewaglaauas PLA Arninduduldlfininanmsmionianslswediweslfiandy
wﬁﬂmmma&y’ﬁmﬂﬁuLwﬂﬁﬁawaqiaa (transcrystallization) [19] dmsunsifiuuIum
wupiliseaglaadagyinlin T anas \losannanuasavidldiiananldistumsizuunadise

waglagerawmileahliAanin [30]

A15199 7 LBNaNwAININAIUSaUNleINNN1SNAEDU DSC U89 PLAWAY PLA ATIN15LaSULLSS

mekuATaraglaaiuIuINmIY NnSUTUUTAINRIAY Si69 uag APDES

Sample T,(C) T (°C) Ty (°C) Tmp (°C)  Crystallinity (%)

PLA 63.13 114.63 151.40 157.92 32.27
PLA/1SiBC(5) 64.67 11277 150.59 157.93 32.86
PLA/4SiBC(5) 63.65 109.75 150.25 157.60 33.78
PLA/7SiBC(5) 62.13 109.25 150.24 158.27 35.59

PLA/1APDBC(5) 63.11 113.78 151.08 157.60 32.55
PLA/4APDBC(5)  64.40 112.44 151.42 157.60 33.25
PLA/TAPDBC(5) 62.83 112.41 151.09 157.94 35.14

WIBNAITUIAT T,y V09 PLA wawdanmaulndanuindl T, vesiagaeulndnunuay
lawasuslaagdiaisuiu PLA danisidasuntadved T, duidunaduiilaauainnisg
naouvaINanMiAnIINNIsausaun1elunssuIunIsiAIINTou Tudiuvese T, veeian

Aoulndn PLA/APDBC azilAnanattiosnin PLA/SIBC 1Hunalilnan1anntsadauiensening
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wanldadn [31] dwTanaeulndn PLA/SIBC duasilussdamileiseniananiniiiagaey

=] <

Tndn PLA/APDBC Feiliian T,,, anasunnnii dwaviliiandniiflauwindnasdsduiusi
AN T vasTanmaulndn PLA/SIBC fanasnnniviliiienanlgnetundiianiseudoud
Upuas @1 T, %aﬁuqmmﬁmwaaummﬂﬂaﬁuaqmﬁﬂ PLA 9z liirpeinisiUAsundas
damﬁaﬁmuﬁuﬂ%mmma@mwﬂﬁL%LsaagiaaﬁLmuwiﬁﬁmagiam Tony 488 Ty V04380

AUlNER

A a = |a = PN ] s & ¢ I3 = Y]
LBNINTUINIUTUIUNENAINAITIN 7 ‘W‘UUWL‘LIaiLﬁ?jumﬂ’J”lJJL‘UuNaﬂGUEN’JaQﬂanIW

dndlAunnTudladisuiu PLA uwiilesiduseulundnvesianaeulndn PLA/SIBC azdian

[%
U = a ¥

1NN PLA/APDBC 1ilasannuuaiiisewaglaanusuusanuiianig Si69 dudainiziu PLA

9q

1%
A a o

lefniuundiSewaglaaild APDES Tunisuuussituia vinliimwanansalunsmiei
TAenEnlFond Fadunanainussamiorssrhamaiindues [28] devhnsiiansan
Uhinunmsiuuuafidesaglasnui Weinuuafidemwaglaaifintuashlivefidudai
Hundnduwalfndutu ieminnisiuuiiiauueiiSewaglaaadulutannou Tndmdu
nsnAunuLuLlunIsAn Nucleation §9199zdInananisiia Transcrystallization

& a A o g v & & & ~ = &
iaUWUNFJGU@QLLUV’TV]L?EJL%aQIGaWWIMLﬂgiL%UWﬂ’JWNLUumaﬂLWﬂﬂJqﬂmu [19]

4.1.4 n1sAnwEdYSAINNIIANNSaulaeTldmatia TGA

1Y

TGA thermograms 984 PLA uagiannaulnds PLA Nilinsiiuuuniliseivaglaai
Ui 1 4 uag 7% laeuiniinues PLA Niin1suSuussiuiiveswuaiiisewaglaanie Si69

wag APDES NiUSunad 5% lnemilinvesiuaiiiowaglag wanenegui 15 uaglunisnain 8

FanunTanneulndniaunnTisuaaiediiininid PLA e ngam)iisuaaigfives

'
a

A a a1 o i =% o g vw a o a o S A
LLUﬂV]LiEJLGUaQIanJmmﬂ’N PLA (\]QV]WSLW’J?{@@@MIW?{WQJQNWQNLillﬁa']ﬂgna@laﬂ VINUULUD

a

fa1sanviaveslgiaunldlunisusuusiuiivesuaiiseiaglaanuin n1sly Si69 lunns

4
A a =

Usuleiuiakuaiisewaglaailviageeulndniiadesnimnisaiuseuingandt APDES
= a . A a . a o . !
\Wesnnisilegves Si luiuafiiSuwwaglaa 1y Si69 d91uiueznanved Si 1nndn APDES
3 Si \luansefiunidniiaiosnmniepuseuiia wenainil Sie9 duiaeliAnussdnmies
serinanaves PLA fuuuafiseiwaglaaianin APDES 8nang [24] Wafia1saunuiuiaunis
a oo = N a a X o9 v o~
ALwuafiSeaglaanudt WeuTinavesualisewwaglaaiiuduaziilaiesamnieay

Jeuvetianmaulndnanauilesainuuaiisuwaglaaiiiaiesnmnieainuseuiaindl PLA
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] ! a

aanbanadliuaitnedy uazilledunartgunginisaalefinasan wuin1siiuyTun

Y 9

wuaTliswaglagaziinliguugiinisaaledinganananaduineifuiuagung 1Sy

Y

GRRBGE
100 —
o— —— PLA
—— BC
60 | —— SIBC(5)
APDBC(5)
PLA/1SiBC(5)
s —— PLA/4SIiBC(5)
‘%T 60 A —— PLA/7SIBC(5)
o —— PLA/1APDBC(5)
= —— PLA/4APDBC(5)
'g 40 - PLA/7APDBC(5)
20 -
0 T T T T T

100 200 300 400 500 600

Temperature (°C)

UM 15 TGA thermograms 484 PLA tae PLA Nilmstdusuaiseiwaglaausinm 1 4 uay

7% Tnswiinues PLA TnguSutlssinghe Si6o uaz APDES fivsina 5% Tnetwiinues BC

A a v = v o a i o a a A 1Y i

diafnTaa1ves PLA WisuduTaneeulndanuinTagaeulndndusuianinganidi
PLA \lesa1nmsaangdiniendseutaiiuaiissiwagladaziinnisunneenvedasaing
lutananadiues (depolymerisation) N15949n1" (dehydration) kagiinn1saane @
(decomposition) aesutiglnalada (glycosyl units) A1uA18n15AALEAT [32] 1aRa500
yipvatlaaunldlunmsuiulsaiuiivesuaiisowaglaatu nuisunaileilndifes
[ 2 a A a IS ! v Y @ ! a =
fumszdSinauuaiisewaglaanfvadluivsunawiiy uandvivuiviaveslyaunldly

(%

nMsUTulTsuRvesuaiisaaglaalidmareUSinainnivasegvetianaeulndn usiiile

<

Wiguifigunnuunauuaiisuwaglaanuitnsiiuuuafisssaglaanusunauindunagii

InvesTanpeulndnianiuundu
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AN5199 8 LEDESAINNIIPINNSDUNLANINNIINAEBU TGA U89 PLA Laz PLA Nin1swAu

LUt uwaglaaiuIunaenee Tin1suTuUTaiuiame Sie9 wag APDES

Sample
PLA
BC
SiBC(5)
APDBC(5)
PLA/1SiBC(5)
PLA/4SiBC(5)
PLA/7SiBC(5)
PLA/1APDBC(5)
PLA/4APDBC(5)
PLA/7APDBC(5)

4.1.5 auUALIING

4.1.5.1 PNSNAGBUAIIATEINN (Impact testing)

HH

Impact Strength (kJ/m?)

Tonset ( °C ) Td ( oC ) ReSidue (Wt%)

279.48
221.95
263.10
246.37
285.31
279.62
252.14
281.67
277.15
231.94

neat PLA

335.58
341.91
350.50
346.81
351.72
350.51
340.26
350.95
331.52
330.61

PLA/SiBC(5)

0.42
6.68
6.70
4.55
0.55
0.75
0.91
0.55
0.72
0.81

1

PLA/APDBC(S)

E1%
B24%
7%

5UN 16 audRnNuAUMUABLIINTEUNNYRY PLA Uay PLA filimsifuuuaiiseiwaglad

USnas 1 4 uaz 7% taeviinves PLA fiUSuusaRase Si69 way APDES fiu3inal 5% lag

1Y1UnUBYe BC
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#1sANUMUNIURBUTINTEUNNYBTanARUlNEnINUN 16 NuTIAIUAIUNY
AausInsEunnvasianmeulndniliasunsaniguuanisewaglaantiunsusul Ul

Si69 wag APDES agiiAnanaddlaiiisuiu PLA Miallanunsnasuigladn wuaiiSewaglaaas

'
a

Jugaisuduvesnisuaninvesianaeulnds Fse1ainanwuaiiseaglaainnissiungy

9

[y

M Fadunisiniiudlun15fiagnsauwsuiu (stress concentrator) dwnalindasuiiies

[
a o

dntdesfionansliiinnisuaninle [33] uenaniliianaeulndaiinnuduniunousinssuwn
fitionnin PLA ilesannsifunuafiSowaglasasluviliosifudamudundniivtudma
Tinnumile (toughness) vosianpeulndniiAtanas WWunalinnudiuniusensinssunn
firnanasie [28] waziilovhnsisuidtouriinveslaauilflunsusulssinvesuuadiGe
waglaa wuin PLA/SIBC asiiAnanamumusieusinszunniinni1 PLA/APDBC &auanslof
ufensBamileaszuinmlavesuveiiSewaglaauas PLA fifindnvilvamnsadiofuuse
nszunntad Jananladnnasty Sieo lumsusudssiivesunilisewaglaaviliianaaulngs

fanuannsatunissuusanssunnlaniinisly APDES lunsusuuseinuii

dmduvusunalunisiiukuaiissaglaaianenuludanmeulndn iy nuinisiig
USinauueiiSewaglaayilinumumuseusinszunnveiagaeulndnanas visiaunse
asueranaaeulsdl nasduuuafiiewaglaaesvitiiesidudrnudundniintudang

o

Tinnuwmilen (toughness) vasianaoulndnilaanaddunalinudiiunusawsinszunn
ANaNAINIE [28] uaﬂmﬂﬁé’qmmmﬁqLﬂmﬁulﬁﬁ]’m;nJﬁ 13 Fadunin SEM Nuananavad
wuafiseaglaguay PLA Ia31uidiiulafvinlid Interfacial adhesion AdvinlvAnN1s

<

deruussluduuaiiSewaglaalan [34] anamsidsuuafiseaglagadlulu PLA auly
TIBAUAITLANa1 LA AU WislasuusanseunnegrsiuiiviulaTanaoulndndadl
msuaninuuuanysal egdlsinunmsinvsinauuaiisawaglaalildiilianuiiuniu
' o oA 9 PN o o § val ¢ Ao
AousInszunnananiln ewinmsuulssuRuuafieaglaavilvislussdanieIns
sEnIunaved PLA Lazuuaiiisewaglaa 3ailaiiuaiuisalunisdeituuseiia (28] @
PLA/7SIBC(5) AA3MUAIUNIUABLTINTEUNA 3.41+0.49 kI/m” LagliAuf1uNIUADLT

ASTLNNUINNIT PLA/TAPDBC(5)
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4.1.5.2 NMsNAEIUN1SASEA (Tensile testing)

WaRHAYDe PLA uazmaulndniiinnsifiuwuafisoaglaanusunueneg duanddugy

[

1 17 wudn PLA dawendatesninfanasulnds NalilunalilewnainA1uegaaves

=< a o

wuATisewaglaaiinussuia 7817 GPa [35] AulnavinlvAuendavesianaaulndnilen

¥
A a

Wugadu InellaIeuliieusiinves Silane coupling agent Alglun1sUTuUTINURAY

[
a a1

wuafiSeaglaanuit N5y Sieo lumsuiulseiuiwuafiSegaglaavilvineulndnien

[y

UBRAagININITIY APDES FedonadeaiunadnnIsnaaey DSC Ana1usunuaudy

WANY89 PLA/SIBC 1111031 PLA/APDBC 3sdanalvif1uandaves PLA/SIBC gandn il

& &

\Hesanuuafiiseigaglaaiiiun1susulssnuisilunsdiuiusylalasiauunssuuil

Usengidudu Nucleating site idlunisiedwesiandsavessdn PLA [36] Fan1sld Si69

=

suiunaiiiuiuselalasiauunssuunfunnndanasld APDES Fevinl PLA/SIBC fianuenda

1171171 PLA/APDBC

H1%
B4%
7%

H

Young's Modulus (MPa)
|

1

neat PLA PLA/SiBC(3) PLA/APDBC(3)

5UN 17 wendaved PLA uaz PLA Nimsiduuuaiisewaglaausin 1 4 uay 7% lay

Uminues PLA fiUsuussiinsne Si69 uaz APDES AiUFuna 5% Taeninniinves BC

dmsunsiiuySinauuaiisewaglaaagyiliruegdaliiugadu Wesnuwuadiisy

[ '
(% v A

waglaadiAuegaags AmulisuiuafissaglaaluuSuanuniuivih v wegdaves

Y

a X & a a a v o g v s & & I3 = X
V’]EJQJIW?W]E:]QSUU u@ﬂ‘ﬂ']ﬂUﬂ'ﬁLW@J‘UilI']ﬁULL‘Uﬂ‘VILTEJL"?jaQIaaSQV]WIWLﬂaiL%umﬂ'mllLﬂumaﬂi‘jﬁmu
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Feanusadunalaanuanisnagey DSC AsdunsiiuUTinauuaiiSewaglaadavinlven
WeRAAINUY wenaNHNsnLUATISEaglaaUTnaunnTue1aviiiauvuwiulunis

1A nucleation W INTUAIKARBNITIIA Transcrystallization seuNURIvBRUATISEIAglad

LY

dwaliuasigudnnulundniiiuyu inldauendaiudusie [19] Insaeulndniifiuogda

A % =

gefigniio PLA/7SIBC(S) Bailuandagsiis 5.45+0.10 MPa Ssgeninuegdaues PLA agnaiiiu

o0
gﬂ ) i Z Z B1%
z / o
- -

neat PLA PLA/SiBC(5) PLA/APDBC(5)

SUN 18 AMUANUNIUADLSIAUBY PLA wag PLA NinsiutuaiBewaaladlsunn 1 4

v Y

wag 7% g minas PLA nsuFulsanuiianme Sie9 wag APDES NUSunas 5% lag

WntnUeg BC

ANUAUNIUADUTIRIWEY PLA tazaatlndnduandlusui 18 wuiimuauniuy

FouIIRIVeY PLA/SIBC HA189n31 PLA/APDBC ANty FenaulNanTaunaziAIaInI1 PLA

Y

= ™ N ] Aa a o q v i o aa =
Lu@fl'ﬂqﬂLL?Q‘EJ@IL‘WUEJ'Ji%‘VT’NQLwamﬂﬁﬂaﬂﬁamiwamm’]sl%ﬂqiﬂqEJW] LLiQIUENLL'U?I‘V]LifJL‘UaQIaﬁGN

Nnduldndaenaneeiuguin 13 lnegaunnil PLA/SIBC A1gandn PLA/APDBC 118431071

Y
[ (%

n15ld Si69 Tunsusulgeiiuduuaiseaglaaduvilinisdamieisenitarasening

wuAiFewaglaaniy PLA Andulasndinisly APDES

N a a N a i a P A |a
LN@WQWimqﬂimqmﬂqiLﬁuLL‘U?’TVlLiEJL‘UaQIaaW‘U']']ﬂ']iLWNLLUﬂVlLiEJLGUaQIaa‘VlﬂiﬂJ']m

1% lpguniinues PLA vibiAianusnumiuiewsifwesnaulndngandt PLA Weudniey
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(% '
1 v IS

Wity LesnUiiakuafisawaglaadiliunnenagyiliiiuauunndswesriny
AunuReusspantn widleduwuefiewaglaaiusuna 4 uay 7% i binanuudeuss

Aon1shsvaneulndngenit PLA egraiiuladn iesannislduuaildewaglaanusuuss

¥
[ [

A a Y a Y ¥ U a a (Y Y -] ¥
‘W‘NN’JLL@’JVI']IMLﬂ@ﬂ’]']&ILsﬂﬂﬂu‘lﬂizﬁ’l’]\‘iLLUﬂ%LiSL‘ZjaQIaﬁﬂ‘U PLA 195 virlimauanunsaly

N19E9HIULTITENTIN PLA Aunuafiisewaglaatdunuingsdu wanainiinisiiuysuiu

[
a =]

wuaiisewaglaadadunsiuiuninlunissunseilineulndaiinnuaunsalunisdeiiu
wsalaATuIwilAA1IAUA U IUABS IR gL Ingnaulndn A uAIUNIURDKTIAIEY
igafia PLA/7SIBC(5) Faflanuinunumausanagaia 78.04+1.15 MPa lagianuauniusie

L3959z uag s uLilaIguiu PLA

e 5 -
S 1
= 1
g 4 -
3
- m1%
o 3
= 0
g B4%
= 2 - B7%
en
=
2
= 1

0 —

neat PLA PLA/SIBC(5) PLA/APDBC(5)

JUN 19 WesidudnsnBinues PLA uag PLA filnsiinuuniSeimaglaausunm 1 4 uas

7% agiinmiinyes PLA fiuSuUgaiiase Si69 uag APDES fiuiinas 5% Inethwiinves BC

Wesidurnisfdnves PLA uazraulndnuansnagun 19 wuirfanmeulndnaziien

c 2 & o A o Y - a N a & o
Wesidudnisivgnanauileieuiu PLA esnmsiduuuaiisewaglaadun1sdanuinans
indeunkuiuvesaelgnedite s W insEavesTanmeulndanintulaeinnit PLA nse

dl IS a = @) ¥ o Y a
deiimsianiuafisewaglaaasluazidugasiuususu (stress concentrator) vilinng

v ¥
1 = A a

wanvinladnedu [33] Weinnisiseuiisuiuseninsiinveslaaunldlunisusuuaiui

&

vouuafiseaglaanuinisidlaausiia Si69 axvinlineulndniiesidudnishsdnias

111514 APDES iilesnannnistamilenserinamaves PLA/SIBC findn PLA/APDBC 1iied
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A A

dmdumaiiuUiinauuuafiGoiaglassyinlifanaoundniiuesidudnsiadniien
anat ilesanifleUinauuad SowaglaadiiutuazshlfiAanisdnensnisadeuiivesans
Tenodwosuiniu uenainiinianszaiefvswuaiidowagloauanisiusdamieasening
wafioiaglaaiu PLA fidasBainlinsindoudiiusuresanslswodiuesiintuldon
Bty FedemalivesidumsivinanasdlafuuueiiGawaglaalutiinaduntuiiues [29]
B3 PLA/7SIBC(5) Twedidudnsisda 2.19+0.12% Tneiiesidudinsisdnanasegisnniile

Wigunu PLA

4.1.6 M3QATUUIVBITAAABUINER
n13gaduundudniadenienddyndmadeaudiniinienn audfidng waz
audinisanuiouvatianaoulndniasuuswnekuanitewaglaa Aeliuiey PLA 1ins

a 1% a v = o ‘& a Y a = wa 1 ~ o
LfﬁllLL?Q@?SLLUQWL?EJLGUaQIaaVLUIGUQWU ﬁN"\]qL‘UUVI'@]3(5]QQW'R]’]imqﬂQaN‘UWVHQWWUﬂqi@JWSﬁQJu’]

¥
= o o

vosianmaulndndie lnen1sgaduuici szanusailudssendldlududiusosun ussy
A9l wagauaug laaunniTangeenlndnnidain1sgnduings dmsunisneaaeuiinlalag

' (% '
al = o 11 o

nsiaumtnilasuiladivesianneulndniandudinunwskuianaoulndnluiiaisie

Y

=

Y

Mgauniiviessunseisdminvesianaeulndnas
2.5

®— PLA
—— PLA/1SiBC(5)
—v— PLA/4SIBC(5)
#— PLA/7SIiBC(5)
2.0 { | —— PLA/1APDBC(5)
—e— PLA/4APDBC(5)
—— PLA/7APDBC(5)

154

Weight gain (%)

1.0 A

0.5 T T T T T
0 5 10 15 20 25 30

Time (Day)
5U# 20 Maddsundasimtinainnisgeduinvesiagaedlnds PLA Niinsiasuusaie

wuATISeaglaaluyUTnuenge MNunTUTuUTeiuRee Silane coupling agent ¥iin

Si69 ey APDES
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s ¥ 1
a ISP = ) =

HANITNAFBUNITAATUUIAAIAIFUN 20 WU PLA USgNSaziiAIN1snaTutne

Y

A o ;Y

wiidleifunuafiFemaglaadiusulsade Si69 way APDES avhlinisgadudifindudniios
fausHuuaiiGewaglaansivylansondaiidaugeut (hydrophilic) Sadunalitanney
Indndinsgeduiifiviu uiuuefiewagloaiinisusuussiiade Si69 way APDES 2178
Tineulndniiaudundnguuaznylonsondaaunsaiaiuselalasiauiuumingliognsg
WBouss thisumsinsnadindnldoniu ddudefinsanavesUmunmsiuuuniiGe
waglaanut Weiduwuaidowagladluuiinasnniuassilinisgadu futu e
mafuuueiiawaglaaviliiiviinandngunniy dwaliuinadduedugiuresmouln
Ananad uiANTaULh (hydrophilic) vauaiiZaiwaglanenvuzanuundnuesfaneen

Indndavinlrdunssnuladnedu [19]

A a a . . d' o & a a a

\ilafia1suvilnves Silane coupling agent #ildlun1susuussiuiaveLuaiiise
waglaanudn n1sly Sie9 Tunmsusulsaiuiiveswuanewaglaaagyilineulndnilainis
ANTUUIAINIINT5LY APDES 1aea1nnisle Sie9 svviluuafisuwaglaaiinisdainiziu

PLA l9Ru1nn31n1519 APDES $9UaINKNaNISNAa8999W U PLA/SIBC 1AN13 AT

98N PLA/APDBC

PNMIANYIEAYUEFNFIVINGT anvRidng auladennuiey uazn1sgadutives

v
A a =

Taneoulndn a1u75ananaladinisld Sie9 lunisusudseiuiiaveshuaiiieaglaasinly
PLA/SIBC flandifisngg fndanasld APDES uazUSinmumaidniuaiiizoivaglaaiaianlunis
aTuuselsifu PLA Aousuna 79 tasdwinges PLA fadunisideludud 2 asia
wuaiti3ewaglaauunm 7% lasdivinues PLA luniaia3unss PLA uazas@inuinagos

U3una Si69 nldlunisusudsaiuaiisewaglaaiiinaseaudisneg vesTanmaulndn
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4.2 navasUBina Si69 AldlumsuiulsiiufouuaiiFewaglas

gnnrsneaedludiuil 1 wuin Silane coupling agent ﬁmmzaﬂumiﬂ%’uﬂqa
wuafi3elwaglaade Si69 wazuuunsliwuaiiowaglaalunisiaduussliiv PLA
wanzauia 7% lagmidnues PLA daifuludnd 2 SddduueiiBewaglaaiusinm 7% las
ihaifnues PLA TunisiaSuusslifu PLA uagld Sico Tunisufuussuvaii3eivaglaaly
U3 13 uay 5% lasniinvesuuediFeieaglaa iledinudninavesusunm Sieo 74
TunmsuiulssiufiveuvaiiSowaglaafiideautfifena autRidauiou uavaud@dus

vorianpeulndn lnawsvuuuaiewaglaaddlinnuiueaglaaneionanuiiueniiuwes

1%
A a

WAnansinee wagld Si69 13 way 5% lasuininvesuuafisuwaglaalunisuSuusanur
a a o a oA 1 g
vauniiieiwaglaa Ingilinuanisuwaglaaliugacluasazaignanvesin/ion1uea
(40/60 logUsung) NMsIAY Si69 1 3 hag 5 % lagumdnvesuuaiiisewaglaa iUy
A1 pH Tidunats antuviinisniutlunieinses Mechanical stirrer WavN15819A781
1Y) (% 6’5 ) a a -'-NI 1 . v a a
nau naIntuuuafiitewaglaaiuviuaeslunIunszuIunIs Freeze drying Aeitagune
Lilwide 3.5.1.1 anuuihwupiiseaglaanyudssiuindiusum 7% lagivdnves
PLA Tunauiu PLA saeasasleludluwesinelilanaslsimududvinazats antduseive
Iamaslstimusoniiolrlaudunsulndnmismaiia Solution casting WaIULHUADNIWERT
Taludndutuanagud TuuBunumenszuIunis Injection molding 91ntuldwadia FT-IR
lunsiigatiendnuainialassaiawaendilindusnegvesuuaiiBogaglaainiunsuiuls
WURIMAT wazigalienanualyasneulndnlasfnwidugiuingnasiinseisinmemaia

SEM uag EDX naasuanimdenalaltinaila Tensile testing way Impact testing nagou

audAineeusaulagldinaila DSC uag TGA uagnaaaun1sgadutivedianaaulngs
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4.2.1 msigatliendnualvasiuaiisaivaglasuiuugeinubanlg Si69 NuTuw

a9 lneldmaila FT-IR

I ———
Z'M
_W

A W

T T T T T T T
4000 3600 3200 2800 2400 2000 1600 1200 800 400

Relative Transmittance

Wavenumber (cm'1)

5U 21 FT-IR spectra 99 (A) BC (B) SIBC(L)  (C) SiBC(3) uae (D) SiBC(5)

Relative Transmittance
@]

1200 930 700

Wavenumber (cm™)

gﬂﬁ 22 FT-IR spectra Tut3¢ 1200 - 700 cm™ v84 (A) BC  (B) SiBC(1) (C) SIBC(3) ua
(D) SiBC(5)
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M13197 9 Semiquantitative YeskuANLSEwAglaaLarLUATISUwaglaafiH1un1TUTUUT

ME Si69 Uil 1 3 wag 5 % laeimiinveskuaiiseisaglas

Type l766 lg73 2900 1766 / 12900 lg73 / 12900
BC 0.17 0.04 0.31 0.55 0.13
SiBC(1) 0.21 0.09 0.19 1.11 0.47
SiBC(3) 0.23 0.11 0.16 1.44 0.69
SiBC(5) 0.29 0.15 0.15 1.93 1.00

JUT 21 wanewaannnisigaiienanwalmemailn FT-R Yasuuafioiwaglaands

$7
ol a v

Laildu3uuse (BO) (3U# 21(A) wagiiiunisuiudgsiuiagie Sio AUsuim 1 (SIBC(1)

3 (SiBC(3)) wag 5 % (SiBC(5)) Imafmﬁfﬂsuammﬁﬁawaqiaa meﬁqgﬂ‘ﬁ' 21(B C way D)

[

MNd1du Wefiansanbuaiiewaglaandelauldusuyse aagui 21(A) wuiiafisunus

Y

Uszano 862 e Fulushunisuaany C-C stretching fiafisumis 1,111 cm™ wanadiony

C,-O,H Wafiduvis 1,375 em™ kansfany CH, asymmetric bending fiA#fi1ume 2,850

£ '
= a o 1

- 3,000 cm™ wan9RINY C-H stretching wagliiandanwagnItuindunduniluyls

Use3104 3,300 - 3,650 e &auamaiiany] O-H stretching Wafiansukuaiiisegaglaad

17
A a '

HIUNTUTUUTINURAAIY Si69 NS 1 3 tay 5 % lagdmiin fegun 22(8) 22(C) uwax
22(D) pua1Au wuMER AR wiisUszana 766-cm . duluendnvalveamny Si-0 uag fin
e 873 cm™ Fadanulnairesiuenanualveany Si-0-Si asymmetric stretching

[26] wanantaUFulgeiuiIwuaisuwaglaarie Si69 wadduinliiafmums 1,111

L4 = o IS

-1 ¥ i d" Y @ 1 1 =3 ~ [ 5
cm ﬁx‘iLﬂG]iﬂEJ']ﬂ?JULLﬁ@\‘li%L‘Vi‘Ll’J']‘VH;IJ Co-OoH 8 UHINUUBDYAT YIANYUTVDINANG 3

v
A a

awnistiifunistudulaiuuaiiGewaglaaiinnisusuueiiuionai [27] egnslsiniuain

1%
=

nsfigaliendnualsignaia FT-IR wuainsiiuyIuiuves Sie9 nldlunisusuusanuin

vouunfisewaglagliliilidnvauslasadaudanuuansisiuuinidn o1adunse

v o
A A Y

Usunawwes Si69 nldlunisusuugeiuitulndifiesiu usegnelsiniueinansnan 9 wudien

v
a =

766/ 12900 %8¢ lg73/ |2000 V04 SIBC AANAUTUAMUTII Si69 Fauandliiiiuimy Si-O wae
Si-O-Si asymmetric stretching agkiu@umu T Si69 lElun1suSulgeiiuRLuaiisy

iwaglaatiules
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4.2.2 dnwazduguIng1vasiaanaulngdn PLA

v
(% )

FanaeuTndn PLA 17u3Usa8n32UIUA5 Injection molding laeiaiuusasae
wuafiSewaglaafiuuin 7% Tnstmiinges PLA Ssfinisusuussfiadeg Si6o fiusun 13
uay 5% InstminvesiuafiSowaglan iewaSuusdliitutanneulndn Wethuanuiignii
Tuaninudsaingulululasioumarludienindeinies SEM fifdsveny 1,000 1in

ausalATIEanvurdug AN lafaguN 23 Fanudndleyunm Si69 iinAuziilvined

£ '
= =

wodlunindianuesvseiintu §991ngUdl 23 asfiudngudl 23(0) Hufnvesnediues
wndndagiiannuasvssanniian fesansugussiidanafutuoaidesnain i vinli
Cellular structure vosuuaiiGeiwaglaaidoguly uazifinnisumnesnvesuuaiiizoivaglaa
wemedudunguuazifinmsinsenfivdnafouuafizowaglaa fduluandiiuie
AYgTE i TuLUTINAeY Si69 FimimguszvesuuafiSoisaglaaiuardmanonis

AR udena (mechanical interlocking) sewinsuwuaiseiwaglaauay PLA [37]

100 pim === 100 lm

gﬂﬁ 23 SEM photographs w8 (A) PLA (B) PLA/7SIBC(1) (C) PLA/7SIBC(3) Wa
(D) PLA/7SIBC(5)
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51971 10 uaRIUTINUEI S vesuuATiSelwaglaaiufuuseng Si69 Uina 1 3
uaz 5% lnswidnvewuniiBeiwaglad InmsmuinUinawessiy Si vesmsld Sie 7
Ui 1 3 uay 5% lastminvesiuafiSowaglaadu 0.24 0.27 uag 0.30 at.% suddy
Fannsld si6o TumsuiudgsiuinvesuafiSowaglaaiiiuamnnduduriilimmuss S

Aldannmagey EDX AA1UNTY a9 nanslasasnawes Si69 91uiuasnouvad Si oy

v
=< = o

Aauanalugui 10 dedudield Si69 luusinasndudvhlndiuiuesaeuves Si 191uuan

[y

wuiy Faa1nuanisvaaausiomaia EDX duansliiiuiinsld sieo lunisusuuss

e

(%

fuivemuaiisuwaglaatwiliwuafiSewaglaaaunsadamieddiu PLA 16 uasUSuin

Y94 Si69 M3 5% lnsdmtdnyilikuaSewaglaaiinn1sinizieundnadailviie

[ '
= IS

Y v 1% o | 1 Y @ A v . .
AMNAULANINTY 1 TD9INTUIUREABNVEY SitgprnITLanlAAuINTNusE Si-O-Si

1NN AN AARNIS @Y EEILANANNITULeY 9n15anUsyatuNInAzUIUeN

Y

famsdnulaseninuuaiisosagladiu PLA ¥1nwinlil @auaainnisnaaeyu EDX i

aamﬁmﬁugﬂﬁ 23 Fal@annisnnaau SEM [27]

v '
A a !

M131991 10 USHN0UU09579] Si (at.%) vesuwunieiwaglaailuiiun1suTulanuRuasy

v
A a

UFuuseinuiame Sie9 nUsines 1 3 wag 5% lngdwiinvasiuaiiisewaglaa

Si 69 (% by weight) Si contents (at.%)

BC 0.01
SiBC(1) 0.24
SiBC(3) 0.27

SiBC(5) 0.30
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4.2.3 pnaneainieanuiouvesiannaulngn PLA

250
D
240 ———
=
©
10}
o
Q 220 -
=
3 E/\/_JL
Ko |
o
210 -
A
-—'—/L |
200 -

T T T T T T T

60 80 100 120 140 160 180
Temperature (°C)

5U# 24 DSC thermograms w04 (A) PLA (B) PLA/TSIBC(1) (C) PLA/TSIBC(3) uae
(D) PLA/7SIBC(5)

91n3UT 24 wagn13997 11 Fudu DSC thermogram waza1seaUiondnuainig
AuTounlaaINNITNAde U DSC U1 PLA Laglanaoulndn PLA NlN15L@3uLsIae
wuaisewaglaausunm 7% g minves PLA NiinsusuUTeniiame Si69 Nusinn 1 3

Lag 5% lasumdnvesiuailisgiwaglas wuin T, vevianaeulndaunuazlilinis

[y

WaguuUauilowieuiu PLA dupl T, Yevianaaulndnazileianas visdnsanasvesan T

runvsetioeuarTuegfuLsEanilsrseninana [30] Fanun 23 Fadunanisvagey

Y

SEM wuinussBamieaseninanavesiagaeslndn PLA/SBC ALY Si69 Uua 1% lae

1 v = 4:1 [

Uniniuliadnidiewisuiu PLA/SIBC Al4 Si69 USunu 3 wag 5% laauinin 1fiesann
USunauves Sie9 estiuluvilviianisinzifedfuseninuuaiiseaglaaway PLA 7l
1 a0 Va1 1 a dy 1 a a % = o ¥ o1 L4
AogfdwalviideriuindusEnirunavewualisewaglaaiu PLA Javiliien T, anasioy
nINUSHIdURY dmsunisly Si69 NUTuI 5% lasuininuuasiian T, Nanasuiniian
wszinanudiuldseninanavesnuaiiowaglaauay PLA Faduldladninliannis

~ ° | a 59 Y a I3 = & o a
LWUS?UWﬁWHI%W@@L@J@ilﬁLﬂ@L‘Uuwaﬂm']lILLu’J@]QQqﬂﬂULL‘UﬂVILiEJLGUaQIaa
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(transcrystallization) [19] Rsanunsaagulainen T vespeulndniviirianauloUsunnues
Si69 LAWNUTU
A197199 11 1NSNYAINIANNSaUNIAINNNSNAABU DSC U9 PLA Lwag PLA NTN1SLaSULsa

mekuATIaEaglaanuIun 7% lagumtn NnsUTUUTINURIAIY Si69 NUSuMANeY

. T (°C) Tm(°C) Tmp(°C)  Crystallinity
Sample T,(C)

(%)

PLA 63.13 114.63 151.40 157.92 32.27
PLA/7SIBC(1)  64.81 110.63 150.44 157.95 34.63
PLA/TSIBC(3)  63.65 109.75 150.41 157.92 35.21
PLA/TSIBC(5) 62.13 109.25 150.24 158.27 35.59

a1

WHaNITNIAT Ty U8 PLA hagianaouln@nnudnen T, vasiagaoulndnian
a & v a A A A Y] I3 o A
anadieaniosnsownuaybiwdsutuasasloisunu PLA WWunaduliloswnannnig
= a a ' % % a o a
NADUYVBINANTILANINNNTOUBBUABIUATEUIUATIAIN50Y e nnsilasuiuaauSune

Y83 Si69 wnuaghidnanon T, vevianmaulndnias d1msuUsuaves Si69 Nu1nTuay

v
= = o

Prgliuuafisewaglaadussdamiedrsenitanaiu PLA laavuidwinli PLA/TSIBC(S) HiAn
T.., 8AANINAIN PLA/TSIBC(1) way PLA/7SIBC(3) tiewiaufiu PLA Lia91131nks98nLnilen
| aa I | o Y a ~ aa < & U W W | [y a
sewdnalanindy [14) dawayitviiananndvunsanasgsduiusiuan T vosiannaulnds
PLA/SIBC N1anaen1uUSunaiuad Si69 minuduyibmnananladieduisiinnisauseuntesas
dau T, ndusamglinisnasuwiarunfveandn PLA azlireeiinisildsunuas Jsa1unse

agulainusunames Si69 unvarlifinasas T, wazen T,, vasdianmaulnds

dlofiansandalsunandnainmisied 11 wudnlesi@udanuiundnvesiagmouln
dndAniuTuiileUSuuve Si69 NIy e nilaUTunnved Si69 galuasyinlid

USunaveamdiasiinufisevivikuaiiGewaglaaianistaniziu PLA laaunay vinlvd

[ '
= =

AMuasalunIswtert liAsnanladedu Fadunauiannusedamterseninanansa

04 [19]
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4.2.4 n1sAanwadgsAINNIANUSaulaeldmatia TGA

100 4=
T — PLA
‘ —— SIBC(1)
SiBC(3)
80 —— SIiBC(5)
—— PLA/7SIBC(1)
S PLA/7SIBC(3)
S —— PLAJ7SIBC(5)
»n 60 A
0
o
=
2
(] 40
=
20 -
O T T T

100 200 300 400 500 600

Temperature (°C)

Ul 25 TGA thermograms 84 PLA Iy PLA Ain1sifsuuafiieivaglaaysanm 7% lag

Wwitinves PLA InsUSudganuiame Si69 1Usu1m 1 3 uag 5% aeuminues BC

TGA thermograms 984 PLA uagianaaulndn PLA Nilinnsiiukuailiseiwaglaal

¥
A a

U3 7% esuwitinues PLA fdnsuSudseiuiveswuailisewaglaame Si69 Nusunu

1 3 uar5% lnstuminvaluniilseaglas waneneguyl 25 uagansni 12 nuirianmeuln

- a1 o

dnilgaumnilisuaanedinind PLA esangamgilisuaaieiiveswuailiseigaglaaiiaie

Y Y

= o = a

11 PLA 3svilvianaeulndniiguugiisuaateiianas 13y Sie9 Tun1susudgenuia
wuafiswaglaaviliiagaeulndniiaiesamnisaiuioung@unuyiununisly Sie9 7
a X = a aa L oa X4 . & a Secaa o

WinanFu Wennisilegvesdaneu Si vinAy ¥ Si lWuaseliuvidniliiaesnimmieniy
Y Ao A o ! a ) ' a a .
FOUNAUULDY [24] UAZLNDAINAAIYUNNINITAAIEAIGIEN WUIINITNNUINIVDY Si69 9

igaumaiimsaanefigaaaiinduunedtuiuagumgiiisuaaigdi
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A5199 12 L@d8sNINNI9ANUSaUNAINN1SNAADU TGA U89 PLA wag PLA AinssHiw

v
A a

wuAfiSelaglaanuIuna 7% lastdmiinves PLA AUSuuseiiuiiagieg Si69 Usunusinge

Sample  Tonet ( C) T4(°C)  Residue (Wt%)

PLA 279.48 335.58 0.42
SiBC(1) 228.38 333.94 4.09
SiBC(3) 230.47 334.57 541
SiBC(5) 263.10 350.5 6.70

PLA/7SiBC(1) 220.12 304.25 0.58
PLA/7SiBC(3) 231.82 308.96 0.76
PLA/7SiBC(5) 252.14 340.26 0.91

A a ¥ I v v a (Y a a -a v J

ilafinsaa1ves PLA WsuduTanaeulndanuinfanaeulndndusuianingenii
PLA \lesa1nmisaanginnieandseutaduuaiiseivaglaaaziinnisuaneenveddasaing
Imaqawaama% (depolymerisation) n1599A 11 (dehydration) kaglinni1saaiy i
(decomposition) a9sutiglnalada (slycosyl units) M11ABNAN5LAMAT [32] 1aRNTN
UYSuuves Si69 nldlunisySuusiurmvesiuaiitewaglaanuitysunanuinduiiely
Si69 AUt Lilesnda Si69 Useneulumeeznauves Sidadliaiesnmnisaiuiou
J ¥ A Y & v v 1 [ Y a a a a a
Aaud19ae wavSuanalilauwandeiuaninmsigdsuaawuaiisowaglaaniivasly
Wi waninUsnandiimaseguesianpeulndntiutusgivuuafiewaglaadundn &

donndasiuna TGA fildan 4.1.4

4.2.5 guUALdeNg
4.2.5.1 nsnagdauni1snseunn (Impact testing)
1N3UT 26 wananudunIuseusInTzunnvesianAoulndanuin autRidena
masuANLFuUsoLTINTzLnYesTan AL TnAnfifinsiasuussinonuati Soisaglaad
USuUsiafae Si69 usuasneg azaanandeifisuiu PLA Msilamnsaesuieldin

wupfiewaglagasidugnsuduvaanisuwaninesian roulndn Forainainuuaiiise
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waglaauinnssunguiy dadumafiuiuilunisiingasiuusadu (stress concentrator)
nFsufisadndesforniliAanisuaninld [33] uenanifanaexTndndenuduniy
sousanszunniianaailesanislefinmaifuuuaiisewaglaaadluvilivosidudanudundn
s udawavilianumilen (toughness) vosmonlndniiAranasinliaudumusiouss
nszunndananasie [28] SninmsduuuediGowaglaaadlulu PLA asfugasuusady
Faildnanlunddisdiu Weldsuusinszunnegrsviuiiviulefan noulnanIufnnisunnsin

wuuaNysal

HH

E1%
B23%
5%

Impact Strength (kJ/m?)

neat PLA PLA/SIBC

SUN 26 AUATUNTUFBUTINTELNNTBY PLA Lag PLA MiANkuaTISegaglaay3unm 7%

£%
A a

lngtdmitinves PLA NHNsUTuUenuRanng Si69 1Usunas 1 3 uag 5% laginiinues BC

agalsinunsiinUiuam Sie9 Nlwlunisusulssuiiveanuaseaglaalilai
AU umMusausINsERNNanawInin WWesnnsusulssiuiwuaiisewaglaayinlvg
= d‘ dld 1 a a = 1 1 dl
W98RMTeINATENINGNEYRY PLA Uazlhuafiisolgaglad 39iaanuaun s bunsaarIunsad
A wananililefiansanuSinaes Si69 Mldlun1susulaiuinuuaiisewaglaanuin Lile
U3Uauved Si69 iuduazinliian AsulndnilA1Auai U uABLTINTEUNNGIUY wandli
wiutansBamidedseninanaifvy vnlwanunsetiefunsanszunnlan Jwilagulainns
14 si69 MU3uae 5% eeumtdnvenuafisewaglaalunisuiulssinvesiuaiisewaglaa

ilimeulndniininuaiuisalunissuwsanseunnlaffian Fasnndeiunailaainnis
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nadgoU SEM Iugﬂﬁ 23 @3 PLA/7SIBC(5) SlAnudnumiusausangzumn 3.41+0.49 kl/m?

TaefANudIunIusaLsINTEENNanadiesanteeLioeuiu PLA
4.2.5.2 NMSNAEIUN1SASEA (Tensile testing)

UeQAAYRd PLA uazAeulndnves PLA Niinsifuwuafiisuwaglaaiuiunm 7% lag

v
A a =

Wmtinwes PLA uagld Si69 MUsunaeneg Tumsusuugeiiuiavesuuafiisuiwaglaanauans

[
v

Tugui 27 wuinwegdaves PLA datesnitfanaeulnds atilunailisanainduegaa

[y [y

YouuATISeLaglaala1Usyann 7817 GPa [35] AulavilviAuegdavetianaaulndnil

Y 9

ALET WelUSeuliiguuTunuves Si69 ldlun1susuussiuriuaiiiseigaglaanuin

N5l Si69 TudSuanndulumsysudssiiuiuuanisewaglaarilvineulndnieruonda

[ '
=

= v Y] A1 a o, = a £ oA
Zﬂ\‘isﬂu YIFADAARDINUNDANNNIINAADU DSC ‘V]'J'“.Jill’]mﬂ?’]llL‘Uumﬁﬂsﬂaﬂﬂamiwa@u’]ﬂﬂumia

£ [
= v

UTuuved Sie9 Windu FadwmaliaAruegdavedneulndngalu Meilillosanuuaiise

(7
A a

waglaaniunsusulgeiuRlazidunsiuiusslelasaunnszsuuinlisengfdndu
. . A @ ~ a = = v . A a &

nucleating site NAlun13NBIvesalAGEavDINaN PLA [36] Fannsld Sie9 Musunasgeniduy

nseiuiuselalasauwnsEuuanIY Awudanaisaaguladudieiu Usunawes Si69 aeii

rwendavesTanaeulndniady Ingneslndnivihiduendaasnanma PLA/TSIBC(5) @

Vilitluegdagatis 5.5+0.10 MPa lnefiuagdaastiueg1iiuldtndiaiiauiu PLA

. 7
= 1%

3%
5%

Young's Modulus (MPa)

SRAA
S
TREmAA
ST
TR
S
SR
SRS
SR
S
TREmAA
ST
TR
S
SR
SRS
SR
TR
T
S
TR
S
SR
SRS
SR
TR
T
S
TR
S
SR
SRS
SR
TR
T
S
TR
S
bnnrny]
SR
S
TR
T
S
TR
S
bnnrny]
SR
S
TR
T
S
TR
S
bnnrny]
SR
S
TR

0 frsss ey
neat PLA PLA/SIBC

5UN 27 wendaves PLA uaz PLA Nimsiiuwuailsewaglaausuin 7% lag

v
A a

niinves PLA Nfin1suSudsaiuiame Si69 AuTuna 1 3 uaz 5% lagtdmitinves BC
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AMNAIUNIUADUTIAD PLA wazneslndnduandlusudl 28 wudineslndn
Fomunazdanmiusunusensfisganii PLA Hesnussamienssniaslaiinvesnon
TndnvilfmstomussluduuaiiGowaglaaintuldf dsaonadosiusud 23 armubauss
sionsfaves PLA/SIBC fengeiudlefinsld Sieo Tuuiunilgstu Wesnndmsld sieo Tu
nsUsuUssiufauueiidamaglaatwhlinsiamdsswiaaresuaiiGowaglaad
PLA WRntuléR BeUSunm Si69 snntufesBailiinisBamiersrinanaitu Tnsneulndnd

=Y

fAUAIUNIUADLTIAIGIIgnAD PLA/TSIBC(S) FallA1Aud 1 unIud ol sefgana

Y

78.04+1.15 MPa Imaﬁm’mﬁmmuﬁiamﬁqqﬂ?ﬁua&mLﬁulé’%’mﬁal,ﬁ&mﬁu PLA

100

s0

60 =
m1%
w0 B3%
B25%

20

Tensile Strength (MPa)

neat PLA PLA/SIiBC

UM 28 AUATUNIUABUTIAWEY PLA wae PLA Nilmsiiukuailisewwaglaayusunn 7%

¥
A a

Tt minues PLA AEn1sUSuUuURne Sie9 AuTunn 1 3 uay 5% lngtminues BC
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e 5
S T
e
~ i
5 4
T
o mi%
o 3
= B39
_g BA3%
= 2 459
s B 5%
=
=
SR

0

neat PLA PLA/SIiBC

JUN 29 Wesiudnshenues PLA waz PLA NfinsduuuafisewaglaaUsuinn 7% lag

Wnlinved PLA N3in1sUSud e Si69 Nusunm 13 uar 5% lagumtinues BC

Wesidudn13fdaves PLA wazaoulndnudninagud 29 wuinianneulndnazdian
¢ 2 ¢ e A A Y - a o % o

Wesi@uin1shsnanadiaifiguiy PLA Lssinnsiukuaiiiewaglaadunisdnuinanig
indeunkuiuvesaalgnadeIwilinsdnvesianneulndniintulaeinndt PLA inse
A o a N a & v ° v a
delimsianiuafissaglaaasluazilugasiuisaau (stress concentrator) viliinng
waninladiedu [33] wenanin1snszalewazussBnmileaseninuualisowaglaaiu PLA
ol o g v S Y LA s a X vy a & = > ¢’ =
g lvinmsadeuiiuiuresmelgnedmaiiindulaeng@u Jalunalvilafigunisis
gnanaadleiunupiliieaglagasiy waviilalUSoumouiuseninaUsunanes Sie9 Nl
nsUSuUssiuveLuaiiBulwaglaanudn WaUSuaaes Si69 unnTuagyinlvineulndndl

s & oA A X g v
LWUDIPIUANTTAEAL NN UL NUDE
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4.2.6 N39ATUUVBLIEAABUINER

2.5

o PLA
—— PLA/7SIBC(1)
—v— PLAITSIBC(3)
=— PLA/7SIBC(5)

2.0 1

15 4

oA

Weight gain (%)

..........00.00..0..0.004

0.5 T T T T T
0 5 10 15 20 25 30

Time (Day)

5UM 30 Maivasundasimtinainn1sgeduinvetianaeulnds PLA Niinsiasuusame

¥
A a

wuafiSelagladluuiunm 7% lagthvinves PLA Aidunisuuuseiiuiame Silane

coupling agent w9 Si69 VS L 3 uas 5% laetiminues BC

L A

HANINAHBUNITRATUULAAIRIFUN 30 Wud1 PLA USanTasiiA1n1sanTs

) 1A

a a o a o v . ° v o 8 A X g v
T1AIN LLG]LM@LW&ILLUWWLiﬂL%a@JIaﬂWUiUﬂﬁﬂ@’Jﬁl Si69 ﬁ]gﬂqiﬁﬂ']iaﬂ"?illuqLWNSUULaﬂuEJEJ

ﬁoe

fauwdhuuanisegaglaaivylensendaninlmvauul (hydrophilic) Baazvinlviianaeuln

14 U ¥
1 a

I = o ! a A d‘d U a 14 . 1 Y
ANNTIOATUUNNLVU LLG]LLUﬂ‘V]LﬁEJL%ﬁ@lﬁﬁﬁ/]llﬂ']iﬂﬁ‘u‘d?ﬂ&nﬂ?ﬂ Si69 awﬂma@ﬂaﬂwam

1%
o =

fianudundngasnylansondaauisaiaustlalasauiuamindlaegiumduse Ui

N

WNSHILUSHAENEN LA deludonansunavesdsuiu Si69 Mldlunisusuussnuin
wuaniSeaglaanudn Wald Si69 NUTuaNnYuaryilinisgaduunanas Wesinnisly

Si69 NUSIaINTUagyInUSIURENgwInIy (Funalaainnisien 11) vliuTiun

1%
A a

Jusdngiuvesreulndnanas dawalitiwnsniiulaendu [19] wenaniinisusuusaiuin

A X aa

A a 9 . a a a wa ! H
ﬂ@ﬂLLUﬂV]LiEJLGUaQIaaW'JEJ Si69 IUUiiJ']ﬂJ‘VlLW EUuﬂLUUﬂqiLWNﬂﬂJaN‘UWﬂ'ﬁ']ﬂJlﬂJslj@UU']GU@\‘]

wuaiSewaglaaiiudy Jvhlinsgadudivesianaeslndnanad
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NNTANYINNAIUFUFININGT Lendnwaln1anuieay w@hesnmmieanuseu
audAidana uarnsgaduiwesTaneeulndn anunsnaguldinisld sieo fvsinageiianiy
nsusuURsiuiesuafiGawaglaailnesindnilautfsneg Andnisldluliinades
FeUTunm si6o AmnzaslumsliusuussiiuinveuaiiFowaglaaie 5% lngtimiinves
wuafiFewaglaa ddunsideludnd 3 wlduvefiFowaglaauinn 7% tastmidnues
PLA lunnsia3uuss PLA uagld Si6o Usunas 5% lasdmdnussuuafiieieaglaalunig
UfulgsiiuinvesiuaiiGeleaglaa tiewIoudfisuauaunifsneg funsliwefifomaglaa
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Toe7ililausulanumn
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4.3 NavaIn1suFulTeuRIuuAiieaglas

' 1 v
! I LY

dauil 3 Lludiugavinevesnuidetull Faglduanlaaindiun 1 uasdiud 2 e

3

nw1dnENaveINTUSuURNURIveLUATISewaglaaisuiuluaiSewaglaad liduns

Usuugsituinfldlunisiasuusslvisu PLA Tasagldlaiausia Si69 Usinm 5% Tagtniin
vosuvafiGawaglaalunisusuussiuinuuafisewaglaa et uuaiiGewaglaaluudly
asavaenaLt/lenuea (40/60 TneUTims) Timstiu Sie 5 % lastntinveauuafize
waglaa udwiua pH Widunans anthshnsnutiudeinies Mechanical stirrer wéa
yhnsdafaiindu viminduluuafifeeaglaafiuriuaeslusinunssuiunig Freeze
drying fstesunelilusiadie 3.5.1.1 anduhuuaitGewaglaaitliiunsusulssiufouey
frumsuulgsiuRaudaivginm 7% tnedwidnues PLA lunauiu PLA deinfeslelud
luwoslaeldlanaelsdimuuivihagats Mintussvelanaelsdinusenifieliliusuaosln
Anfewadia Solution casting wamiurunauTndndldludmtuaudnguiatuzuivnude
NIYUIUATS Injection molding mﬂﬁuﬁqﬁlﬁwﬂé’ﬂwzﬁmmﬂ@uiwﬁmimmaaué’m@u‘iwm
LagIATIeRsmmEmAlin SEM uay EDX adeuanumdnalagldimaiia Tensile testing

wag Impact testing Ninaauaudinsauioulagldinata DSC way TGA warAnwin1san

Fuhveaanmaulndn



66

4.3.1 dnuazduguIng1vesiannaulngn PLA

A

=== 100 [tm 100 tm

5Ufl 31 SEM photographs %84 (A) PLA_(B) PLA/7BC uag (C) PLA/7SIBC(5)

= Y

Tanaoulndn PLA 19u3UA8AT2UIUN"S Injection molding laelduunaiiise

¥ 1
) a a A

waglaafiinisusuussiuiiafe Si6o wagldldusuoaiiumfiusinm 7% Tnstdminues
PLA ifleiaSuusdlsitutanaoulndn iWadunuiignviliunninudsandulululasauma:
TUgnaninmenies SEM firndsuens 1,000 i ausaATEanwurdugIuInelanegy
i 31 mﬂgﬂﬁ 31(A) Wunm SEM uanInAfavnses PLA denuinasidnwaziSouuasi
aruathiaveaifudoffuvondonediues uidefnafunuafiSowaglaadialliusulge
fiufn nuhniedarnsdaurgrsanntudesniimafuuuaiiFowaglon uregidlsh
prutesitssEvia (void) findussninausavesuuaiiGowaglaaty PLA Suuansd
aulilifussinuuafiGowaglaauay PLA Ssdanaldaingul 31(8) udiilefinnsuiulse
fufvevefiSewaglaade Si69 nuheuvsrszuuMainTnesTan Ao nEnasty
Feftuandlugud 310) Sragfiuimnugrssfiunniu wiagnudesinsenisananaan

v Y & 1 a % a o a ! = Y & = Y o vy a
uaEJa\‘iLLaﬂﬂwmmmmimmﬂuﬂis‘mw 2 LWﬁ"?NLLaﬂﬂI‘ViLWUﬂQﬂUWNLSUWﬂuvL@ILLazLL‘Uﬂ‘WLiEJ
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waglaaiinisnszaefinaluile PLA wenanidmudnuaenisuaninilduly uanadnnig

gnfnsgninaduledunediwesanintanmeulndnniuwuaiiisuwaglaanlilariunis

UFuuse

4.3.2 1NANBAINNIANTIUYDITANADNINEN PLA
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220 -
C
3 215 A
o
©
()
< 210 B
[ }
2
Ly
(]
o 205 A
A
,_/
200
195 | | | | | 1 1
60 80 100 120 140 160 180

Temperature (°C)

g‘lJ‘ﬁ 32 DSC thermograms 289 (A) PLA (B) PLA/7BC wag (C) PLA/7SIBC(5)

N3UT 32 wagn15199 13 Fudu DSC thermogram waga1319asUiandnual
119AUTBUNLFAINN1TNAEDU DSC V8 PLA wasannaulndsn PLA 11n156@30139078

wuailisegaglaandalulausudsaiinasnuuussReie Si69 wuin T, vesianaoulnds
wuazlufinsiasuwdaadiewisuiu PLA diuen T, vasdanmeulndnaziaranas Matins

[

anaswedA T Izunisetoeiurslivegiuusidamierseninuma F9nu 31 aduna

nsnAaey SEM nudwssdawmileiseninalavesianmeulndaiilduuaiiSowaglaanlals

1% 1

o
C% A a

Usuussnurulifdnidemeuiunislduuafiowaglaanusuussnuinig Si69 imsed

1 1 a X ! 42’ a a a LY =2 [d [ Y1 =
“Uaﬂ'ﬂ\‘iLﬂWUU’igﬁ’J’NWUN’J“UﬁNLL‘UﬂV]LﬁEJL“UﬁQIa?{ﬂU PLA ml,ﬂuwawﬂwm T ANAUNYY

¥
A a

Anteainty uaneeaindn T vediagaeulndniilduuafiawaglaaiiusulaanuRane

Si69 Nanasuinnda esarniinanudiiulassninanavesuailiowaglaguag PLA 9
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An31 Fadulldimedwesreulndnniinsfuuuaiisewaglaaiiiunisuiuugeturinli
Aaniswdeadianglgnedwesliiinlundnaiuuuisainivuuaiisewaglad

(transcrystallization) [19]

WIBNAITUIAT T,y U89 PLA wawdanaaulndanuindl T, vesiagmeulndnunuay
lafsunlasagiliowiouny PLA iWunadulilasunainnismasuvesnaniiinainn1sevssu
melunszuiunisiiauiou i T, vesTanneulndniiuwuafisewaglaanidlausuyse

1%

g a v I3 = = ~ ' A 1A v | Y] a A
fuianastssinnlunailiosnanussgamieiseninaanlafun [31] dwuianaoulndsd
ALLUATISaglaanuulseiuRme Si69 dulzliusidawmiledrsenitanaiu PLA fidn
Jwilbien T, deranannnindmwavitlinfandnifouadnas@sduiusiuan T, veadan
a a o v a = v X I a ! a v | = & a
roulndnianas viliiAeudnladietuusiiianseudeuiiesas @ T, Falugumgiinis

papuaUnfveNan PLA azlifssfinisidasuulas

A a = a = PN ! § 3 &) =2 [y
LIBNAITUNNIUINUNANIINATITN 13 WU'J']LU@?LSZIUW?‘TJ'WNLﬂumﬁﬂsﬂaﬂﬁﬁﬂV’]@MI‘W

a1 oA = i s & & I3 = Y] a da N a YY)
paliAnTuUsUesWuANUlunEnTeTianAeulndnTinwuATi S swaglaaildlausuuss

. W

=)

wily adliAndesninmislduuaiiseivaglaanuiuusaiiuianieg Si69 Wewinnisldy Sie9 Tu
nsUSuUsTIURkupiewaglaassih likuaiisawaglaainanuiniulaiu PLA 11y
o g v = 0 8 v a = v = ] = = '

lrdauawnsalumsinieadldiifandaladends fadusaunanusadamileissning

wafirifues [19]

ANS199 13 LNANBAINIIANUSUNLAAINNTNAEDU DSC U9 PLALAE PLA ATINNSLESULSS

(%
& a

meuupTiseaglaanlilausudsuasivsulsanurele Si69

. . . . Crystallinity
Sample T,(C) T (C) Ty(C) T (C)
(%)
PLA 63.13 114.63 151.40 157.92 32.27
PLA/TBC 63.20 113.95 151.37 157.58 34.61

PLA/7SiBC(5) 62.13 109.25 150.24 158.27 35.59



69

4.3.3 n1sAnwadgsAINNIANUSaulaeldmatia TGA

100 =
— PLA
— BC
60 —— SiBC(5)
PLA/7BC
— PLA/7SiBC(5)
§
0 60 A
(%))
o
=
2
() 40
=
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0 T T T T T
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Temperature (°C)

5U# 33 TGA thermograms ¥@4 PLA lag PLA fifimsiduiuaiiseiwaglaad

LilausuussiuilanagninisusuuTanuEmey Si69

TGA thermograms %84 PLA Uaziaaneulnds PLA Niinsiiuuuailiseiwaglaal

[

TlAUSuUTeuiILae NUTUUTIURAAIY SI69 wanafagui 33 wagn151eW 14 wuirTanae

o

Iwﬁmﬁqm‘w QLQ?,Jaa’]EJG]’WHﬂ’]’] PLA Lua\‘iﬂ’]ﬂam‘ﬁﬂwLSQJﬁﬁ’]EJG]’J‘UENLLUﬂV]LSEJLGZIaaIaﬂﬂJﬂ’W]’]

=

N1 PLA Sevinlitaneeslndniigungiuameiianas fedumafiunuaiiSewaglaaliiiy

q

1%
=

PLA SwilvigrmniGuaaneinanasegaiiulddn uazilofinsld sieo Tunisuuuseiiuia

9 Y

wuailiseiaglaainliiagaeulndniiafesninniaainusouingdu ewwinnisiegves

'
aa Y

L= . & a SN eaa = v Aa A o 1
Fanou Si @9 Si LUUAITDUUNTINULEDNYTATNNNAMUTBUNAUULEY [24] LazlUddInnAN

gaumginisaaiedigean wuiduuldnduldlunmaferiuduaeamgisuaasd laenis

a

a a a -] ¥ a = U 1 ¥ .
WuLuafisewaglaavzinlireulndnilgamainisaaigdigeananas usn1sld Sie9 Tunis

Y

USUUTINUR ﬂ‘wﬁ’uLLUﬂﬁL%'EJL%aaiaaﬁﬁﬂﬁammﬁmiamﬂ@hamLﬁm%mﬁmﬁauﬁmaﬂw

a

AN 70 ﬂ”lﬁl,(flllLLUﬂV]L’iEJL"d@ﬁIﬁEW]hJN’]Uﬂ'ﬁﬂﬁ‘U‘UN Lmasmlsﬂmuammumﬁamam‘mm
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ngandadiaringt PLA iesnanaudfianisdivesnunafiisaisaglaananlaing1iluudy

A5199 14 LE@dsNINNIANUSIUNLAINAITNAADU TGA U89 PLA wag PLA A5inssHu

¥ ' ¥
A Aa A Aa

wuafisewaglaailulausuusanuruas NiinsusuUssnuiame Sie9

Sample  Tonet ( 'C) T4(°C)  Residue (Wt%)

PLA 279.48 335.58 0.42

BC 221.95 341.91 6.68
SiBC(5) 263.10 350.50 6.70
PLA/7BC 204.84 292.11 0.88
PLA/7SiBC(5) 252.14 340.26 0.91

d‘ a vV = o U a 1 %3 a = a v 1

diafnTana1ves PLA WiguduTanpeulndnnuirfanaeulndndusuianinganii
PLA fiaud19un 1He991nn1saatgiiniennuieuvesuaiiiselgaglaaiziianisuanesn
vadlasaainaluiananadiues (depolymerisation) N1593991 (dehydration) uagiinns
aanesa (decomposition) vasnulelnala@a (glycosyl units) ausianisinin [32] hay
A o y) X a A a v n ) i a Y X A A
iiedinsUSuUTenuivekuaS Baglaacig Si69 tunuuTitaidaannduieiiey
U PLA/7BC 118491037 Si69 Usenaulunieaenauead Sid9dii@nesnInmieninuseu

Aout g vivisivsInaiannnIwuafisswaglaaniilausuU ey

4.3.4 auUALINa

4.3.4.1 ANSNAGBUNIINTELNN (Impact testing)

a

31NFUN 34 wARIANURIUNIUABLIINTEUNNTBI TR ARNINERNUIN audRidena
MPUANLAUNIURBLSINSEUNNvesTan Aoulndn N nslduuaissgaglaaaviiFnanas
A o ) o & a PR A a ° 9 f & & = % a &
deaWieuriu PLA viatlanunsaesungladn wuefiSewaglaavilviesidudanuundniiuiuy
danavinlinumien (toughness) vasianaeulndniiaranasdunalininusiuniusowsy

o [ <

nszunnilaranase [33] uenaindldeanunsadunaiulaaingui 31 A SEM uansna

Yal a

voawualiselaglaguway PLA dadudniuladil Interfacial adhesion NR34LAAN1TAINY

wsslugupiiSowaglaalad [34] uregnelsinunisiinwuaiiGewaglagasluly PLA 9y
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'
a

Jugaisuduvesnisuaninvesiagreulnds Jeerainanuuaiiseaglaaiinnissiungy

9

[y

M Fadumsiiufiuinlunisifingasiuusudu (stress concentrator) WasuLiisndntasn

a1avhliianAaulndniinnisuaniinle [33]

HH

\\Y

Impact Strength (kJ/m?)

N

PLA PLA/TBC PLA/TSiBC(3)

SUN 34 AIIUAIUNIUABUTINTEUNAYDY PLA Uag PLA Nin1siiNLUATILSY
waglaanlilauFuussuRauasniinsUSuUTeiuRIneY Si69

v
U A

= v D o M My W a = B
wenaniifidunalaiinisldwuniisowaglaalalausuusaiuriasianudiuniuy

(2
A a =

AousInszunniiannIansly Si69 Usuugsiiuiaveswuaiiseigaglad wandlviiiugi Sie9 i

£
= o

drugrglinmstamiedseyingnasemnuueisewaglaany PLA Ay vilvanunsayie iy

D

uwsenseunnlad Jeinliasuladnasly sie9 lunsuiulssiveswueiiSuwaglaaviliaey

v
A a

Indndlanuanunsalunisfunsanssunnlanndinisiiunuafisegaglaanlalausuueinuia
#9 PLA/TSIBC(5) AUAUNIUABLTINTZUNA 3.4120.49 kJ/m? TagiiAaununIusiounss

= [ v d‘l = %
NTZLNNAARUNEURNUBYLUDINEUNY PLA

4.3.4.2 NMSNAFDUNTSASEA (Tensile testing)

[
=1

WNAAves PLA uazaaulndnninsiiuiuaiisesaglaandalilausuusanuiouag

1%

Ui Si69 Asandlugu 35 wultuegdaves PLA dAtsuninTanaeulndn

aNe

U

=b.

I

MilllunaiiieanainaAinendaveshuafisoiwaglaaiiA1ussunn 78117 GPa [35]

& a N a a a' ° v ' a
u@ﬂf\ﬂﬂUﬂqiLWNLLUV’]V]LjEJL“UaQIaaIUUiiJ']mVlN']ﬂWB C‘\]%‘V]'ﬂﬁﬂ'ﬂ']llﬁuqLLUU1Uﬂ73Lﬂ@
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Nucleation 1nnTudanasenisiiia Transcrystallization seuwuniieisaglaaiiliilesidus

Audundnvesianaoulndaiindy [19] Fdlnavinliruendavesiannaulndndiaiy

v v
A a al

gavu aglsinunisly Sie9 Tunsusuugsiiuinuuaiisewaglaainlvineulndniiriuenda

¥ !
A a =<

! a A avy vy o v Y A
Eﬂﬂﬂ'l']LL‘UV’TV]LiEJL%a@laa%lml@ﬂiUﬂéﬂwuwj PIADAAADINUNAIINN1TNAGDU DSC %131

[
A a ¥ a1

USunannudundnvesreulndnfifusuaiideiaglaaniinisysuussiuiiafnie Si69 den
wnnitageeulndaiiuwuaiiiewaglaanldliiiunisusulsenuiy Sadunaliruegda
Y99 PLA/TSIBC(5) gendn atliflasinuuaiiiesaglaaiiriiunisusuugsiuiiasdunisiiiy

Wuselalasiauunszuurliuseng@didu Nucleating site AiRtunisnafveandn PLA [36]

£
[

Tnan1sld Sie9 azdunsiiniusylalasiauinszuundisvinlineulndniidwegdangavu
lngnoulndniilluegiageigane PLA/TSIBC() Failiendagana 5.45:0.10 MPa Faild g
niuegdaves PLA/TBC agadiulstn

6 —

Young's Modulus (MPa)

N

PLA PLA/TBC PLA/TSIBC(3)

JUN 35 wondaves PLA uag PLA niimsiduuwuafiseiwaglaaililauiuuse

1%

WuRwaENINTUTUUTIRURIE Si69

AUATUNIUABLTIAIVDY PLA UazAoulndndsuanslusui 36 nudinisiay
o & o v ] =2 a &£ A a o
wuafiewaglaatuvilinnudumusienishwesrenlndngdu ienmsauwuaiisy

waglagvgihlireulndnaunsasuusuazaunsodeiuusslavudavihlieianuiiunuy

[
= o % e 1

ABLIIF9ETY FmMSUANUATUNIUABUTIRIUBY PLA/TSIBC(5) HAN@9N31 PLA/BC LiI99aN
wssdamilersenitananavespedlndnvinlinisanowmusaluduuaiisewaglaaiintulnfaas

aonndostuUR 31 Insamndl PLA/7SIBC() fiArmuduniusioussfisganin PLA/BC

\eanI sl Si69 Tunsusuussiuiiuaiiseiaglaatuvilinsdamilessnitua
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[
=

seninuailieiwaglaany PLA indulaafduilleisuiunisiduunilieisaglaanlala

1%

USuusaiuia Ingaeulndnniininuaiuniusewsinageiianfia PLA/7SIBC(5) Feiady

ATUNTUABLTIF9E9D4 78.0421.15 MPa LagdlAinuA1un1usfawsIfagendn PLA uag

PLA/TBC

100 -~
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Tensile Strength (MPa)

N
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SUN 36 AUATUMUABULIIANUBY PLA Uar PLA Ndmsiiuwuailiseiwaglaai

LilauFuusenuiauaynin1sUTuUsanuEn g Si69

Elongation at Break (%)

\§
N

PLA PLA/TBC PLA/TSIBC(5)

JUN 37 Wesldudnshisinues PLA uaz PLA Ailnsiiuuwuafiseimaglaanlilaususe

1%

WuRazNin1sUSUUTINURImMEY Si69
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Wesidudn1sfsdaves PLA wazaaulndnuwansnagud 37 nuinianneulndnazdian
Wesdwinisidnanaadleieuiu PLA issnnnsifusuafiiiewsaglaaidunisdnuinins

= P Y} | a s o v a Y] a a X Y !
LAABDUNNIU usﬂﬂﬂaqﬂigﬁwaaLM@?QQWWIWﬂWiS@T@Q?ﬁQﬂ@ﬂJIWﬁmLﬂWGUUIWEJ']ﬂﬂ']W PLA

)}

a

& A N a I3 Y o § v
wenantidlefinsfiunuaiseaglagatluazsdugnsiuusaidu (stress concentrator) il

1%
=

Aan1suaninladiedu [33] udileld Si69 lunisusudgauuailisuiwaglaanuin

PLA/7SIBC(5) fafidudnisfsdaiiganinPLA/7BC 1ilosanainnisly sie9 Tunsuduuss

'
a a 1 Y

Huikuaiswaglagazyilvussgamiedrsenitaravesmaulndnaniniuies 9

a1 1

PLA/7SIBC(5) ftUastdusinismeada 2.19+0.12% F48@A1a9n11U 053 ufn15m10 Ave

Y

PLA/TBC

4.3.5 NM3ATNUNvIaAARNINER
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+— PLA/7SIBC(5)
—v— PLA/7BC

2.0 A

Weight gain (%)

1.0 1

0.5 T T T T T

Time (Day)
5U# 38 maivdsunlasimtinannisgadnhvesiagaedlndn PLA Nlinsiasuuseie
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wuaiFewagladluuTunm 7% laguminues PLA fkunsuSudssinuilame Si69 uay

Tadlanmunisusudse

HANISNAADULAAIFITUN 38 nudrTanmeulndnnlulifuwuaiiiseaglaaasiia
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wuAfielgagladanie Si69 agiilinisgaduanauiiofisuiunuafiseisaglaandalala

USuussiiufa WesannuuaiiFewaglaaifinisusudgeiasme sie9 darmidundngauay
mylansondaaunnfiniusylalanautuumingliesaudous thiunskiuuinadiagn
e [19] uenaninisuiulgsiiuinvesuaiiSowaglaade Sieo Afadunisdfia
anautimuliveuinvesuafidowaglaalfiuiu SuhlinisgeduiwesTaneeulndn

anaN

INNSTANINIUANBUEA N IWINeT audinisanuiow audadena uazn1sgn
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U A a 1Y

FuvesTanmeulndn ansaasllainnslduuaisewaglaaniinisususaiurme Sie9

q
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A a

ilireulndndiandaisieg Andnnslduuailewaglaanlalaiuiuusenuia Tnedsunmns

AuLuATiSewaglaaiuizdufe 7% g minued PLA wazUTuiauves Si69 nlluns

¥
A a

USuugeiumliiuiuaiiSueaglaanuengaura 5% laguiminvesiuailisoigaglaa
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una 5

ajUNan1INAaRILAzdaLEuaLUY

5.1 agunan1innay

IINMIANYINAVDIYTHAYEY Silane coupling agent uazUSunaveuAiseIwaglaa
aAa wa 1 o a ' v . . a .
nildeaudfd1eg vesianasulndnnuin n15ld Silane coupling agent via Si69 way
APDES lumsanansauSulsaiivesuuafisegaglaald dwasnsadunalaannanismegaey

fewmaAna FT-IR wag EDX dnsunisvngausmemana SEM tunandlisiuinnisly Sieo Tu

[
) a =

MsUsulpeiuiivewuafiseaglagagyiiiiiiuin wuaiisowaglaauuaiunsadawmiled

Au PLA la@nd1n15ld APDES @sluvituanfeadunsld Sie9 lun1susuuganuiaves

wuafiSeiaglaadinsinliuSununan anuadesmieauiou uay audfdanavesnauln

P '
o a ¥ A

a a ] = = ) . Aa a a
d0vUINAIT LATNIIYATNUINUBENINUBLVIBUAY PLA composites NUNITLANLUATILTY

waglaanlilaniunisusulmasiiunsusulselaely APDES

mmﬁmﬂ‘%mmwﬂﬁL%EJL%aQIaamevaajﬁmasiaﬁh Ty 8% Ty VetianAUlnGn
wivlosidudenufundnituuiliiniuty dvsunafisimureuuaiidowaglaans
yhlsianuiafosnninufauanas UinaddussifindunioUmumesuaiiGowagloa
TuduresnsnageUaLTRTInATY Wuiﬂmﬂﬁuﬂ‘%mmﬁmLLUﬁﬁﬁaL%agiaaazﬁwiﬁﬂamiw
Andanusumusionsinszuun kazUesidudnisfidnanad uifanenda uayAUAIUNIL
m'aLquﬁaazLﬁusﬁuLﬁaLﬁmU%uwmLwﬂﬁﬁm%agiaa uaﬂmﬂﬁ%ﬁﬂﬂﬂﬁ%ﬂﬁ@Uﬂﬂi@ﬂ%mﬁwé’q

WuMNMSiuUTIAYeUATSIgagladazyi el nang e LYY

NN15ANEINATDIUTUIa Silane coupling agent WUILHBLANLUIUIUVDY Si69
wnvaglifinanan T, waz T, vosiagaeulnds wivinlilesiudaanudundnduudlidy
a X & a a . o g v a o o X a v
WNTU WNAAUNITIANUSNIU Si69 LV INANENYTNIANNTDUALTY LagUSNIMLaN
PUILLANIUANUSUIUVBS Si69 Tudiuanin1snagouauURAINatunUINAISILUSIIM
Si69 A IAMUAIUNIUADLIINTELNN UOAFA KAZAIIUAIUNIUADLTIANAUTY W

s & = A a £ g v A a a . &
LWUBSLGUANITANEALLNUYULANUBLLUDLNNUINIUVDY Si69 u@ﬂﬁnﬂuﬁﬂﬂﬂ"ﬁm@ﬁ@‘Uﬂ"ﬁ@]@

v ¥
a = o s

FUUNTINUIINITANUSUIUVDS Si69 azvinlraaulndnandulianas weananiiile

Y
[ '
Iy a

WiguieusegninamslduuaiiiseaglaaninsuSuussurimeansazaty Si69 NUsuna



14

5% ngdmtnvesuafiseaglas wasnlilausuugenuiy tnglduuaiisewaglaadiunmn

7% o minves PLA TunisiaSuuseliiu PLA wudinasly Si69 lun1susudgeniuives
wuafieigaglaatudisliuuafieigaglaadamiloidu PLA laandinisiiuuunilisy
waglaadlilauSuusaiuia nsusudsaiurlvesuafilewaglaavinliusuiandn

EDYTATNNINAIUSDU AIUATUNNUABLIINTLENN UDAAE AIUATUNIUABLIIAIERN Ay

Y

¥
A a

Wesigudnshdnginiuuaiideaglaantilausuugsiiuiy Tuvaeiinisgeduiivensy

¥
] a v a1

Indndlduuaisowaglaansiunsusuusaiurinieg Si69 azliAndeuniineulndniily

(%
=~ a

wuaisewaglaaiiuilausuueiuinduasiaduwss

5.2 UDLAUDLUY

5.2.1 muﬁmﬂ‘%mmmﬂﬁL%aL%ﬁ@lﬁﬂﬁiﬁﬂuamﬂ%uLLiﬂﬁﬁ'U PLA W{i9991NKNAN1S
naaeuududilitanuningieainanmsiuwuafiisewaglaaluUSinuiineudng
1198

5.2.2  msagunssuislumshuuediseaglaaliuie  esannmsniuuailise

\waglaaluunssuIus Freeze dried fiAldatefrouiidas



10.

11.

12.

18115919949

Gunti, R, Prasad, A, and Gupta A., Preparation and Properties of Successive
Alkali Treated Completely Biodegradable Short Jute Fiber Reinforced PLA
Composites. Polymer Composites 2015. 2015.

Awal, A., Rana M., and Sain M., Thermorheological and mechanical properties
of cellulose reinforced PLA bio-composites. 2014. 2014(80): p. 87-95.
weaLANFANWedA (polylactic acid) (PLA). 15 Sguieu 2558]; Available from:

http://archive.lib.cmu.ac.th/ful/T/2555/amacro30355mk_ch2.

Martins, I., Sandra P., Lucia O., Carmen 'S., Carlos P., and Alessandro G., New
biocomposites based on thermoplastic starch and bacterial cellulose. 2009.
2009(69): p. 2163-2168.

wodes  Tanlounyszase. 13 figwigu  2558];  Available  from:

http://www.vcharkarn.com/varticle/18774/.

Tanisendn aaulndn (composites) AadanUseinnla. 13 fguisu 2558]; Available

q

from: httpZ/www.mtec.or.th/index.php/2013-05-29-09-06-21/2013-10-29-04-40-
02/169.
WaaAndIn W | (Bioplastic). 13- fguigu  2558;  Available  from:

http://ibrary.dip.go.th/Industrial%20lnnovation/www/innonew0-01.html.

ausshl W@esdsna, Poly(lactic acid): Polyester. from Renewable Resources.
2554: MAIYIAINTINTER AREIMINTIUAERNT  UNTINUITUNUATANENT TNen
UNLYU.

Rubino, M. and Lim L., Processing technologies for poly(lactic acid). Polymer
Science 2008. 2008(33): p. 820-852.

Lopes, M.S., Jardini A.L., and Filho R.M., Synthesis and Characterizations of Poly
(Lactic Acid) by Ring-Opening Polymerization for Biomedical Applications.
Chemical Engineering Transactions 2014. 2014(38): p. 331-336.

Anders, S. and Mikael S., Pro-perties of lactic acid based polymers and their
correlation with composition. Polymer Science 2002. 2002(27): p. 1123 -1163.

PLA, N., nalulagvesussinainunanadindegaanglavia@anin. 2558.


http://archive.lib.cmu.ac.th/full/T/2555/amacro30355mk_ch2
http://www.vcharkarn.com/varticle/18774/
http://www.mtec.or.th/index.php/2013-05-29-09-06-21/2013-10-29-04-40-02/169
http://www.mtec.or.th/index.php/2013-05-29-09-06-21/2013-10-29-04-40-02/169
http://library.dip.go.th/Industrial%20Innovation/www/innonew0-01.html

13.

14.

15.

16.

17.

18.

19.

20.

21.

22.

23.

79

Bledzki, A. and Gassan J., Composites reinforced with cellulose based fibres.
Polymer Science 1999. 1999(24): p. 221-274.

WAL Tuduiin, nswanaglasantinduandondudzsnlaede
Acetobactor., in WAWLaEYINN 2543, UMNINYNSUNUATAIENT INSNIAUIVL.
Kabir, M.H., Wang H.H., and Lau K.T., Cardona Chemical treatments on plant-
based natural fibre reinforced polymer composites. Composites Part B:
Engineering 2012. 2012(43): p. 2883-2892.

Gomes, A., Matsuo T., Koichi G., and Junji O., Development and effect of alkali
treatment on tensile properties of curaua fiber green composites. Applied
Science and Manufacturing, 2007. 2007(38): p. 1811-1820.

Goriparthi, B.K,, Suman K.S.,; and Mohan R.N., Effect of fiber surface treatments
on mechanical and abrasive -wear performance of polylactide/jute composites.
Applied Science and Manufacturing 2012. 2012(43): p. 1800-1808.

Jonoobi, M., Harun J.; Mathew P., and Oksman K., Mechanical properties of
cellulose nanofiber (CNF) reinforced polylactic acid (PLA) prepared by twin
screw extrusion.-Composites Science and Technology 2010. 2010(70): p. 1742-
1747.

Meechai, L., Sommai P., and Sarote S., Particle size of ground bacterial cellulose
affecting mechanical, thermal, and moisture ~barrier properties of PLA/BC
biocomposites. Energy Procedia 2014. 2014(56): p. 211 - 218.

Martins, M.G., Magina S.P., Freire. S.R., Neto CP., and Gandini AA., New
biocomposites based on - thermoplastic starch and bacterial cellulose.
Composites Science and Technology 2009. 2009(69): p. 2163-2168.

Peltola, H., Paakkonen E., Jetsu P., and Heinemann S., Wood based PLA and PP
composites: Effect of fibre type and matrix polymer on fibre morphology
dispersion and composite properties. Applied Science and Manufacturing, 2013.
2014(61): p. 13-22.

Soykeabkaew, N., lLaosat N., Ngaokla A., Yodsuwan N., and Tunkasiri T,
Reinforcing potential of micro- and nano-sized fibers in the starch-based
biocomposites. Composites Science and Technology 2012. 2012(72): p. 845-852.

Cho, MJ. and Park B.D., Tensile and thermal properties of nanocellulose



24,

25.

26.

27.

28.

29.

30.

31.

32.

33.

34.

80

reinforced poly(vinyl alcohol) nanocomposites. Industrial and Engineering
Chemistry, 2011. 2011(17): p. 36-40.

Jandas, P.J., Nayak S.K, and Srivastava S.H., Effect of Surface Treatments of
Banana Fiber on Mechanical, Thermal, and Biodegradability Properties of
PLA/Banana Fiber Biocomposites. Polymer Composite 2011.

Yonghui, Z. and Mizi F., Recycled tyre rubber-thermoplastic composites through
interface optimisation. RSC Advances, 2017. 2017(47): p. 29263-29270.

Mustafa, A.G. and Yaser D., Fabrication and enhanced mechanical properties of
porous PLA/PEG copolymer reinforced with bacterial cellulose nanofibers for
soft tissue engineering applications. Polymer Testing, 2017. 2017(61): p. 114-131.
Pu Liu, L. and Ning Yang X. Preparation and characterization of a
photocatalytic antibacterialmaterial: Graphene oxide/TiO2/bacterial cellulose
nanocomposite. Carbohydrate Polymers, 2017. 2017(174): p. 1078-1086.

luliana, S., Raluca N.D., and Heli K., Influence of fiber modlifications on PLA/fiber
composites. Behavior to accelerated weathering. Composites Part B, 2016.
2016(92): p. 19-27.

Natinee, L., Dolmalik J., and Manus S., Hybridized Reinforcement of Natural
Rubber with Silane-Modlfied Short Cellulose Fibers and Silica. AppliedPolymer
Science, 2011. 2011(120): p. 3242-3254.

Jonny, J.B., Matthew W., and Marc D., Aligned unidirectional PLA/bacterial
cellulose nanocomposite -fibre reinforced PDLLA composites. Reactive &
Functional Polymers, 2014.-2014(85): p. 185-192.

Omar, F., Andrzej K.B., and Hans P.F., Biocomposites reinforced with natural
fibers: 2000-2010. Progress in Polymer Science, 2012. 2012(37): p. 1552- 1596.
Johnsy, G. and Ramana K.\V., Bacterial cellulose nanocrystals exhibiting high
thermal  stability —and  their  polymer  nanocomposites.  Biological
Macromolecules, 2011. 2011(48): p. 50-57.

Ons, C. and Sami B., Cellulose nanofibrils/polyvinyl acetate nanocomposite
adhesives withimproved mechanical properties. Carbohydrate Polymers, 2017.
2017(156): p. 64-70.

Liliana, C.T., Ricardo J.B., and Eliane T., Transparent bionanocomposites with



35.

36.

37.

81

improved properties prepared from acetylated bacterial cellulose and
poly(lactic acid) through a simple approach. Green Chemistry, 2011. 2011(13):
p. 419-427.

Supachok, T., Franck Q., and Masaya N., Effective Young’s Modulus of Bacterial
and Microfibrillated Cellulose Fibrils in Fibrous Networks. Biomacromolecules,
2012. 2012(13): p. 1340-1349.

Anju, V.P. and Sunil KN., Impact of Bis-(3-triethoxysilylpropyUtetrasulphide on
the properties of PMMA/Cellulose composite. Polymer 2017. 2017(119): p. 224-
237.

Islam, M.S., Pickering K.L., and Foreman N.J., Influence of alkali treatment on
the interfacial and physico-mechanical properties of industrial hemp fibre
reinforced polylactic acid composites. Composites: Part A, 2010. 2010(41): p.
596-603.









84

A1ANLIN N.1 SEM photographs 189 BC #a391n9uUnaunIsiIunszuIung Freeze dried 7

Aaavee 50,000 11 kay BC Nazangaanain PLA

SEM HV: 5.0 kV WD: 5.10 mm MIRA3 TESCAN
View field: 4.15 pm Det: In-Beam SE
SEM MAG: 66.7 kx BI: 5.00 Silpakorn University

ANl 1 SEM photograph ¥8¢ BC fikun3EUIUNTS Freeze dried

SEM HV: 5.0 kV WD: 5.04 mm : MIRA3 TESCAN
View field: 4.15 ym Det: In-Beam SE
SEM MAG: 66.6 kx Bl: 5.00 Silpakorn University

AT 2 SEM photograph 983 BC fiavanseanain PLA
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AANWIN N.2 ANTNLEAENTRTINAYEY PLA Uay PLA linmsieSuusameuwuailiseiwaglaa

1 1%
A a U A a Y

fgslallaUsuUssiuin uazfiusuUssiuRage Si69 uaz APDES

9

Impact Strength Young’s Tensile Strength Elongation at
(kJ/mz) Modulus (MPa) (MPa) Break (%)
PLA 3.75+0.12 2.49+0.06 61.34+0.69 4.68+0.37
PLA/1SiBC(5) 3.74+0.95 4.2840.05 66.96+0.83 3.47+£0.21
PLA/4SiBC(5) 3.62+0.29 4.75+0.10 70.77+0.94 3.34+0.10
PLA/7SiBC(5) 3.41+£0.49 5.45+0.10 78.04+1.15 2.19£0.12
PLA/1APDBC(5) 3.48+0.38 2.61+0.07 62.39+0.64 2.26+0.26
PLA/4APDBC(5) 3.15+0.45 2.89+0.07 66.80+0.68 2.2440.15
PLA/7APDBC(5) 3.04+0.29 4.18+0.06 72.41+0.67 2.09+0.07
PLA/7SiBC(1) 3.14+0.28 3.34+0.12 70.27+0.93 1.97+0.09
PLA/7SiBC(3) 3.29+0.24 4.37£0.12 71.08+0.99 2.04+0.03
PLA/7BC 3.07+£0.47 3.30+0.06 67.13+0.70 1.29+0.13
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AMAKNUIN N.3 miwﬁi’]mi@m%uﬁ']maa PLA uga¥ PLA composites PNNTNARBINBUN 1

i dmnvesueuiiiady (Qowt)

a1

() PLA PLA/1SiBC | PLA/4SiBC | PLA/7SiBC | PLA/1APDBC PLA/4APDBC PLA/TAPDBC | PLA/7BC
1 0.6823 0.6959 0.8368 0.9633 0.7081 0.9337 0.9779 0.9962
2 0.7413 0.7407 0.9493 1.0864 0.7696 1.0502 1.1038 1.1396
3 0.7994 0.8113 1.0779 1.2304 0.8250 1.1800 1.2613 1.2831
4 0.8467 0.8560 1.1207 1.3075 0.8656 1.2998 1.3708 1.4015
5 0.7758 0.8878 1.2173 1.4105 0.9528 1.3681 1.4976 1.5148
6 0.7876 0.9087 1.2890 1.5045 0.9478 1.4230 1.5716 1.6141
7 0.7891 0.9206 1.3000 1.5345 0.9617 1.4929 1.6154 1.6845
8 0.7995 0.9425 1.3438 1.5675 0.9746 1.5412 1.6555 1.7355
9 0.8171 0.9574 1.3727 1.5896 0.9914 1.5724 1.7339 1.8021
10 0.8102 0.9654 1.4136 1.6206 1.0063 1.5786 1.7839 1.8752
11 0.8113 0.9803 1.4444 1.6556 1.0122 1.6216 1.8358 1.9346
12 0.8155 0.9952 1.4733 1.7156 1.0172 1.6688 1.8942 1.9957
13 0.8223 1.0002 1.5042 1.7356 1.0320 1.6955 1.9456 2.0355
14 0.8280 1.0171 1.5172 1.7876 1.0419 1.7126 1.9856 2.0458
15 0.8270 1.0250 1.5301 1.8016 1.0469 1.7455 2.0158 2.0975
16 0.8226 1.0350 1.5540 1.8176 1.0508 1.7657 2.0578 2.1246
17 0.8190 1.0419 1.5650 1.8206 1.0568 1.7617 2.0915 2.1567
18 0.8222 1.0499 1.5710 1.8517 1.0667 1.7766 2.1213 2.1755
19 0.8198 1.0519 1.5809 1.8755 1.0687 1.7954 2.1315 2.1957
20 0.8215 1.0548 1.6078 1.8846 1.0746 1.8216 2.1649 2.2255
21 0.8235 1.0538 1.6307 1.8955 1.0766 1.8515 2.1855 2.2458
22 0.8224 1.0568 1.6257 1.9218 1.0776 1.8612 2.2015 2.2656
23 0.8205 1.0618 1.6277 1.9352 1.0795 1.8811 2.2055 2.2649
24 0.8195 1.0628 1.6327 1.9380 1.0815 1.8942 2.2098 2.2866
25 0.8215 1.0648 1.6526 1.9588 1.0825 1.9125 2.2100 2.2979
26 0.8185 1.0638 1.6596 1.9688 1.0825 1.9235 2.2116 2.3046
27 0.8195 1.0658 1.6676 1.9754 1.0825 1.9348 2.2188 2.3100
28 0.8181 1.0668 1.6686 1.9854 1.0825 1.9565 2.2214 2.3155
29 0.8186 1.0678 1.6706 1.9975 1.0835 1.9588 2.2258 2.3166
30 0.8186 1.0698 1.6716 1.9947 1.0855 1.9601 2.2288 2.3180
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K o 2 & a X
UNNUNVDITUITUNNNTU (Yowt)

::J:; PLA PLA/7SiBC1 PLA/7SiBC3 PLA/7SiBC5
1 0.6823 1.0139 0.9466 0.9633
2 0.7413 1.1518 1.0762 1.0864
3 0.7994 1.3170 1.2431 1.2304
4 0.8467 1.4035 1.3241 1.3075
5 0.7758 1.5697 1.4871 1.4105
6 0.7876 1.6245 1.5316 1.5045
7 0.7891 1.7137 1.5864 1.5345
8 0.7995 1.7469 1.6282 1.5675
9 0.8171 1.7700 1.6654 1.5896
10 0.8102 1.8234 1.7588 1.6206
11 0.8113 1.8667 1.8084 1.6556
12 0.8155 1.9140 1.8474 1.7156
13 0.8223 1.9503 1.9256 1.7356
14 0.8280 1.9915 1.9418 1.7876
15 0.8270 2.0389 1.9571 1.8016
16 0.8226 2.0489 2.0104 1.8176
17 0.8190 2.0721 2.0114 1.8206
18 0.8222 2.1144 2.0267 1.8517
19 0.8198 2.1496 2.0638 1.8755
20 0.8215 2.1929 2.0648 1.8846
21 0.8235 2.2090 2.0819 1.8955
22 0.8224 2.2503 2.1067 1.9218
23 0.8205 2.2704 2.1105 1.9352
24 0.8195 2.2936 2.1191 1.9380
25 0.8215 2.2976 2.1458 1.9588
26 0.8185 2.2996 2.1468 1.9688
27 0.8195 23017 2.1573 1.9754
28 0.8181 2.3037 2.1611 1.9854
29 0.8186 23077 2.1639 1.9975
30 0.8186 2.3107 2.1696 1.9947
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ehy!

) PLA/7SiBC1 PLA/7SIBC5 PLA/TBC
1 0.6823 0.9633 0.9962
2 0.7413 1.0864 1.1396
3 0.7994 1.2304 1.2831
4 0.8467 1.3075 1.4015
5 0.7758 1.4105 1.5148
6 0.7876 1.5045 1.6141
7 0.7891 1.5345 1.6845
8 0.7995 1.5675 1.7355
9 0.8171 1.5896 1.8021
10 0.8102 1.6206 1.8752
11 0.8113 1.6556 1.9346
12 0.8155 1.7156 1.9957
13 0.8223 1.7356 2.0355
14 0.8280 1.7876 2.0458
15 0.8270 1.8016 2.0975
16 0.8226 1.8176 2.1246
17 0.8190 1.8206 2.1567
18 0.8222 1.8517 2.1755
19 0.8198 1.8755 2.1957
20 0.8215 1.8846 2.2255
21 0.8235 1.8955 2.2458
22 0.8224 1.9218 2.2656
23 0.8205 1.9352 2.2649
24 0.8195 1.9380 2.2866
25 0.8215 1.9588 2.2979
26 0.8185 1.9688 2.3046
27 0.8195 1.9754 2.3100
28 0.8181 1.9854 2.3155
29 0.8186 1.9975 2.3166
30 0.8186 1.9947 2.3180
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Abstract

This research studied the properties of PLA composites with the addition of bacterial cellulose fiber (BC) and
bacterial cellulose which treated by 3-anunopropyl(diethoxy)methylsilane (SiBC) . The BC and SiBC fiber, the
reinforcing part, was freeze dried before blending with PLA resin. The mfluences of bacterial cellulose content and
mterfacial interaction between PLA and bacterial cellulose on the properties of PLA composites were studied by mean of
morphology, mechanical and thermal properties. Morphology of PLA composites from SEM micrograph show that
PLA/4wt%BC has more agglomeration and poor distribution of bacterial cellulose. Mechanical property of
PLA/4wt%S1BC is the highest in the parts of tensile strength and Young’s modulus. Tensile strength of PLA/4wt%S1BC
1s 66.80 MPa, Young’s modulus 1s 2.89 GPa. However, elongation of PLA/4wt%S1BC 1s 3.34% and impact strength 1s
2.93 kI/m® which were less than PLA and PLA/1wt%SiBC. Thermal properties of PLA composites are analyzed by
TGA and DSC. Thermal stability of PLA composites are higher than PLA while crystallmity of PLA composites are less
than PLA.

Keyword: Poly(lactic acid), Bacterial cellulose, Reinforced composites
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Silpakorn University, Nakhon Pathom, 73000, Thailand
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Abstract

This research studied the properties of PLA composites with the addition of bacterial cellulose fiber (BC) and
bacterial cellulose which treated by 3-aminopropyl(dicthoxy)methylsilane (SiBC) . The BC and SiBC fiber, the
reinforcing part, was freeze dried before blending with PLA resin. The influences of bacterial cellulose content and
interfacial intcraction between PLA and bacterial cellulose on the propertics of PLA composites were studicd by mean of
morphology. mechanical and thermal properties. Morphology of PLA composites from SEM micrograph show that
PLA/4w(%BC has morc agglomeration and poor distribution of bacterial ccllulose. Mcchanical property of
PLA/4wt%SiBC is the highest in the parts of tensile strength and Young’s modulus. Tensile strength of PLA/4wt%SiBC
is 66.80 MPa, Young’s modulus is 2.89 GPa. However, elongation of PLA/4wt%SiBC is 3.34% and impact strength is
2.93 kJ/m® which were less than PLA and PLA/Iwt%SiBC. Thermal properties of PLA composites are analyzed by
TGA and DSC. Thermal stability of PLA composites arc higher than PLA while crystallinity of PLA composites are less

than PLA.

Keyword: Poly(lactic acid), Bactcrial ccllulosc. Reinforced composites

1. Introduction

In the present. the human is experiencing
cnvironmental problems caused by waste matcrials which
cannot degradable so that the use of biopolymer have been
incrcasing duc to biopolymer is biodcgradable matcrial
which have a less disastrous effect on the environment in
terms of greenhouse effect and other pollution compared
to petroleum base [1]. Biopolymer is polymer which
synthesized from natural ingredients such as rice, starch,
sugarcane and corn. The synthesis of biopolymer has
several ways. The fermentation of flour from agricultural
raw materials is one of synthesis which popular because it
has availablc malcrials in Thailand and low cost.
Biopolymer which used widely are Thermo Plastic Starch
(TPS), Polylactic acid (PLA) and Polyhydroxyalkanoates
(PHA) 2.

PLA is a biodegradable thermoplastic polyester
produced from L- and D-lactic acid, which is derived from
the fermentation of corn starch [I]. PLA is onc of
biopolymers available today which have similar properties
as pctrolcum bascd polymers. Howcever, PLA softens at
lower temperatures and It also has some properties that are
inferior to petroleum basc polymer [3].

Cellulose is the most abundant natural homo-
polymer which is considered to be one of the most
promising renewable resources. Cellulose derived from
plant that has been used extensively as a reinforcing filler
in polymer matrix [4]. In addition, ccllulosc can
synthesized by certain bacteria. Although there are the
same chemical structure but different composition
between bacterial cellulose and cellulose derived from
plants. BC is produced as a high pure form of cellulose,
more environmentally friendly, and demands less
energetic methods than cellulose from plants for
purification. In comparison, the bacterial cellulose has
better mechanical propertics, higher crystallinity, smaller
crystalline and higher purity. The most important
propertics of bacterial ccllulosc arc their mechanical

strength, water content, high degree of crystallinity and
high purity [5.6].

Biodegradable composites of PLA reinforced with
natural fibers have been extensively studied by several
researchers [1,2]. Although natural fibers can offer the
resulting composites many advantages. the usually polar
fibers have inherently low compatibility with non-polar
polymer matrices [2]. The incompatibility may causc
problems in the composite processing and material
propertics. Hydrogen bonds may form between the
hydrophilic fibers, and thus the fibers tend to agglomerate
into bundles and unevenly distribute throughout the non-
polar polymer matrix during compounding. There is also
insufficient wetting of fibers by the non-polar polymer
matrices, resulting in weak interfacial adhcsion. As a
result, the stress transfer efficiency from the matrix to the
reinforcing fibers is decreased [3].

Surface modification techniques such as physical
treatments using solvent extraction or physico-chemical
treatments like the use of corona and plasma discharges or
laser and UV  bombardment further chemical
modifications both by direct and grafting by free radical or
ionic polymerization also have been attempted by various
researchers [7.8].

In this study. bacterial ccllulosc was chemically
modified using silane coupling agent which was
3-aminopropyl(dicthoxy)methylsilane (APDES) in order
to improve interfacial interaction between PLA and
bacterial cellulose. The influences of bacterial cellulose
content and bacterial cellulose surface treatment on the
properties of the composites were evaluated by
mechanical and thermal propertics.

2. Experimental
2.1 Materials

Poly(lactic acid) used in this study was purchased
from NaturcWorks”™ Ingeco™ (3051D Injcction grade) with
specific gravity of 1.24
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3 -aminopropyl(diethoxy)methylsilane (APDES)
was purchased from Sigma-Aldrich with density of 0.916
g/ml and 97% assay.

2.2 Preparation of bacterial cellulose

Bacterial cellulose (BC) was prepared by
fermenting the Acetobacter Xylinum in coconut water for
3 day in static culture containing 5% (w/w) sucrose, 0.5%
(w/w) ammonium sulfatc and 1% acctic acid. The BC
were purified by boiling in a 0.5 M aqueous solution of
Sodium Hydroxide for 15 min. The BC pellicle was
washed with water several times.

2.3 Silane treatment

5 wt% (compared to bacterial cellulose) of
respective silane coupling agent 3-aminopropyl(dicthoxy)
methylsilane (APDES) was added into a mixture of water—
ethanol (40:60) system. The pH of the solution was
adjusted to 4 with acetic acid and stirred continuously for
1 h. Then the bacterial cellulose was soaked in the above
prepared solution for 3 h and washed with distilled water
and then freeze dricd.

2.4 Preparation of PLA composiles

20% wi of PLA was dissolved in
dichloromethane. The solution was stirred continuously
for 6 hr by mechanical stirrer. After that, certain amount of
bacteria cellulose was added into the solution and mixed
by homogenizer at 7.000 rpm for 10 min. The mixture was
then casted onto a glass plate and the solvent was left to
evaporize at room temperature. The dried sheet was pecled
out of the casting plate. Composite sheets were cut into
small pieces and dried at 80°C for 24 hr. Finally, testing
specimens were prepared by injection molding.

2.5 Morphology

Cross section of PLA composites were investigated
under scanning clectron microscope (JEOL, JSM-5410) at
accelerating voltage of 15 kV. Specimens were fractured
after immersion in liquid nitrogen and the fractured
surface was then coated with gold.

2.6 Tensile testing

The specimens of PLA composites were keep in
desiccator for 48 hr before testing. The tensile test was
performed according to ASTM D-638 using a universal
testing machine (Instron Model 5969) at crosshead speed
of 50 mm/min with a load cell of 50 kN. Ten specimens
were tested and the average values were reported.

2.7 Impact testing

Notched Izod impact test was conducted on PLA
compositc specimens according to ASTM D-256 using
impact tester (Pendulum Impact Tester B5102.202 4 J).
Ten specimens were tested and the average values were
reported.

2.8 Thermogravimetric analysis (TGA)

TGA test of PLA composites as conducted under
nitrogen atmosphere (N») by using thermogravimetric

analyzer (Perkin-Elmer, TGA7). Samples were heated
from 50 °C to 600 °C at heating rate of 10 °C/min.

2.9 Dillerential Scanning Calorimetry (DSC)

DSC fest of PLA compositc was conducted under
nitrogen atmosphere by using differential scanning
calorimeter (Mettler Toledo DSC 1). Samples were heated
from 25°C to 200°C at heating rate of 10°C/min.

3. Results and Discussion

3.1 Morphology

Figure 1. SEM micrographs of PLA specimens at
[racturced surfacc. (a) Purc PLA, (b) PLA/1wt%SiBC
(c) PLA/4w1%SiBC and (d) PLA/4w(%BC.

SEM micrographs of PLA specimens at fractured
surface are exhibited in Figure 1. Rather smooth surface of
pure PLA is shown in Figure 1(a). Figure 1(b) showes
fractured surfacc of PLA composites with 1 wt% of silanc
modified BC (PLA/1wt%SiBC). There are small BC fibers
cmbedded in the PLA matrix and pores which occuring
from pulling out of the BC fiber. With loading more
silane modified BC content (PLA/4w1%SiBC), higher
amount of pores and BC fibers can be observed in Figure
1(c). In addition, distribution of BC fiber in the matrix is
still well distributed. However, in Figure 1(d). the
compositc with unmodificd BC fiber (PLA/4w(%BC)
exhibits rough surface with a number of larger pores and
clusters and laycrs of BC fiber. These results indicate that
poor interfacial adhesion occurs between unmodified BC
fiber and PLA matrix [4.7.10].

3.2 Tensile testing

The tensile strength of PLA composites are shown
in Figure 2. Tensile strength is increased by the addition of
bacterial cellulose which modified surface by using silane
coupling agent type 3-aminopropyl ( diethoxy ) methyl
silanc (APDES). The compositc with addition of bactcrial
cellulose 4 wt% which modified surface by using APDES
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(PLA/4wt%SiBC) is the highest tensile strength (66.80
MPa).
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Figure 2. Tensile strength of PLA composites

The addition of bacterial cellulose 4 wt%
(PLA/4wt%BC) gives the lowest tensile strength (58.91
MPa). The incorporation of BC within the PLA matrix
decreases the tensile strength which is probably duc to
poor adhesion between the BC and matrix that contributes
(o poor stress transfer from the matrix to BC. Apart from
bacterial cellulose content and interfacial adhesion
between PLA and bacterial cellulose are affect to tensile
strength of composites [2.7]. The tensile strength in Figure
2 shown that the increase in SiBC as a result of the
increase in the tensile strength. However, PLA/4wt%SiBC
shown increased tensile strength as compared with
PLA/4wt%BC due to surface treatment of bacterial
ccllulosc by using silanc trcatment, silanc form siloxanc
bond with bacterial cellulose and form hydrogen bond
with PLA [1.4] and SEM micrographs in Figurc 1 shown
that silane helps in fibrillation of SiBC that contributes
improved dispersion and interfacial adhesion within PLA
so that the incorporation of SiBC within the PLA matrix
increases the tensile strength due to it contributes to good
stress transfer from the matrix to SiBC [10] .

Young's modulus(GPa)

Type of composite
DPure PLA B PLA/1wWt%SiBC
O PLA/4Wt%SiBC OPLA/AwWt%BC

Figure 3. Young's modulus of PLA composites

Young’s modulus is incrcascd by the addition of
bacterial cellulose due to bacterial cellulose is rigid than
PLA [4.9]. The Young's modulus of PLA composilcs arc
shown in Figure 3. Young's modulus of PLA/4wt%SiBC
is the highest (2.89 GPa)while Young's modulus of
PLA/4wt%BC is 2.76 GPa due to PLA composite with

bacterial cellulose which modified by using APDES has
more rigidity of interfacial adhesionbetween PLA and
bacterial cellulose when compare to PLA composite with
bacterial cellulose which noticed from SEM [10] and from
the result of DSC in Table 2 found that the crystallinity of
PLA/4w1%SiBC is highcr than PLA/4wt%BC which the
crystallinity of PLA composite is the one of influences
which affect to Young's modulus of PLA composites [6].
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Type of composite

O Pure PLA B PLA/1wWt%SiBC
O PLA/4wt%SiBC O PLA/4wt%BC

Figure 4. Elongation at break of PLA composilcs

Elongation at brcak of PLA compositc is decreased
when bacterial cellulose content is increased due to
increasing bacterial cellulose content contributes to an
increase in the discontinuity of dispersion which results in
decrease in the percentage of elongation in PLA composite
but increase in brittleness of PLA composite is increased.
Moreover. from SEM micrographs found that bacterial
cellulose disperse in PLA matrix which interrupt the
vibration and the movement of the polymer chains so the
chains are difficult to slip through each other [2.8.10].
Considering the influence of surface trcatment of bacterial
cellulose, in the result from Figure 4 found that
PLA/4w1%SiBC is higher clongation when compare (o
PLA/4wt%BC due to PLA composite with untreated
bacterial cellulose has worse interfacial adhesion between
PLA and bacterial cellulose [10].

3.3 Impact testing

4

Impact strength (kJ/m”2)
[\ )

Type of composite
BPLA pure BPLA/IW%S1BC

OPLA/AWt%SIBC OPLA/4wWt%BC

Figure 5. Impact strength of PLA composites

Tmpact strength of PLA composite is decreased
when bacterial cellulose is increased due to increasing
bacterial cellulose content contributes to an increase in the
discontinuity of dispersion which results in the increasing
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stress concentration [3.9]. From the result in Figure 5
considering the influence of surface treatment found that
impact strength of PLA/4wt%SiBC is more than
PLA/4wt%BC duc to PLA/4wt%BC is poor interfacial
adhesion between PLA and bacterial cellulose and from
SEM micrographs found the agglomeration of BC and
voids in PLA/4wt%BC also act as the defect to decrease
the mechanical properties [3,10].

3.4 TGA analysis
100 + -

80

8

% 60 e Pirc PLLA

S0 0 e PLA/ 1 W1%SiBC
(]

= — LA 4WI%0SIBC

20 PLA/4wt%BC
= RBC
0
0 200 400 600

Temperature (°C)
Figure 6. TGA thermogram of PLA composite

Table 1. Thermogravimetric analyscs (TGA)

Composite Tassi Ta
&) C)
Pure PLA 313.90 335.58
PLA/1wt%S1BC 330.90 356.05
PLA/4W1%SiBC 33038 35297
PLA/4wt%BC 325.25 351.72
BC 338.81 348.06

All composite show weight loss in two steps. The
first weight loss at approximately 80-120°C was due to
volatilization of water. The second weight loss at 300-
400°C is due to the thermal degradation of the PLA and
bacterial cellulose [4.7]. Thermal degradation of PLA
composites are also enumerated in Table 1,the addition of
bacterial cellulose affect to the increase in Tt and Ty of
PLA compositcs duc to thermal stability of bacterial
cellulose is higher than PLA. Considering the influence of
surface treatment, T... and T, of PLA/4wt%SiBC is
higher than PLA/4wt%BC due to silane helps in
fibrillation of SiBC that contributes improve interfacial
adhesion and interaction within PLA |3].

3.5 DSC analysis

Table 2. Differential Scanning Calorimetry (DSC)

Composite T Tee | T | Tue | Xo

S| eS| | @ | %
Pure PLA 63.13 11463 154.62 160.31 5471
PLA/1wt%SiBC 63.02 114.61 154.09 160.11 51.36
PLA/4wW1%SIBC 63.70 114.28 154.25 160.12 4821
PLA/4wWt% 63.36 113.78 154.20 160.12 4304

Thermal properties of PLA composites by DSC
are shown in Table 2 which found that the addition of
bacterial cellulose doesn’t affect to glass transition
temperature  (T,) of PLA composites. For cold
crystallization temperature (T..) and melting temperature
(T,). the addition of bactcrial ccllulosc affect to T, and
T, slightly. However, comparision of T,. and T,, between
PLA/4w(%SiBC and PLA/4w(%BC found that T, and T,,
of PLA/4w1%BC are less than PLA/4w(%SiBC due to
PLA composite with untreated bacterial cellulose has poor
interfacial adhesion and interaction between PLA and
bacterial cellulose. Considering crystallinity of PLA
composite, crystallinity of PLA composite is lower than
PLA duc to bacterial ccllulose interrupt the migration and
movement of polymer chain which affect to crystallization
of PLA composilc [5.9]. However, crystallinity of
PLA/4wt%BC is less than PLA/M4wt%SiBC due to
interfacial adhesion and interaction between bacterial
cellulose which treated by silane coupling agent and PLA
has better.

4. Conclusion

Bacterial cellulose reinforced poly(lactic acid)
composiles were prepared by injection molding. The
addition of bacterial cellulose affects the movement and
migration of polymer chain, stress concentration and
stiffncss of PLA composites while surface treatment by
using silane coupling agent (APDES) affects interaction,
interfacial adhesion between PLA and bacterial cellulose
as well. Morphology of PLA composite in SEM
micrographs shown that PLA/4w1%BC has morc
agglomeration and poor distribution of bacterial cellulose
in PLA matrix. Tensile strength and Young's modulus of
PLA/4w(%SiBC are the highest. Tensile strength of
PLA/4Awt%SiBC is 66.80 MPa, Young’s modulus is 2.89
GPa. However, elongation of PLA/4wt%SiBC is 3.34%
and impact strength is 2.93 kJ/m® which Iess than PLA and
PLA/1w1%SiBC. Thermal propertics of PLA composites
are analyzed by TGA and DSC. Thermal stability of PLA
composiles arc higher than PLA while crystallinity of PLA
is higher than PLA composites. The addition of bacterial
cellulose which treated by using silane coupling agent
cause mechanical and thermal properties of PLA
composites are better.
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