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Polyhydroxybutyrate (PHB) and polylactic acid (PLA) are immiscible
blends. Their blends have poor properties. This work aims to study compatibilization
of polymer blend between PHB and PLA 2 methods; first the addition of copolymer
and second the addition of reactive agents. The experiment consists of 3 parts; the
first part involves a synthesis of = copolymer between PHB and PLA via
transesterification reaction. The catalyst is titanium butoxide (TBT). Then the
characterization is performed by NMR, TGA and DMA. The result from NMR shows the
addition of TBT 2.5 phr yields the most copolymer content. In the second part, the
polymer blends between PHB and PLA are prepared by melt blending with and
without copolymer adding. Three ratios of PHB: PLA is 80:20, 50:50 and 20:80 %wt.
and the copolymer content of 2 phr are prepared. The results show PHB and
copolymer can induce crystallization of PLA. The addition of copolymer reduces the
viscosity of polymer blends and can make PHB and PLA compatible. The tensile test
reveals the addition of copolymer decreases Young’s modulus and increases tensile
strength and elongation at break, especially more than 50 wt% of PLA blends. The
third part of this work is the compatibilization by adding reactive agents (peroxide
and multi-functional epoxide). The reactive agents increase the viscosity of PLA, but
decrease the viscosity of PHB. SEM results of the blends show that the dispersed
phase size decrease and the interfacial adhesion increase, especially when more
than 50 wt% of PLA blends added. Reactive agents can improve tensile properties
and multi-functional epoxide is better than peroxide. DSC results show that reactive
agents reduce PLA crystallization of blends. The reactive agents can improve the
properties of the blends better than using the synthesized copolymer. The marine
biodegradation test shows the neat PHB sample starts to decreases weight since the
first 30 days of the test. The reduction of weight of the blends samples becomes

lower when the amount of PLA increases. SEM images show sample surfaces that



have a lot of bacteria cells. The species of bacteria found from the metagenomic
sequencing test are Desulfofustis glycolicus and Desulfotignum toluenicum. This can
confirm marine biodegradation of PHB. The mechanism of biodegradation has 2

steps, the first step is enzyme degradation and the second step is biota degradation.
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2) Mstlanedasvaanedasiuaus tistagldlanedwasievrglvnisinfinnu
! a It s aa s % ° a 'R ! g oA '
seninamlaveswmedmesivaunsvu Jeluislagnevinlilanedwesiullegluiunsening
wla WiefagyilinsuSudennudnduladiussdnsninia
3)nasUFudgemanuidndulalag v liiin U JAse1talidu (Reactive
. . aa & 0§ Y a aaa N i a s %
compatibilization) 1u3sn15iagyilAAaUfAzeedivuseninunavasnedimesivaud lag
~ ) v a & | ° aaa = - a aa
9199z sUTuUglimedwesiinnuiaslilun1siufiseuintu vieo ufna1sniay
Joshilunisiinufaseneiiacli wu arsuseneueseanlen evliAniussLAlv
sEPIanedasiuausgenvzladulanedashuuudan MspNYNTUTE nINsane e

lana viseenavziinnisinanglanadiuesia [9]

o

2.6 S189UNANUITITEUlEYNILED

Y

Yoshihiro Kikkawa wazaaiz [10] lavin1sias8unaaiuasiuaudseninanoananin

waTm (PLLA) uagozunARnwodlansendinisn lnansy mumwmﬂmamia a1y
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(solution casting) ailingUszatAievsfiny) navesumunluana wazUsunvaanedle-

ASONTUILIANLADANNEINULAVRIN RS IUANS LarasyiIN1SANYIAINNNAUlSAe

1%
a o

wmadla DSC war AFM lunisnnassazlimedlansondtafiisn 3 wiiafiduivdnluanad
WANAISAY AB 67000 , 16000 tag 5000 ¢/mol waryinn1siuauniuneduan@niadnlu
§m51d7u 95/5, 90/10 , 85/15 , 75/25 waz 50/50 laelvmaslsvesudusvinazany was

detugulundulauaininlunaaey DSC wazinluudluaisazaisiouleyl Proteinase K

[ |

Woly PHB @an8190nuwaldsdnlunanasy AFM M9n0ULaLRaINISLY 91NNANISNARDY

' ' (%
13 ¥ aa o

wubunediuesiuauaild PHB Nl mdnluana 67000 il T, Aigiuaesrl wansli

(%
6

WiuIneAesivausaasvdaliaunsaidndule wazainniw AFM Aaznuindniswanua

[
6 o

fuvesmedwesiiaesiinagntdnian wavlugasiinisldnedlen senddasandumidn

a1

luana 16000 AewudA T, NeI1n1snagey DSC W AUTuIn PHB 110Nt 25% 2edian

8

Ia A oA

T, fefuassrudazdailasudmaiu uwiiusuia PHB toendn 25% azwuindle T,
Foarndeintu wazilofinnsannin APM agwuinAanisusnilasusgudtiosndnd
ihatinlaana 67000 wagiliaguavesnasld PHB AfuauinTuiana 5000 wudn lunn q
Snsrdauardien T, Wiesenforvindu eiieiagsendns T, ¥89 PLLA uay PHB uagainnm
AFM Azl dsnuasiduderediu ldinsuenia 9inranmsvedeuanunsoaguls

¥
o

PLLA 9zanunsawdunu PHB lelle PHB fiuwinluianasi
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mi’mﬁ 2.1 meﬁ'}ﬁlﬁmﬂmimaau DSC[10]

samples composition (w/w) T3 (°C) T;(°C) Ty (°C)

PLLA/ataPHB-67k** 100/0 59 139 179
95/5 5569 127 179
90/10 0,57 127 178
85/15 1,58 128 178
75/25 —-1,57 124 178
50/50 0,54 124 178
0/100 -1 - —

PLLA/ataPHB-16k 95/5 55 116 179
90/10 55 1056 180
85/15 51 101 178
75/25 4,52 105 181
50/50 4,49 109 181
0/100 -1 - —

PLLA/ataPHB-5k 95/5 50 108 179
90/10 39 92 175
85/15 29 82 173
75/25 20 80 174
50/50 11 76 171
0/100 —-13 - —

PLLA/ataPHB= 96/6 90/10 86/16 76/26 60/60

ataPHB:
67k

ﬂ’]W‘V] 2.0 UL@AININ AFM 989nadiuasiuaunsenitanedilaniniedn (PLLA) agazuna@n

Nod bansanTUITILIA[10]
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Min Zhang wagatz[11] lavn1simseunediuesiuaunssninaneduaninuedn
(PLA) wazwoadlansandTa7se (PHB) menszulunIsuasunay wazladanwiaud@mdana

AUURNIIAIIUSDULATNITEREEAENNTININVDINBALNDILUAUA 1AYINAISLASINNDALLDS

=

LWAUATENININDALAARNLDTALALNOA IR TaNY TN LUBNTIEIU 75:25 , 50:50 way 25:75
%lA8UNIN ANNNANITNAABINUITNDRLAARNLITALAENOAlaRTINTUITLSALUa 1L
fulausveiidunsiseintusenindduana wazniswuneduanfinuedeadlunedlansendda

] 1 U &( va a Y al aa a ¥
Msnvzeufulanuansalunstugy waraudadanalviunedlansendiafisald g

v
= |

WaUSUIUNDRLAARNLDTALNUTU A1

a0

tensile strength wagA1 elongation at break awiiAn

WINTU hazn1siaunedlansandtnfisnaslunedwaninkadnazyinlinsdtaninwadn

£
=

A5 ARN1SANKANDLALINE T

v a LY

nIINISIAANANYRINERLAARNLOTAZI Y Uazdadana
TinediwesiuauniiAn Heat distortion temperature Nigenitneduanfniedn danvian sy

al aa S o [ DXy a 1 ) vy X a v
Waaiaﬂﬁ@ﬂslﬁl"]‘ﬂLﬁmuuaﬁsﬁﬂEWI']IVVU'U\WULﬂ@ﬂqiﬁlaﬁlaaqﬁlwqﬂsﬁ'ﬁﬂqw‘lﬂLi’JSU‘LlEmWQEJ

3

g =
A £ )
s | ———— T = ' :
S , | | ——PLAPHB 1000 i T 2 Ho—
I - PLA/PHB 75/25 i 3 — PLA/PHB 100/0
o || PLA/PHB 50/50 ) o T PLA/PHE 75/25 \
g’ — PLA/PHB 25/75 Vo 2 | |- PLA/PHB 50/50 /
g, % S —— PLA/PHB 25/75 %
o T @ Y
g s -
\._,—r — 04 \d/ -
0 T T T 1 T T T 1
&0 0 50 100 150 _50 0 50 100
Temperature ("C) Temperature (°C)
(a) (b)

AN 2.5 UaneNI1MsEnIng (a) storage modulus fugun)il uag (b) loss modulus fiu

AUNATVBINDRUDTHUAUNTEUININDALENTDNTTITLIALALNOALAARNLDTA[11]

9 Y
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20 4 40 —

25+
204

15

Elongation (%)
Tensile stress (MPa)

10+

T T T T T T T T
v} 25 50 75 100 0 25 50 75

Content of PLA (%) Content of PLA (%)
(a) (b)

Al 2.6 waneA (a) elongation at break waz (b) tensile strength Y0INadUoSUAUS
szIenedlensondUnisnlasnoduanRnLeTn NI @IUAN 9[11]

Sun-Mou Lai wazaAny [12] ldvihmseseunaditesseminanaduanfiniadanasne
alansonddafiisnfensgurunisuasuna thodnwmavesiminluanaiidsonuudniy
I$upswoAieiioans Tnel¥iamiutinluanares PHB Aensldiailumsnaounalsiuny
fu eVl PHB nsamefiwas it winlaianannas daalidanudrsuldunng sty
INHANITNAGDS WU 1518%NITIUAUA PLA Way PHB A9nsdau 95/5 uag 80/20 7
gounndl 180 asmnaaidya ifhunan 20 unit sl wiinlianaves PHB anasain 1102
kg/mol 1@ 8.4-8.9 kg/mol kaz PLA ﬁﬁwﬁﬂimaqamm PHB ana331n 156 kg/mol 1iae
132 uag 102 kg/mol AUAINY 4azaINKANIIUAFEU DSC WUIT nodlwesivaunasilen T,
Feseifien uazasdananaudoUiinames PHB Wnduuansliiiudn PHB Afdwidnlnana
favanunsaviifiilunanaflowesls uaiiefiansanan T, sswuindieuSuna PHB te

N1 15 % gd@A1 T, LWEIALAET Laziilousunn PHB iNAUIsWUINEAT T, A18iuassan

Faduree PLA 1ag PHB nsiiuysunal PHB v lvusunananaead PLA LRLaTUdnee

PNUANTAdUANURALTINaNnUILoUTUIM PHB LT 9zvinliiA" Elongation at
break WinTu UAA1 Tensile strength way modulus flA1anas uanalsiiiui1 PHB aunsavi
windunanadluwesle uazidlefiansannin SEM 9swu310yn1Aved PHB Suwiaildnun

P o Y val . & A ~ A
wazdln1snszanedlantu PLA matrix wazluninw SEM 9990UUNEIunIsnadoun1snsgn

i a s I aa v a & o | a a a i
7\]$W‘U'J'1W@aLN@?LUﬁu@Q%NN'ﬂﬂ"IiLLWﬂ‘VIﬂWLUuaﬂUm%lﬂJLiU‘ULLagllﬂ']ifJ@@@ﬂll"l IMNOMI

T
100
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[
a o

FUIU PLA NaziidnwaiziiuRinasudasevu daiidunistuduinnisidunaianlawasvag

PHB Ty PLA

A5 2.2 wanaaeng o Fildannnnsvageu DSCI12]

PLAJ Tg TL‘.]’L.J\ AHC‘]’LJ\ Tm,]’L.-\ Tm.]’HB AHm,]’L A AHm,]’HB XL‘,]’LJ\ XE,]’HB

PHB (°C) C) (Ulg- C) °C) Ug-PLA)  (Ve- (%) (%)

(wt'wt) PLA) PHB)

100/0 583 126.6 8.8 151.8 - 11.9 - 33 —

95/05 532 126.5 10.9 151.2/ - 12.5 - 1.8 -
1554

90/10 474 119.9 213 146.3/ 162.1 259 2.6 55 1.8
154.8

85/15 437 112.5 303 145.8/ 162.0 343 104 5.1 7.1
154.7

80/20 39.8 114.7 341 147.1/ 163.2 39.9 11.0 7.8 7.5
155.0

i
i

m-PLA/PHB

100/0

60
95/5
50 90/10
40 85/15

80/20

k—ﬁ/T

Stress (MPa)

20

10

1 M 1 M i M 1
£

0.05  0.10 0.15 2.0 25

0 .
0.00

Strain

AT 2.7 uaEng stress-strain curve U89 PLA ey PLA/PHB[12]
Marina P. Arrieta tagaeg [13] lAANEINISA3 U noailesuaUATYNINaNDaRaARN
uedauazwodlensondtafisn ilethluldemilusuussisionns lnevhnsvaounauwe
Auanfnuodauazwedls nsondtafisnlusninaiu 75/25 %laeumin uwasiinisiiunanas

lowosanavfingl8iu Ao PEG wag ATBC TuuSuin 15 wit% tiaLiuauinieiwasaing

=

gangulnunediuasiuaud 3nHan1smaaaunud Tunismaaey DSC wedluasiuaunaedl

A1 T, 7191N97 PLA k@n931 wedmesvsassvlinlinsiiniulalusedunils uazillowunaia
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lowwasagyiliien T, TAanadludniliesannaainlyweiazluunsniegseninsluanaves
NoALWDS VAL free volume U1NTU WodasIsa1Wsaeaaulnlad8Tu way PHB &4
aunsavintnAduasneandntiidu PLA Tednaneg wlasainyinlimuSuiunanues PLA wWinau

WS1297 PHB duanunsainuantadneeanunsamidteninly PLA annanla waznisiiunanas

' [ '
a = a 14 =

laasFainlrusunananvad PLA Saiududnede wesarnnaias kowastuvinlnanelds
lanaves PLA ianisiedeulmiladedu Jsaunsafianisanadnladietunie Weiiarsan
aUURAT9NAYIND AU UAUANUIINEALUDSUAUR PLA/PHB 98ilA1 modulus way tensile

strength 1g3an71 PLA dnteedsenaaziduinsizdn PHB tuaunsafinndnladne vinliudn

[
&Y

° v A & a a a s ! o 8 v a s
UUMNUIMUUEITLATNLSTS LLaSNaSU@\‘iﬂ'ﬁL@]NWﬁ"Iﬁml%L‘ﬁ@ﬁWU'ﬁq ATBC %VHIMW%L&J@S

<

\aunilA elongation at break fign3an1sifiy PEG wansliiiugn ATBC Wunanafluiwes

o (%

a Y] ] A a ) a ¢ ¢ d'
NRUIEAUNYU PLA/PHB 41NN BazblanaITedT WUIMNDALUDILUAUAITUANWULAUTIUN

o«

¥
[ A I~

| Yy o = o = v ) A a a a
ADUVNLTYULATUANMUTUIUBLAYINU FIdgonARaBINUNG DSC LLﬁﬂUQWiVIMﬂ’]iLWNWﬁWﬂG\H

DS NUIWAER bt oS UUALINNTNTZ AN AR AN YL A TWANTNLUUMTEN

A3 2.3 wansaneing g Aildannnisnaaeu DSC [13]

Formulation DSC parameters

T,°0) T CO) Tu(°O)  xe (%)

PLA 60.4 103.0 167.3 5.1
PLA-PEG 26.8 70.0 160.0 18.4
PLA-ATBC 34.6 74.1 161.3 8.1
PHB - - 174.2 40.7¢
PLA-PHB 58.1 105.2 167.4 16.4
PLA-PHB-PEG 25.1 64.2 160.2 36.5

PLA-PHB-ATBC 31.8 76.4 160.4 270
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MW PLA-PEG PLA-PHB-PEG

120pym
mcameo—

ﬂW‘W‘ﬁ. 2.8 hanInIW SEM @ad a PLA, b PHB, ¢ PLA-PHB, d PLA-PEG,e PLA-ATBC, f PLA-
PHB-PEG and ¢ PLA-PHB-ATBC[13]

Weifu Dong wagamig [14] lavianastessunediuesivaunsznitanedlansenddn
#ilsm (PHB) uazwoduanfnkada (PDLLA) Tudnsidau 70:30- uavinnisiuladidaies
ganled (DCP) luuSunnsng o wetigliinnisdonvntuusdiuudinisdnuimaly
auantAng autfiniseaiusau wghnssunisiva dugiuinenazsanudiiulivemed
wediaesiin 91naaNSNAaRINUIN iieiiu DCP Ustnannaty awilv3uaeaiiinty
desnifamadeurnsuisdiuuasldiuiatu tagniaifin DCP Huasdidiurasusulye
arudniulfsevinaedesivaeiia Tngruineyniavaaa PDLLA aanasuazsosse
serialansdanulidnnuiniudeinisiiu DCP adly uonnifmaeusulauta
Fanavesmedwesivaudldsndae Tnslunisiiiu DCP adlu 0.5% Insvmdnazyiliad
tensile strength WuTu 5 MPa wazAn impact toughness Wudu 30% whazvlien
flexural modulus feflanas wazlufuaudAneaudeunudn My DCP duagiiili

WoANIIUMIANNENTY PHB WasuwlaslUlnevslioaumalinsanuinuasUsnamaniianas
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S
9’_\'«

»3. @k @00a__ M5

AT 2.9 LERININ SEM aanedinesiuaudseninmedlensenddafiisnuazneduanin
wedadiinisielavesnednaninuednoenlaglifivinayats. DMF ua (a) PHB/PDLLA
(70/30), (b) PHB/PDLLA (50/50), (c) PHB/PDLLA (30/70), (d) PHB/PDLLA (70/30) p
0.2wt% DCP and (e) PHB/PDLLA (70/30) p 0.5 wt% DCP.[14]

Thibaud Debuissy wagaug [15] lnAanwinisdaasngined (3-lansendtaviisn-la-

Uniifuesiiun) lulfisemsudeamesindu Inglddusajisende ey (v) loly

1%
o Y

I3 P O v a saa o <t ° o ¢
wsonsonles (TTIC) wazdlansawuluwediwasniumanluanas Faagvinisdunsie
fefiu 2 35 Ao solution way bulk lWATNI5ELAIIZYLUL solution agvilngtnedeanes
wiazaiautazatelu 1,2-laraslsiuudusnsidiu 1 nsuvemed.eamasae 1.5 ml ve9 1,2-

a

laraslsiuudu avanglurinfunaniguwgil 150-175 ssawaidoa aneldussennafineg
o19neu iunan 15 wift ndushniaidiu TAC azanely 1,2-lneaslsiuudu 20 wt% udn
Talunsiuiisen 4 alus mndurhnmeau§iseleedulissdendinesifuasly
wonfunsniuegnazuuss dielilanediwesiildnnaznou wdwinisnsos ndusessinn
nsvliusavslaeinluaraslunaelsrlesuudninnisanagneusnietinsdoudine sudn

a

Joinnanses Weldlanediuesuudrduilevludeuuvvanaudufiguugi 50 osmm
wadea Wunan 24 $2las dwdsnsdansgiuuy bulk axiiBivuiReiunuy solution
wiginsspmeiedniazatgeenieuilayiliAnuiAzeUfAzen nsudioameTiadu
warltnatlunsiauffsen 2 $2Tus aneldanudu 3 mbar anduvinnisfigatiiendnualla

wadwasnlanlgmaiiniig 9 wudi luansusn (Copo-BA-1) asdaiasizsilasldizuuy
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[

solution # 150 aamwaded wagldusuias TTIP 1 mol% agyililalanedwesniuinin
Tuanafisnninansissuroudnann uazdmuilanedwesaziilassasraduwuuvdenlane
dues diluansdunanldnisdunsigsiwuu solution 7 175 asrwaided wagnsdaunsen

WuU bulk w3 lanediuesinlavsiilassaianuugy (random copolymer)

1319 2.4 wanstoyavadlanedwesidunseilal1s]

Table 1
Copolyesters obtained from organometallic transesterification of PHB and PBA.

Sample Experimental conditions Yield 'H NMR SEC BC-NMR
Feed Mnpea Mnpem  Reaction type Temp.® Time Pressure TTIP Exp. Therm. M, b lga Lus R
HB/BA amount HB/BA" degrad.”
mol.% kg/mol kg/mol G h mbar mol.% wt% mol% mol% kg/mol
Copo-BA-1 1/1 20.0 7.0 Solution 150 4 1000 1 91 0.92/1 0 6.1 1.7 43 0.07
Copo-BA-2 1/1 8.0 4.0 Bulk 210 2 3 1 79 0.89/1 8 8.7 20 33 14 09
Copo-BA-3  2/1 8.0 4.0 Bulk 175 2 3 1 81 1.89/1 1 8.5 1.9 21 20 09
Copo-BA-4  2/1 8.0 4.0 Solution 175 4 1000 10 74 1.84/1 6 2.6 1.5 22 19 098

? Reaction temperature.
® Experimental HB/BS molar ratio determined by '"H-NMR.
© Percentage of PHB thermal degradation caleulated using 'H-NMR.

Maurizio Tosin Wagamg [16] lasinnisAnwinistesaaianiediningeananainlu
neia logldnedweslunisnaasy 3 vila Ao waglad (nsgA1¥nTe9) WAL LDPE w1 20
Tlasins wasTidy Mater-Bi wua 22 lalaswns deldsraesannslundasiuilunzia 2s9i
nsnagaumsiy 3335 fa Method A asliunissrassdunndaulunzialuusing Pelagic
(USnnitnaraRnaegagluimaa) Alanudiduansomse Tagldhmeailduaniige

a

Seccheto Useinaand [¥ningvisdusnunaainiiininadeuiveUsaiuawwarainvgn

(%
Y

231U uaedinsndedudiolidmudeu Snvisdading faUsmaindon 4 aeadunii uas
‘v‘hm‘mJﬁlauﬁm%mmaaﬂuamnﬂ 9-3 o nFouiusegahumegeuanidananiy
11955714 15O 527 d@ulu Method B aztdunisinaesaniizluuiim Tidal zone (Ushalnd
yeilafifinsedeuiivesndunsia) asdiasslaslindesiuennesimuiainnednsoiiay
meluvssgznounseilonuazimein fifuiaegnaunainegm Marina di Campo Useine
303 shnsnstunuiitundesivlilunsengnou Sstunuazgnisegifunseuauin 5.5 cm
x 5.5 cm LleLdunisinassnislauadunsgi waglu Method C ilunsvaaeunsgosame
vosnanaRnluusnasEimeneuwnsuazimeia Sasdasldnznouniongiauazi
nziafildainnisdansesi naaeufigungiivies vinnsmeaeunisdesaaslagianiseos

aanelawlyin3ed Oxi-Top®BOD Respirometer System @49z inusniaeandiaunlylunis
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gogaany (ThOD) MuNINIFIU ISO 14851 waziinsAnwdnwaen1nien miasunlas

Tuane

INNHANITNAFDUNUIN N1snaaaulu Method A Taarlunisnagsy 2 U Juanu

Mater-Bi agflauifivenarianatot19uinlaeal tensile strength at break anas 66% way

elongation at break anas 96% 719310 LDPE NilauUfidenanaady nan1snaasulu

Method B wu71 Way Mater-Bi 1inn1501awazeaa@aaluiian 9 wweu @3u LDPE 1ans

Petdntesnaliinisgesaas wazlunisnaaau Method C wuin wlataieuly 236 Ju

NIEANYNTB9IIA1 oxygen consumed 78.0% Way Mater-Bi agiiAn 68.9% FsilailnalAes

lULAIFIUN 88.2%

AN5197 2.5 hangUSuIEN T IIENELadwASIZA[16]

A519% 2.6 UARSNAAINAFDUANURALTINaVDITRUABTLaERaINIsagauly Method

Table 1| Synthetic sea water composition.

Salts Concentration (g/L)
NaCl 22

MgC‘zBHzo 97

N82304 3.7

CaCl 1

KCI 0.65

NaHCO3 0.20

H3BO3 0.023

After Italian Decree Law (2003).

Al16]
Specimen Exposure time Thickness (Lm) Fy (N) ep (%) AFy (%) Aep (%)
(months)
LDPE carrier bags 0 20 73 421
24 20 10.4 466 42 i
MaterBi carrier bags 0 22 47 21
3 22 4.1 208 —-13 —1
18 20 29 42 —38 —80

24

18

16

9

—66

—96

F, = tensile strength at break; ., % = elongation at break; AF, = [(F, . ire /Foorsimen) % 100% ] Ay = [(64 oo v o/8s sime o} % 100%].
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AT 2.7 LERIAT oxygen consumed UBIFIBENUSINTNAFDU 236 TU [16]

Reactor Total oxygen Net oxygen
consumed (mg/L) consumed (mg/L)

R1 Blank 120.90 -

R2 Blank 10750 -

R3 Blank 131.70 -

R7 MaterBi 242.40 122.37

R8 MaterBi 376.00 255.97

R9 MaterBi 215.10 95.07

R10 Filter paper 306.30 186.27

R11 Filter paper 27730 15727

R12 Filter paper 35740 23737

Wasin Koosomsuan tazae[17] wanuin1snseusafudanlanadiuasseniname

1%
a o

a a a a aa Y & v a s Aa @
aLLﬁﬂ(ﬂﬂLL@%@LL@%W@@L@W@UIﬂaﬂ@a IﬂﬁliﬂfﬁqimﬂﬁutﬂuwaaLllE]iL'iGUUVIQJ U']VUﬂIlILaanﬁﬂ

' o
=< a o

Laznszynaeiudensguiunsasuvailaelfinsesmanuuuln dwsddunoulunns
w3tuapstumeuieiuie TuusnagilhiAnuAAse s wdeawesiedulnglinnse Oaiia
lywiun (TBT) Wusuisaiasen vlilalanedmesaredy q warludufiaesanduniniih
Tanedwesdu q tundetudufadvienlaneduesieenvsufiaulalelylesun (HD)
winhlunegeuaudisng q sold Tngluduneuusnagldneduaninuedauaznodieiiaulng
moaludnsnd1u 80:20 wayld TBT fiusunaumg 5 .79 0.5, 0.75, 1.0 Lag 1.5 phr uazin1s
Buluednueufoenduawiadlusie Wiletieannsaatssiimieninudeu Ingagyinnisueaui
oaumail 170 ssAwaLioa A15I59U 50.rpm 2995vinsHaA PLA PEG was ueufieend
wauidunan 10 witdeufislinedmesinniswasunasldogauysal anduiafu TBT
adluudinisuandenasynisiiudedaidedunisnaunn 4 5 urd luualu
lulasauvaitevgansinu§izen udnillazaelunaelswefuuazanaznevluuyiuea
dierhdnien PEG Alallévhuiisensenty anduthwgneudildlushnismagey TH-NMR way
BCNMR tefigadindinisiialanedmesviol lnsainuanismaaou 'H-NMR aznudia
dAty Ao 3.6 ppm wag 5.2 ppm Wufinlendnwalvesuiaulusnoures PEG wag wwlnu
TUsmouves PLA arntiuihAduiindavesfinanduamuaunisazyililéam %w ves PEG
Fedflinnnfzuansininlanedweituees MnuanIsinaemU ey TBT axvilid
Fn %W w9 PEG ity auflsnsiiudivsina 0.75 phr sznuindlowfiausunas TBT Tu as
lalyildAnfinanndnuansinusuna TBT mnzauiuniswieulanedwediae 0.75 phr

wazn1sidanlunIsuanuIunIi 5 uiny el %W Alnadestunandiingagn 5 uiinyi
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Wanunsamsiiauisemsudieawmeiiindulisg anysaludd wasnsiiuaisuouiioand

wauNAazEy vnliaalanediuasiiudulailnsannanu1snvIgann1TaaI8snI9AILS U

a 2
YDINBALUDI LA
o b
(a) HO_a L oﬂ/"\ IO ]
(o] (o) . O-+H
d © PLA-PEG o
block copolymer
a
b
M
A
44 43 42 41 40
c
Unextracted
P170.31
1-time extracted
-time extracted
3-time extracted
4-time extracted
5-time extracted
A ] ]| 6-time extracted
'IITIII‘TY'IYIIIIYIVT[IV'III'IIT'II'III"]IIIl]ll‘lllvllll
60 55 50 45 40 35 30 25 20 15 1.0 ppm
o ¢ d
d
HO_, o,} HO H p
ol¢ H (o)
PLA O ¢ e

Unextracted P0.3I
1-time extracted
2-time extracted
| \_4-time extracted
J\ i . J stimeextracted
6-time extracted

L (LN L L LN L L L L L L L L L LB

. 6.0 55 5.0 4.5 4.0 35 3.0 25 20 .1'5 1.0 ppm
AINA 2.10 'H-NMR spectra 483 PLA-PEG block-copolymer 7kun1sannaigmniuea

(17]



T4 % ceveevmenins POl @ B T PO.1I
20 j(a) ~~%--P0.3l  —x— POS|

..... Oroves PO.ET =metefes PO.STO.1)
18 - -—-0-—- P0.5T0.3I P0.5T0.5I

2 Gaw ® - PO.75T ¢ P0.75T0.1l
16 - -~~~ P0.75T0.3] —4— P0.75T0.5I
14 - - = s 8

0 5 10 15 20
Reaction time (min)
16
14
12
o 10
E -
= 8
ES i
* -4 P1T0.1I
2 —~—4—= P1T0.3!
; —&— P1TO0.5I
0 " T T
0 5 10 15 20
Reaction time (min)

AN 2.11 n5IMuEnIA1 %W 84 PEG Tulanedwesiieuiunaiiviiujisen17]
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undl 3
WA iun153e
3.1 Faquazaraaiinldluside
3.1.1 nodlanson@daiiism (Polyhydroxybutyrate, PHB) .tn5a P304 910

USEN Biomer Useinegasull Anumuiiiy 1.3 ¢/cm’ aaungiinsilaguaniugaangung
Wiy 1 °C gaumiginviaesiviaii 165 °C waziluunananusyann 50 fis 70% e melt
flow index WU 60 ASUABAUWIN (190 °C 2.16 ke) InvazildiunauvasianyUssuiu 2 i9

3% Feelunisuugy

Al 3.1 Tassarsvnaniivesmedlensend s
3.1.2 noduananiada (Polylactic acid, PLA) LnsA LX175 91nU5EN
Total Corbion Thailand MUy 1.24 ¢/cm? gumgiinisivdsuanuzadnonimiiy
55 °C gaunnfin1snasiinadf 155 °C uarilal %l-isomer MARU 96% FA1 melt flow

index AU 10 n3uABAUWIN (190 °C 2.16 kg)

CH, T)

H[O (IJH CI-iOH
| J

n

Al 3.2 Tassadeamaaiivesieduanfinuedn
3.13 a15Usznouwedeenledild fe Di(tert-butylperoxyisopropyl)
benzene $0M119n15A1 Perkadox® 14s 91nU38% AkzoNobel fdnuwazilunsdunaziden
fuinauveseanludosi 40% Tneniuin uaziueaiBounsuaiunuazdanuiussduszney

1 a A
AIUNNRD



A7 3.3 1A598519919LARY4 Diltert-butylperoxyisopropyl) benzene[18]
3.1.4

a1susuuTaanufulawiin multifunctional epoxide ¥8119113

A1 Joncryl ® LN ADR-4368F wanlauuIen BASF Corporation Wintinlutana 6,800
g/mol uazilA epoxy equivalent weight 285 g/mol

+c CHAI—‘—C CH AI—l—C CH~]—

o/ ~o o/ ~0
|

Rs CH
R

2>CH
[ So
CH;

3.1.5 A3L3

A7 3.4 lassasnaniaadivss multifunctional epoxide[19]
LS

Upnserlnmillendivenlad (Titanium butoxide TBT) 911

U3¥N Sigma-Aldrich dnwurilureawnadla tnsa reagent A1 assay 97% 9ALADA 206
BNGARGIGHG)

\’/\\.’O O\/\/
/\/\O O’\/‘\

AN 3.5 lassasramaedvaslnmidendinenlya
3.1.6

lamaslsiinu (Dichloromethane) Yinutnldusivinazaie
3.1.7

Aalsnasy (Chloroform) yivtinidusiyinazane
3.2 nsasdianlgluaulide

3.2.1

wIolladmiunIsnaunediues Ae wwsawmaniuula (ntemal
mixer) 34 MX 105-D40L50 wanlaeusem 1a3eyvia Ussmelng
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[
=

3.2.2 Lﬂ%"a\‘iﬁaﬁﬁw%wﬂugﬂ%umu Ao Lﬂéaﬂéjmsﬁugﬂwmaaﬂ
(compression molding) 1 PR10-W300L350 Wanlagu3en 1a3ayviel Ussinele

3.2.3 LA '%I p9levnaasu Nuclear magnetic resonance (NMR) iq'u
AVANCE300 Wanlagu3em Bruker Uszinaleasuil

3.2.4 A3oailedasziinisaanafanieainudeu (Thermogravimetric
analyzer, TGA) 3u TGA1 91nU3¥W Mettler Toledo Useineanigaisnn

325 w3eafletinseantinemnudeulagldauunnsamisainudou
(Differential scanning calorimeter, DSC) 314 DSC1 310 U3¥N Mettler Toledo Useine
anigalsng

3.2.6 w3asilefildnaaavaniasenlas Dynamic mechanical analyzer
%38 Modular compact rheometer §1 MCR-302 U3¥% Anton Paar Usginelgasuil

3.2.7 Adsilednsizaudiidang Universal testing machine U 5969
UTYW Instron Engineering Corporation UsgnAanigawsn

3.2.8 PS50 ed M UAN AN WEdNgIWINYT Field Emission Scanning

Electron Microscope (FE-SEM) 31 MIRA3 TESCAN a1ndUszineienssasigidn

3.3 YUABUNISANLTEUIIUIY

g9 1 N5FUATIEALANOALLDISEUINNDALERTaNTVITLIALALNOALAARNLDTA

NSEUATIZALANDALUSSENININDALINTDNTVITLIN AL WOALAARNLETAALYINNS
o & 1 aaa ~ ¢ an Y O v a a Aa o
duasziiuuisenaiinsudeawesiady dellasaiaufe wedlensendianise wazne

auanfnuedn wazlnndeudmenlediduinssUfizen Tneflvunoudsi

3.3.1 YANSUAUANDALEATINTUINLSALALNDALAAANLITATIONIIEIU 1 ¢ 1

=

men3omauuuln Neamgll 170 ssmwailia A550U 60 rpm Luia 10 Wil

9

'
[y ! 1

332 densu 10 wifidadn lmmdeudmenlediidnsndusie g léud 0.75, 1.0,
1.5, 2.0 Way 2.5 phr v suaumedn 15 uil

333 Yra1sildluvinisnaaeunisaatsfiniiniiudeudiemain
thermogravimetric analysis (TGA) Iagyvinnisnaaaulutitaamgil 50-500 A gag e

9MSINSIAAINUSDU 10 aerwasasau? neldussenmebulasiau



27

334 Mn1snageungilesiduniuaiinienaia Nuclear Magnetic Resonance
(H-NMR) Tnewdeuiaogndldannsiidegaiiduaszsildinaranslunaslsresy arniy
ilunnaznoululaaaslsiimuinsnseuardrsinglnaaslsiimumans g ase ilefdn PLA
flavhufaseneenty uastdesndlueuliuked 50 ssmiwaifea mnduilazanslu d-
chloroform wagilunageu H-NMR

3.3.5 thifegeluTusuifuusumun 1 Safmsdeiaias compression molding
waznadevautisesladfeiaias Dynamic mechanical analyzer ¥n1snaaeulasls
parallel plate vun 25 fiadiuns gaungil 180 asrwaidua lulvun frequency sweep 19

ANNATeyluYae 1 s 100 rad/s 1 1% strain

47U 2 NSMSYULASAARUALTRAYDINORLUDSAUATLNININDALIATDNTTINLTH Nl

LAPRNWLITALALLANDALLDSNALATIZI LS

WaFLWOTIUAUAILYAMTELIINNTEUIUNINADUNANLABIN1TANlANE AL

dumszilaain diui 1 asldierrgufulgianumdinulavesmedinesisastvia lng

(Y]

5 a IS ‘:’lj
TuRBUN AT
1) dwedlensendiinisauazneduaninuedinluauielaninuruigamail 60 s
= & 1Y) 1%
waldea 1Wuian 24 Hludlugdeuanyaina

2) YMANSUANANDR EATENTUINLINLACWOALAARNLOTALLONSIEIU  80/20 50/50

'
o

wag 20/80 lngumun ldlanediesndunsizilauiuie 2 phr lngazyinnisuau

a

mawaseInauwuula (internal mixer) Mgauigil 185 srngaduaduial 10 unil

Y

lngnsiadegnsazlddnmdiumumendnys agld H Wudunu PHB L 1udunu
PLA wag c WWusunulanediuesndunsizs wu dn3 80H20L-2c A1l PHB 80%
PLA 20% dazillanediues 2 phr

3) dhmedwesiuauanlaluyinistugdidusunuimedmsunsnaaeuneoly
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A15197 3.1 LEASANFIUNSNALNDALUDSUAUATENINNDA LENTENTUITLIALAT WO ALAARN

a aa a a sal o Y
LL@%WW@JﬂWiLWNTﬂW@aLﬂJE]ﬁ‘Vla\‘iLﬂi']%ﬁlﬂ

gns PHB (Wt%) PLA (Wt%) Copolymer (phr)

Neat PHB 100 - -

Neat PLA - 100 -
80H20L 80 20 -
50H50L 50 50 -
20H80L 20 80 -

80H20L-2c 80 20 2
50H50L-2c 50 50 2
20H80L-2¢ 20 80 2

4) MINAFRUALURAN 9 Yasnediuasiuaua

~AnwrantAnieninusounodinesiuaunaagln3es Differential scanning calorimeter

(DSC) Tulnum non-isothermal Iy Heat-Cool-Heat Tud9gaun il -10 fia 185 84N

Wwalged 9nsINITIAINSIUINAY 5 asAwalluanau1dl warUSu1Kan (%X) Y89nea

Wasiuausaunsamulalenuaunisa (1)

AH-AH
%X = ———— x100 (1)
w AH_

=

%X. ABUSUNUNANVDINDALLDS

= o 1 a

W ADEAEIUYDINDALUDS I UNDALLDSLUAUR

AH., Aandsnuauiounldlunisnasuval (/e laglaurainnunlansinly

JURBUNNSIIANNSBUATINIEDI91N DSC thermogram



29

AH, Aendanuaufeuildlunisanwdndluvay lduanudeu (/g)) Tasldun

Mnituildnsilusunsunislianuieundafigasain DSC thermogram

AH, Fandsnuaiudeuildlunisvasumaindn dwfunedwesifiarudundn
100% laensalusd PLA agdiA1indu 93.1 J/g wag PHB agliaviniu 146.6 J/g

- AnwngAnssunisivavesneditesiuauddieindes Dynamic mechanical analyzer
insnaaeulagly parallel plate vu1A 25 faduns gl 180 oA gALTYA T¥arud
Baaialunag 1 89 100 rad/s 7 1% strain

- Anwdnvagneduguine Tnsddunuluwlululasnumaiyszana 15 8 30
unit wddeuliiunwAanisuanin induedeudas Pd wasiilunageuiuianisuaniin
ﬁaﬂﬂﬁadf\;aWiiﬂﬁﬁLﬁﬂmauLLU‘Uﬂ'aﬂﬂi’l(ﬂ (Field Emission Scanning electron microscope,
FE-SEM)

_ Anwaudhidena lagaziinsvageunisisdingewmses universal testing machine
¥PaaNASEIU ASTM D638 Type 5 Load cell 5 kN-amnalunisiadinedi 1 Sadiunseio

U9 Arfilaainnisuaasuazuszneuluaaeg A1 tensile strength, tensile modulus way

elongation at break

dauil 3 MansguwaznagevanUAveediNesuAUATEnINNealensonTUsnuar ned

wanfinuedn lagltansiuaayin (reactive agent)
WORLUBSUAUAILYNLASHUIINATFUIUN VAU ANLAEINTIFan ST wanTinaa v iln

A 13 14 o a ¢ o = ¢ A o Y v vy

Ao ansUsznauweteanlen wazdaaflsituneadnanlen wWetieUTuussanudiniulaves

NOAUDIVIABITNA AETUNDUNTHHSTIUTAIT
1) dedlansendinfisauazneduaninuedalusuiiialaninud uilgumngil 60 s
= I3 QIJ %
waldea 1Wuan 24 Milusludeugeyainea
2) YINNISLUAUANDALEASINTTINLSALALNOALAARNLETALUINSI@IU  80/20 50/50
way 20/80 lawintin ldasusznaueseanles 0.1 way 0.3 phr wazdafflsituneadnen
lod 1 wag 2 phr lngagyinisuauaionsanauuuula (interal mixer) gl 185

1%
Y

= < [d = d‘ Y ! 1%
DNALYALYYE AINLIITBU 60 rpm WukIan 10 uw IWEJﬂ’]i@]ﬂ“l)@iﬁ@iﬂ81‘?18@3'15’3‘14@711@’3EJ

Y

wnws agld H Wudunu PHB L Wludunu PLA p Wudunuieseanlan wag j 1Ju
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a

dwnudafflsituueadnenlednie Joncryl 1w gns 80H20L-0.1p Aail PHB 80% PLA
20% wagdiiaseonlan 0.1 phr
3) hwedwesivaudnlaluviinisvuguiluduaudieinias compression molding 7

oMl 185 asriwaLgea

A5 3.2 wansgnsiazdndiunsnaunedilesivaudseninmedlansendiifiisauayned

WAARNLDTA
dns PHB (wt%) PLA (wt%) Peroxide (phr) | Joncryl (phr)

80H20L-0.1p 80 20 0.1 -
80H20L-0.3p 80 20 0.3 -
80H20L-1j 80 20 - 1
80H20L-2j 80 20 - 2
50H50L-0.1p 50 50 0.1 -
50H50L-0.3p 50 50 0.3 -
50H50L-1j 50 50 - 1
50H50L-2j 50 50 - 2
20H80L-0.1p 20 80 0.1 -
20H80L-0.3p 20 80 0.3 -
20H80L-1j 20 80 - 1
20H80L-2j 20 80 - 2
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4) MINAFRUALTARNN ¢ YaInediuasiuaua

- AnwandiniesanudounedinesiuaunnialAIes Differential scanning calorimeter
(DSC) Tulnum non-isothermal uu Heat-Cool-Heat Tug39gaun il -10 fia 185 841

a U v ¥ 1 o a 1 a a = a
WwalGyd 9nI1N1TIHANNTIUYINAY 5 peAIgalBuaRoundl uasUSuIaNan (%X,) 99N
WwesluaunaNsamuIlAnuEaNNST (1)

- AnwngAnssunsiavesnedinesiuaunniuAIad Dynamic mechanical analyzer
n1snaaeulagly parallel plate vuin 25 fadwns gaumgil 180 eeAadea ldAud
Wagluang 1 89 100 rad/s 71 1% strain

= v U a o Qy 1 =
- Anwdnwugnisduguinen netdauaulusglululasumaiussaia 15 83 30
a Y = thy a L% :.}I =) % o dy a C%
W9 uimulirunuiamsianin 3nluadeunis Pd wazdilunaaeuiuRIn1swaniin
ﬁaﬂﬂﬁadf\;aWiiﬂﬁﬁLﬁﬂmauLLU‘Uﬂ'aﬂﬂ’i’l(ﬂ (Field Emission Scanning electron microscope,
FE-SEM)

- AnwranvAdena lagagyinnIsNngoUN1TAIERAI8LATEY universal testing machine
Tun1snadeuarymLNIRIgIN ASTM D638 Type 5 Load cell 5 kN anuigalunisisdnet
z-:l' a a | AN 1 Ay v Y] ! . .
7 1 Jadunssound arnlaainnasnadsuazUseneulidag A tensile strength, tensile

modulus Wag elongation at break

1%

g9 4 NSANBINNSERYAANYHINIITINNVBINBALL DS IUANIILUINLLATIAD

Tunsneasvazldiineadiassimseulaeliuinauysuias 50 ansuasnaeInnAmIg
) a ° v oA & o o ° A |
9 fIR13199 3.3 vinsazangliindeazatsaunun ntuinmezadiassilaldaslunisus
a a v a o = v a =
NIFANFHUYUIANTI 30 cm 8717 60 cm hagad 50 cm Anastuiielviiinnislvalisuves
Jazennied wedesnuldliimeaiinniswds nduiinsiunenaunsienga Nuiun
INUSNIUVWIAUTEUN 6 NEANSUVDIUINUNTEN haLtNTUIUaILY IULINZIaI1a09 tng

Y P N o [ oA ~ a
Fununlglunisnegevasldnuwasl UULALENAEL VU9 1 ANS1GTURWAT BuUsZU 1

v I

a a v L4 IS a U 9 ¥
AaLUAT YANIINPABISNANWUSAINTNN 3.6 LLa%ﬁ]@ﬂllﬂ']i‘Uﬂﬁ@ﬂﬁi%@@@ﬁﬂ@ﬂﬂﬂiNIMLLﬁﬂ

)

doatnly welilvlinglasunfindu deazdinisldavunulunivusninsvegaielu euen

FuuLAazIY wiazgns gvinismvauaungdliegluyie 25 9 28 sernwa@ea Ty
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[
o

U U % dl dl U '3 ﬁl 1
i%%’)’]ﬂﬂ’]i%@ﬁ@Uﬁ]%’J(ﬂUW‘MUﬂ%LU@EJ‘L!LLTJ&QIUVW o dUM% wazklanisnagaunullsse e

[

wilsfahdunuludnmdnvauzdugiuineindesganssmididnasouwuudosnsin (SEM) n1s
g & 1% @ Y = o & Y N o A o a ¢
nadouasatagldiign 225 Ju uimdnhiunulaineuafisseenuiivetluinsgsing
a aa O v a . . a o
YUAVBILUAVLIBUUAINALA DNA metagenomics sequencing (US¥1 Macrogen Useine

RRVEIED)

M13199 3.3 wansansiadintdluniseseudmeliadainsieinuuinsgiu 1SO 14851 [16]

ansiadl AULTNTU (NFUsiDANT)
lAsunaslsn (NaCl) 22
wunfi@vuraslsnenszlawmsn (MeCl,6H,0) 9.7
loineugamn (Na,SO4) 3.7
wAaLeuAantsa (CaCly) 1
Inuvadennaslse (KCL) 0.65
loneulalasiauansuaiun (NaHCOs) 0.20
N3AUB3IN (H5BOs) 0.023
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Dark room

sample

sand

Synthetic seawater

Y

[]

]

]

[]

[]

[]

[]

Pump

Sand sediment

A 3.6 AMNMITAYANITNAGRUNISTRYAR BN TInIMTuaN 1z mMEaTIaee lagyinis

neaesluiiiln gaungil 25-28 aerlyalded
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uni 4
NANISYNIAABILAZIANTAUINANITNARDY
NoalensandUaMsn (PHB) 1uneduastin niaiusadunsizilaanniuaiise

wazdIaNsagagaanen1I TN NS TUAIINRBUNNAINNAENIIURAY UN ASDWIILALUN D

v

! a & a dyd a v o W 14 o 24 = [ I 4 = [
NELa LANDALUDIYUAUNYINUYDINNAVAIUATU 1umimlﬂ1mmmmLﬂumammiﬂsuﬂw

' £
aa

duUd lnee1azivauaiuneAIessladY 9 o lRlauiAnaTy neduanfiniedn (PLA) 39

saa o

Junedwesnfeuihunldifiefiazusulpaudfildnauazauansatunistuglves PHB

] a ¢ & a Ha Y o v o o § v vaay v o M v o
meaaLua’imaawumummmmnﬂulmm V]'ﬂﬁﬂll‘U@Vleﬂﬁaﬂ"ﬂ']ﬂﬂqﬁL‘Uau@ﬂﬂlﬂ@ll’mUﬂ Iu

Hislavinisfinyinisusuduemamdilavesmediuesivaudssninanedlansendin

[

UIY
Asawarnoduwarinkadn 1agld 2 35eeiu As nstRylANeALasNANATIZAlALAENNTLAL

a ] [ % 1 Y 1 o &
assueafinyinlanunsaudenisvaasseantailu 4 d@u feil

o a

d9Uf 1 WSUUNITANASIEILANDRLLDSTEMININBALINTDNTTITILTALAENOALAARN

aaa

a = ) [ 6 1 4 aa, o v :.’/ % I~ al
LaTn Faazynsdunssiiiuufisemsudeanesintu tngldasawudunedlanseon
Firsnuaznedianfnwedataziinsaufnzen fe lnmbeudmenled nsdunsiziay
NSEYNIUNTZUIUNITANSTNAOUNAIULATBINALLUUTA wazlduSunalnmdendnenluntil

A 2.5 phr nduilunadeuiiafigauanudulanedwesveansimseuls

A7U 2 NS IUNDALIDSIUANATENINNDALTNTDNTUINILIA NOFLAARNLITALAY
Tflanedwesndunaseiladuastrglunisusuugarudinulilneasldogivsunm 2 phr

nduthlunegeuieAnyraudfang <

' a a a ¢ 2 ] a Na a a a a
#9UN 3 L@iﬂ@JW@aLll@iL‘Uaumﬁgﬂﬁqﬂwaalaﬂﬁaﬂ%‘UﬁmLimLLa%W@aLLaﬁmﬂLL@sﬂﬂ‘W

%

dnI1dIUAN 9 waziinsldanssuaniiv (reactive agent) 2 wila Ao LWasooanlys Lavilaf

Hsnduueadwonlen NUSHIAANN 9 Au Anduhluinmsvegeuiofnwaudssg o

'
a

dauil 4 n1IvegeuNIsEREaaIenIaTINIMluLINELaIIa09 8YIINITTRUINTN
Wasulurestuau Anwidnuazdugiuing1veiliiiuny wagnmsmvlinvesuailiseing

1YL NEDUAAENIYININ
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4.1 NMSANEINITALATITHlANDANBSSENINanealansandTilsauaznaduanfnuadn
NSFUATITLANDRNDITENINMNBE banTanTTITLSALarNeaLaARNTAIe A UNA187D
uiisAimaiteidenldnsduaneiinuujite maudioaneiiadu lngldfissufisen
7

WWulmmdeudn nenles wazldarsdeduidunsduanfinuedalaznoalansendtinisnd

=

9n57dU 1:1 FaagynsduaseflagnszuIunIsasuNaNmeATeINaNLUUUA gl

]
£%

170 asrwardea laeldnainay 25 urinuady 10 urwsnldlunisvasunaduasiieass
yiauazasidnlnitlondmenleduaznaudn 15 wil welminufAsemsudieanasia

Fu lnganinagiinufisendudanng 4.1-4.3

RO OR
N~
rRo” oR
+
CH3ﬁ CH, O
v Q HC C (0] CH C Qv
VAARO HC—C d CH— C — 0w n
R—O.) i OR
N7
rRo™ \OR
RO OR 0 o CH
P [ ||
RO” N0 CH——C—Owan + R—O—C CH— 0w

CHj,

AW 4.1 nwansnsityiufATenves TBT Tuanele PLAL20]
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RO OR
N7
rRo”T SoR
+
CH, 0 CH, o)

v O—CH——CH,—C (0] CH CH,—C——0wvvwn

CH, T) CH, o}

v\MO—CH—CHZ—Q (’O CH CH,—C——0vv\n

o) CHs

O—0

RO OR
S
ro” \O—CH—CHZ—C—OJ\.N\ R—O

+

CH,— CH—— 0w

CHj

AW 4.2 nMansnsidyufRzenves TBT Tuanele PHBI20]
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RO OR o) CH, O CH, O
>nl Tl
RO 0—CH—CH,—C—0wnn  + VArO——HC——C——0——CH——C——0wnan
CH,
RO\Ti/OR |3 0
Ro/i\\\g CH—— CH,— C—— 0w n
w0 C—CH—cI')]—é—E—OaW\
|| |-
O CH, o) H,
RO\Ti/OR <|)|
RO” O CH——C—Own
N
N

CH; O CHs 0
|| | I

v 0 ——HC—C——0——CH——CH,— C—O.\An

A9 4.3 URAsemsudieawasiliatufionniniusyning PHB uay PLA Taedl TBT (Ju

FseUA5e1[20]

4.1.1 namsanenlassadrmaniivadanodwesfidanszldaiomaia NMR
devhnsdanseilanedmodimunssuiumvasunay Ingldasradudunesuan
Anuedauaznedlensonddafisaiisnsidiu 1:1 waztidegeiilduiviinisuenien PLA
sonluneudsansarildlnethiegeiilalazarslupaslsesy wavilunnazneulule
aaelsiimuudnilunseuazdrmans 9 asuiteli PLA avansoenimmn udr3sihdedd
1¢lunaaou NMR Wisdnwlaseadramaai Tngazdesiisegranazatslufimeioy
aaelswosy (CDCL) Aouthlunagausewadia HNMR diavinisnageundivzldnaiu

LY A o 1

AUNASU Aannd 4.6 lnearunsaudannunineaiunasulaainaigdiumieniu fAe Al

¥ ' [
=

YosiALazNulaia Geazliiaondnualifiwmis chemical shift A6iN9 9 A3l AWMU 5.3

ppm iAtnanwalves Methine proton (>CH-) siunus 4.2 ppm aztduiinlonanwalves
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TWsnauluny Methoxy Maneanelgluanaves PHB s 2.5 ppm auidufirendnual
299 Methylene proton (-CH,-) Tu PHB wagfiasunis 1.6 ppm agidufiaiondnwalues
Methyl proton @azdvislu PHB wag PLA 1iaR15u18n @ Ui uilafiauesenmus
1.6 ppm e 4.2 ppm 3znUItuNITELATIEAlANDANeS WaUSuIuUeds U Azen
Inmflsudmenleninduazyilionsidiuaesiuilafinresiiunus 1.6 ppm wag 4.2
a X v = a sa a Y ! = a'
ppm nTusg wasnstlnndeudmenlednusunn 2.5 phr agiiardnsidrunuinian
o q' v & a a = a I3 o § v a ¢
Auandlun19199 4.1 waasliuinnsiiuusinalnviteudmenladazyinlidlanediues
a a £ aaa ¢ aa o a Ao \ & A a
Aaiudunuisemaudioawmesiliatu Fwanwgiiiansanindnsidiui Wieswinnisnd
Wunldfinveesunie 1.6 ppm lnofiaives PLA lafiafinnnnan PHB u1n fetdudia
lonanwalved PLA wazluiioganduasizila deunisvagou 'H-NMR @198199g61un1s

a191e1 PLA ponmelanaslsiiunauual inbvdulalainfiadiunis 1.6 ppm Ainduay

% '
= A e

Hures PLA AAndulaneBlussiu PHB ud2 wasnsiiiuildfinvenfinduuansinilnana
04 PLA aneldvadlanefwesifiutuie nazwanadldfiamunisd 4.2 Wesanidudia
londnualiinulanglu PHB Lagdedeiiduaszsilann q fegs udaglinulufega
PLA wazlunuideves Wasin Koosomsuan [17] Wilnasdnsidasiduvesiiuiiléipvesta
woAwossening PEG Wag PLA tludnaen PEG eonuds Tnefnwiidnsidiuseninedia
3.6 ppm Lag 5.2 ppm ziluiialendnuaives methylene proton U84 PEG Uag methine
proton was PLA susndudsasilufiaendnuaivomedwe sisaessin Inesnsndiuiles
waneUSuves PEG Tdnlulaneduesiu PLA Tunsnaaeunsaiienaasinsldiia
wndnwalilimieudvmuidedresdundfausavenlddasunvedanedueslyd

LULREINU
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Neat PHB | [| [|
H o-—CH—CH;,—C—O—CH—CH,—C OH
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Neat PLA TH3 I

A9 4.4 N5l TH-NMR vesmealensondtniism (PHB) uaznoauanfinuedn (PLA)
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Co-TBT2.5 d d
CH; <|D| (|:H3 ﬁ
H—0—CH—CH,— C+—+0—CH—C—}0—H
C a
b m n
d
\\ ' l'
‘ | a l C llw | fi;
‘ | |
LL‘L J A S FT.L AW \k_
I T T T T T T T T T T
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A9 4.5 9 'H-NMR asiandrsidauansilaannisdulnmidendivenlan 2.5 phr 9

NIUNISA19687 PLA 98N6a3

d' 1w ! .af{ Ay v o I Py
135191 4.1 LLﬁﬂ\‘]ﬂ?@@]i?ﬁ’lU‘U@\‘lWUWSLG]‘WWUENW’1LL‘VI‘UQ 1.6 ppm uae 4.2 ppm Vll@ﬁ]']ﬂﬂ'ﬁ

Nadau ‘H-NMR

Snsndruvesiuilldinuo s 1.6

an ppm Was 4.2 ppm
PHB 7.99
Co-TBTO 14.43
Co-TBTO.75 12.94
Co-TBT1.0 19.64
Co-TBT1.5 18.80
Co-TBT2.0 22.95
Co-TBT2.5 24.91
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4.1.2 NANTSANYFDYTAINNIIAUSDUVBIIANBALNDSNFIATIZlARIEIMATIA TGA

ISP

198199 l9ANATEUATIEANIETdIUNANTEUINS PHB way PLA Tudnsndiu 1:1 A

a

anunluna@avaNUREdgsAIMNIIAINUSaUMEIATLA TGA tagvinn1snaaaulutiaamnni

Y 9 Y

50 §9 500 99 LYALYEAWALITONIINISIIAINNSAUL 10 aerwaLReanaun? aglaussennie

a

f19lulnsiau e laNan1SNAaaUusInNINg 4.6 harn15197 4.2 WuIneatlansandiniim

a

(PHB) azisuiin1san1emNgamail 261.6 aerwallea weduaninuadn (PLA) 913uin1S

9

v A a = (Y ! A o v v PN s a v 1
dangnInN g 351.5 ayAwatved LLﬁ%G]']E]EJ’]QV]ﬂQLﬂi’]%MI@EﬁG]iVIINNﬂ'ﬁmll@]']Liﬁ

aaa

yfserlnndisudanenled (TBT) aziinisaaiediaoitunou lnadunwsnagisuaalaff

2uuNT 282.5 asrwalded azdun15aa188ued PHB Lazdufldandazisuaalsdia 338.4

9 Y

IS [ o A = a Y ] aaa = a 3
DaANYAYE WUUNITEA18AIUDY PLA LLaBLﬂJ’E)iJﬂ’ﬁLWQJ@]’JLiﬂﬂaﬂiﬁ’ﬁa‘ﬂmL‘u&m‘U’J‘W@ﬂl‘Uﬂ

=

8ns1dIu 0.75 f 1.5 phr agwumsaaigmaastunauaglagdulsnazisuaagiingungil

9

=4

274 - 276 parWwalTud wavTuidotazisuaaufaf 300 A9 305 seAnTaFea lnoldl
‘U'%mmlwmLﬁamﬁwaﬂiezjmﬁm%mzﬁﬂﬁqmmﬁmiamaéfqﬁmaﬂaa waziilousuna
Tndeudmenlemfisndy 2.0 waz 2.5 phr szvlfiAanisaanesiiedunewien Tngas
Suganesag 271 ssrwaldva Fsorvazuenlsnnslalnmdendmenlesusunm 2.0 was
2.5 phr yhlkansidansgsildetsasiivsuinlanediuesssning PHB uay PLA waxiign
Fuierfunadildainnisnaaey HNMR finuir snsidauvesiuildfinvessiunis 1.6
ppm Wag 4.2 ppm Y89630879 co-TBT2.0 Wag co-TBT2.5 %:ﬁﬁimmﬁqm waziileRansan
NauDd % residue Anuitasiidniiutuiiiousuaa TBT Wiintu Tne %residue 9zu19ndDs
41U A9 PHB waz TBT wazainnsalamd 4.7 suiinisdulmndeudmenledazdmane
PLA 1nnindeaziinligamaiinisaaiadives PLA dd1anadain 351.5 sarwaded 1u

Y

343.8 peAnaaled wivglddainliguugiinisaatgdinisaditusouses PHB 1013

aaa s

N a & v Y & = a I3 0o 8§ Y a
WAULUAUNSILANUDEY LLﬁm\ﬂfWLMU?WIV]LV]Lu&JiJU'JV]@ﬂIGU@@'V\]VHELVLﬂ@‘UQﬂifﬂ‘i/li']ua

awasIeTULUUdaa1elglu PLA Teuinnanlu PHB
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(a)

(b)

Al 4.6 TGA thermogram (a) kaz DTG thermogram(b) U89 PLA PHB waslanediwesi

lpannnsdaasegnssng 9
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A15197 4.2 LEAIRNANTITANYINISAANENIIANUSDUTBI AN DAL NFLASIZA LA

a4

onset temperature Degradation

#4019 % residue

? @) temperature (°C)
PHB 261.6 269.2 2.76
PLA 351.5 368.2 0.00
co-TBTO 282.5, 338.4 290.6, 351.0 1.26
co-TBTO0.75 276.5, 305.2 287.1, 309.0 1.76
co-TBT1.0 276.0, 304.9 287.0, 309.2 1.79
co-TBT1.5 274.3, 299.9 285.9, 300.5 1.72
co-TBT2.0 2713 286.8 2.08
co-TBT2.5 271.0 285.9 2.30
PHB-TBT 270.4 274.0 4.96
PLA-TBT 319.1 343.8 2.15

4.1.3 autnsealagvaslanafuainduaszila
N 1 . . ~ a a 1 1 av v
INNFINAMTN 4.8 UanAT complex viscosity NAUATHAIIG o YaeaTNlA
o/ a st o a Y ! aaa ' [ o o =
NMTALATIERlane AN TRWUT N AT qiu tnsthasnduaseilaluyu
JUMMELA383 compression molding +duusunuidszanas 1 Tadwns udrulunagausiy
L399 Dynamic mechanical analyzer “9gwWu11 ﬁﬂ’muaﬁwmﬁﬁﬁu 100 rad/s A1
. . a P a ~ )N ¢ o &£ o a
complex viscosity azdaranauioUsuiaveslmnidontmenlediiudy wazdmudnin
= o a & o a = a ¢ a & Y -
nsazdanutuning@udieusunaeadninidsutmenlediinduguiu Ingiians co-
TBT2.5 n3Nlavsdanuduninign Feasuanangfnssunisivaiuy shear-thinning way
WafiansuINg1 storage Wag loss modulus A¥WUIT @n5 co-TBT2.5 A¢ilA1 storage
modulus 111131 loss modulus wanein dngAnssunisivasglugie rubbery plateau
region WANAINGNTDY 9 Nazegluyas terminal region Fo1aasilunsigidlanediues

Anduannitgedsvinlianuidudaiafinveaneiwesiuiniy
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A7 4.8 N3 IUARS (2)1 complex viscosity (b)storage kag loss modulus NAUDLTY

A1919 9 aaunnil 180 asAwaLlvavatlanediueINtIaINNITFLATIEREnNTAe 9



a6

9InHan1Vagay ‘H-NMR TGA waznsvndau3aslad vinliauisaidendiageile
nMsduaszilanedwesiiuliisemaudieamesiladulunssuiunsuasunaulngld
Tmndeudimenlemdudisslfisen luvhnmsnaudunedlansendtaiiisauazneduanin
a « ) Y 1 [y Y Y oA A a Y a = a 3
wodnaluigisUsuusaanudniuls Afegasninisleusua mmdendmenled

Wiy 2.5 phr

4.2 NMsANEENURVRINBANBSIUAUATENIIWERlansanTTaTIIn waRuanfinuadauas
Tanodiwasfidunsizild

Pnauduil 1 Msdupssilanedweiszninmedlansendtifisawazneduanin
wodn lldlamedwefMaealdainmsldinsafitelmmidondmenladsnsdu 2.5
ohr nusahludulunededivausseninaealeasondiriisnuas weduaninwednidl
§n51d71 PHB:PLA iy 80:20 5050 wag 20:80 Tnauiwiln Geazfinsifulanediuesi

duasizilaonsndiu 2 phr aantudshlufnwiautaaag o loun audfseelad dnwes

douguine antinieeusou kaganuRnuMunIusanIsnEn

4.2.1 auUnsoalagvasnaduasivaunninazlifinisiialanediuasnaunsizila
nsfnwrantasesladazinnsdnelagldiaies Dynamic mechanical analyzer

Tngld Parallel plate TulminnisvaaeunisiUdenudataud (Frequency sweep) Tutas

a f < 2

ALY 1 - 100 rad/s NMIVAdeUITNRamMail 180 aeAaalds LaziUasidudainTy

Y

(% strain) WU 1 % IneTusiuasssoulaainnisinlitugdduidunun 1 Sadwns dae

= . .
LAY compression molding
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N % YA 1 1 . . a a
AN 4.9 AFINLARIAINUANNUS ILINNAN complex viscosity AZAITNALYIHUUDN PHB

PLA LagnadlusiuauadnIngIumg ¢

NN 4.9 uanenIIMIANFNRLTIENIN complex viscosity karAINALTY

s

Y93 PLA, PHB Lagnadiuasiuauanonitdausag < agiiuladn PLA 9zLanswgAnssunis

luarout1anagdunuy dhear-thinning @1 PHB azinginssunisivawuuidaladleu

a1 ¥ 1

Wulig i ulaglal complex viscosity 8¢ Uszu1ad 200 Pass Fadld1ogndn PLA

=

ADUT19INN Larlunedimesiuaus A1 complex viscosity IELRUTUNNERTIEIUVDS PLA

]
=

WL 5180159 PLA Hadnumilagendt PHB Welasuwsudouvaeyinnisiuauniu

dngaui PLA uwandnagyinil PHB nszarediluumindlandavilianumiiadengale
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AN 4.10 NIINUARIANUFURUTTENINAT complex viscosity uagmNULTILNVDINDd

wosiuaualiifinsiduuazinsiaulanedwesndunsiyilalsuna 2 phr

9109 4.10 Fafunsinsenined complex viscosity warAUATYUTOINDE

1 1 [

WasiaunensIdun1g g Adkazluinisidulanediasnduasizila azdunalaan wed

'
a g o a1

wesiuaunniinisiulanedwesnduasivilalunndnsndiuaziiann complex viscosity 6
i a I3 sav 1 a ot & ] a sl o v PN @
nimedwesivauanliiinisiiy geeadunsizdrlulanediuesndunsieils axluinin
Tuanasmdvimihndunaradloiwes wazlulanefwesuudWlnnilendmenludiviont
JuAauisemsudeamesiiatuladndsdwmaliiminluanavesnediuesanas
ANUNLAVDINDRLUBSIUAUAIINAIANAY FeARAAABINUIIWITY [17, 20] NARNWINAVBINTT
a = a 6 a s J a S a [ o L4 IS
walnindendmenladlunedieawes wuin nswulnniteudmenledagyilviaiunile
Yanedweianad esniinujisemaudieamesiliadu lnggnuii Nigns 80H20L Azl
ANuvitnanawnian ws1endUsuu PHB wnfian 39 PHB tinn1saatefiinianiuiau
lode Weiinslanedwesniuminluanasiinazddmalinisaaisduindulaiedu f

ANUNLATIBAAUINTIAR



4.2.2 dUURN19AU5oU

4.2.2.1 @UUANIIANUSOUVDINDALNDILUAUATLIING PHB way PLA

80H20L

S0H50L

20HS80L

Neat PHB

Neat PLA

(b)
80H20L

50H50L

20HS0L.

Neat PHB

Neat PLA

| I— | I— T T T 1 — T — T "
0 20 40 60 80 100 120 140 160 180

Temperature ("C)

AW 4.1 DSC thermogram 84 PHB PLA Wagnealasiuausgnsang 9 (a) second

heating (b) cooling
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NHANITNAFOU DSC (N WH 4.11 uazm13199 4.3) Tuts -10 °C 89 180 °C laglay
gnsINsiuwazangan)ll Wity 5 °C sowndl wuitlu PHB ludumau heating aslaiusing
WA glass transition temperature (Tg) kg cold crystallization temperature (T.) UHAEWUY
WA melting temperature (T,,) 91 165 °C Fuanein PHB dlAsaasananiiieaguuuuLig?
wazludumeu cooling AeWUNAVDY crystallization temperature (T.) 91 123 °C Fauanaln

@ 1 I a s al a = V1 a a = [ 1 P
Wiu11 PHB WunedwmesnaiusatiandnladisnazduTuandnvindy 51.2% aouiiile
W95 Ma DSC ¥4 PLA wudnTuduneou cooling azliiUsingiia crystallization

Y @ I IJ a s a = [ & .
temperature (T)) wanslmiiugl PLA Wunedwmesifandnlasin waglutunis heating g
Using WA glass transition temperature (To) 71619 °C hay cold crystallization
temperature (T.) 109.6 °C Wagagwuia melting temperature (T,,) 9 144 uag 152 °C
o 1 Y @ ' a = = 3 a gf{ o/ [

ATNU Ty, 2 BLAUS wangliiiiudn Tunsiiandnues PLA 81aindniinduaieny 2 gﬂLL‘U‘U
a v o o = A ] YR S aa < 2 ,
nTAEsiLazILIANANNILANEAITY BIndnues PLA AT 2 ULV AB LUy O

] d‘ a ¥ = ) ¥ L2 = ¥ 1
waz o Wealinnisuaeuinad lassasiwan o agldndsnulunisnasuainaniesnin
1ATIESNNANLUY O LHRsInlATsas1andntuy O n1sdalassdannuiuuuvesaely PLA
Mleeninlunsdlvedlastasamanuuu o Jedenaligaumgiilunisasundniainimwanty
JULUU O [21] uagdiaawial3niamndnaed PLA 9efir1e87 0.5 % Fadud1idesuin ¢

Wateunu PHB

a3 HA DSC YDINBFLBSLUAUATIONT1dIUAIN 9 NI Nigas 8OH20L 9
nu31 lunsmmesluunsuluduneau heating agliusingfia T, ¥9es PHB uaz PLA 5ufs
P Y 1 P P . 1% Y N A A N
WA Tee MY LAEWULNYINA melting temperature A8NU 2 WA ABYN 148 ey 168.6 °C
LAAIDINITNABNNENTVDY PLA Wag PHB manadu wazlunsinnis cooling agwudia
crystallization temperature (T.) 2 fAuAUA 88.9 uag 123 °C FaduAn T, vo9 PLA uay

=t < Y o o ! S a X ! ! = Y @ !
PHB @saziiuladn Mdnsdniliiia T ves PLA ntuusazliinuiia T, wanslviviudl PHB
a | = 0§ v a % X vy A S a sl a
fdrudremienili PLA anunsafiandnauls WWesann PHB twlunedwesnaiuisaiin
nanlideuarliis wagfians 50H50L Tuduneunis heating avUsng #ia T, 71 46.6 °C il
AEENIN T, ¥4 PLA wanfsnnuiinfulavesnedwesassviin wazdausingiia T 7

85.1 °C waz T, faufiu 2 findl 148.1 uaz 169.2 °C wazlunsmnis cooling 9snudia T,

ADINALTUNUN 87.3 hay 125 °C LLﬁms[,ﬁLﬁU’j’lijmi 50H50L PHB Afaanunsaviesniieniinli
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PLA tinnandneTu iiosaniifia T. vas PLA sty uazen T, dAflanas waziilefiansani
dn3 20H80L Tusuneunis heating aznuiie Tgﬁ 57.4 °C wazdausngiia T 7 100.7 °C
wenanifalsingfia T, anun 3 findeiu fefl 140.9, 150.3 uar 173.6 °C uazlunsan
cooling aglaiusngiia T tae Gsonafumszineraiiusunn PHB Adeeiiuly villiifies
woTlazniionthly PLA anisanuanldsanis PLA wefayludnunamsiiandnues PHB I

a v A a = a = a ¢ ¢ ! a =
ANAEY LAZLUANINTUIDIUIUIUNENYDY PLA 1UW@aLN@3LUau@ NATNUIMUINIUNANVB

' v '
a = A Y !

PLA 9uin@uiilodnsndiuved PHB Wiudy wWun1studuladn PHB atuisawmiletnle PLA

WNaRANtA FeeonAanIiuuITeues Min Zhang wagamz[11] iwuin WeUsune PHB Tune

[ '
UV = 1 =

AUDSIWAUMNLTUILY A PLA aunsasinnandlaavuazdiemileniinled PLA duSuiu

NANTLALTUN

4.2.2.2 gUUANIIANULBUYBINDALUBSLUAUANINISIRNIANDALUNBSNHLATIZITLA

I1NNANIINAFOUALT AV LSoUMawmATA DSC Wud1 WeAlasiuauni
§n31dau PHB:PLA winfu 80:20 fifinnsiiulanedwesfidunsizild avlinufia class
transition temperature (T,) k@ ¥ cold crystallization temperature (T.) Wagagnuiia
melting temperature (T,,) 783 PLA 71 152.5 °C fin T, 083 PHB ¢ 2 fim fio 163.7 °C
war169.9 °C Lagluns1w cooling agwuila crystallization temperature (T.) 2 A1A28AU
fio 96.8 °C Falluves PLA uAE 124.7 °C a3 PHB fleFouifleuiugnsilaidnisidu nuin
fin T, 994 PHB azifndy 2 findnsfuiansdi Tanedmesenaazdnluvily PHB LRanEnduy
ADUUY Wwarsmuin fin T, 109 PLA fdfiutiu Ssuanain PLA tudawanlddeduiiesinng
Hulanedwed wardaiusunaman PLA Wisduain 40.5 18y 73.4% Jumszilanedues

¥

a a ~ 3 ) o ¢ PN o q v a = P =~ ' A a
Manaslvagiuninluanandsanunsomienily PLA Aandnladedy seulieofiansan
a s fa o | W aa a a cal o o
NOALUBSIUAUATIONS1@IU PHB:PLA AU 50:50 NAN15IANlANDAILDSNEWATILTLA awnU
WpdAglawn Aa T, 999 PLA 91 144.0 °C way 155.0 °C WA T,, U89 PHB 91 166.3 °C WA
T. U84 PLA 1 97.7 °C uagiia T, ¥es PHB 71 125.0 °C WawSeuiilsuiugasilidinisiiiule
WOALNDT LNUI A T, o9 PLA HANANTU wazdia T, niegld Jeuanain PLA duiia
nanledeTuiielnisiiulanedwes wardailuSuianan PLA Winduain 28.7 Wu 49.2%

[ '
1 |

Wasannlanedwasiarutlelunisidedil PLA AaNanlafdu Aeuilaaisanwedues



s o | °

\UAUATISRI1dIU PHBIPLA Wiy 20:80 fifimsifulanedimesidauasieiils avnufindify
16uA T, Wiy 56.6 °C fim T,, ¥a3 PLA 71 146.6 °C Wwag 156.9 °C fim T,, ¥a PHB 71 167.9
“C fin T, 484 PLA 71 94.4 °C uaziia T, ¥8a PHB 71 126.1 °C iflevimsiisuiisuiugnsi
Lifnsislawedimedasdiulain fin T 1émely uazifiniin T, 999 PLA wag PHB Tusn B

[

Wunrstudulainnisiiulanediwesndunsizilay asvinlidiamteryli PLA a1uis

Aandnlainedadu Fudumsizilanedwesiiinuduljisemsudioamesilinduazdl

H Y] o ¢ a P PR a ° v a P v v
tinluanacmsanunsaieadnlaisuavaiunsamteindily PLA ansafiandnlasneie

20H80L2¢ W

20H80L —
50H50L-2¢ W

50H50L w—

80H20L-2¢ :
80H20L W
1 i I ' I y I Y I : I , I ! I . I b
0 20 40 60 80 100 120 140 160 180

Temperature (°C)

A9 4.12 DSC thermogram A31¥l second heating YaINORIBILUAUAGATAIY 9



20H80L-2c
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20H80L i
50H50L-2c /J
50H50L JL
80H20L-2c J
80H20L : i
I L I 1 1 1 . :I 5 l: L) I . I -
6 20 40 & 80 1i00; 120 940 160 180
Temperature (°C)
AWl 4.13 DSC thermogram A351W cooling YoINDRLDLUAUAGNTH
31971 4.3 wansenantnismnnieuveamedmesiuausignsing
Thermal properties (°C) AHcc AHp, %X,
QG‘I‘J Tml Tm2 Tm
To | Teoa | Tepe T. | PLA | PLA | PHB | PLA | PHB
PLA PLA PHB
Neat
- 123.0 - = - 165.0 - - - 75.1 - 51.2
PHB
Neat PLA | 61.9 - - 144.6 | 152.4 - 109.6 26.8 27.3 - 0.5 -
80H20L - 88.9 123.0 | 148.0 = 168.6 - - 7.5 48.9 [ 40.5| 41.7
50H50L | 46.6 | 87.3 125.0 | 148.1 - 169.2 | 85.1 5.2 18.5 39.0 | 28.7 | 53.2
20H80L | 57.4 - - 140.9 | 150.3 | 173.6 | 100.7 18.9 7.1 14.6 | 3.7 | 32.7
80H20L- 163.7,
- 96.8 124.7 | 1525 - - - 13.7 547 | 73.4 | 46.6
2c 169.9
50H50L-
- 97.7 125.0 | 144.0 | 155.0 | 166.3 - - 229 31.2 [ 49.2 | 425
2c
20H80L-
566 | 944 126.1 | 146.6 | 156.9 | 167.9 - - 22.3 8.25 1 30.0 | 28.1
2c
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4.3.3 anwaenedugiuinervamadwesivauaniuazlitinafulanefiwasnduasien
N13ANYIANYUTFUFIVINGIVBINURINITUANANULUY cryofracture w30n1517
Fualvurlululasiumaineunszuviliifanisuanin lngaginis@nwimemaide
Field Emission Scanning Electron Microscope (FE-SEM) #ifndsaa1e 10,000 L1
N0 SEM 4849 Neat PHB (01011 4.14()) aziiuinniglu PHB agnuayn1aiidl
anwaz Juuiuunszaeegduny Ineann1svageu EDX (01l 4.15) agnuindsig
a N aa < 14 Y o i =
20n3Lau wunigeuuazddnsuluesausenaunanveseunIAfIngld Ingagnuegn 26.5
12.5 uaw21.5% a1y ansaasulaiteuniatufeuuni@eudainaviseriannniexan
Idnasluiiiodiglun1stusy wagannnin SEM voanafiuesiuauddns 20H80L (i
4.14(b)) Aziuden1snszanefaved PHB Tuming PLA fiflveinseninamanaoudieuin
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wanafianuliiidniuvesnediwesaewilall kagmidunndnagimilsfevuinayniavedia
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nsvngazAeudIuan lasdvwialiiiy 3 luaseu Geiidunan1annisin PHB dauvila
Wosndn PLA wn vibidlelasuksadeulussningmsnay PHB Jsaunsalvanseanesialy
wisng PLA 19f siounillafinnsainnin SEM vasnadiwesiuaunans 50H50L (N1l 4.14(0))
< v ' P £ [ 1 = oA a 3
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SEM HV: 5.0 kV WD: 10.49 mm | SEM HV: 5.0 kV WD: 8.15 mm MIRA3 TESCAN
View field: 20.8 pm Det: SE View field: 19.6 ym Det: SE
SEM MAG: 13.3 kx BI: 2.50 SEM MAG: 14.1 kx BI: 2.50 Silpakorn University
03 n *

-
= ] s Jdn l
SEM HV: 5.0 kV WD: 9.63 mm MIRA3 TESCAN| SEM HV: 5.0 kV WD: 9.86 mm MIRA3 TESCAN
View field: 20.8 ym Det: SE View field: 20.8 ym Det: SE

SEM MAG: 13.3 kx BI: 2.50 Silpakorn University SEM MAG: 13.3 kx BI: 3.00 Silpakorn University

AN 4.14 2 SEM NURAINTINISLANAALUU cryo-fracture NinNaswe1e 10,000 L1989

Neat PHB (a) waznaaiuasiuaun (b)80H20L, (c)50H50L wag (d)20H80L
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e = e
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4 Cnts 6.310 keV Det: Element-C2B

AT 4.15 nan13nnaey EDX weweyniafididnvazidundiuly PHB

LAZIINNIN SEM maqwa&ua%wauﬁqm 80H20L (A 4.14(b)) agsAunshenina

o
L3

Plavatau ssuuddlainisuidununianiseaninlvazatslulanaslsdimuiiiorsl PLA
000l vilvaunsaiunisnszatedives PLA 1¢ sanind 4.16 aziulainildiuiinnszane

agTTUNUY Fediintunfewla PLA fignagangeenly dsuansfianisnszanediiifves PLA

Twnsng PHB

hia B

SEM HV: 5.0 kV WD: 9.30 mm 1| MIRA3 TESCAN|
View field: 41.5 ym Det: SE
SEM MAG: 6.66 kx BI: 3.00 Silpakorn University

¥ P 4 R 4

a 4

AN 4.16 AW SEM WURITTNSUAARNLUY cryo-fracture NA&9U81e 5,000 WNU0INO3

Wasiuaus 80H20L Nilmsazanetond PLA sanalelanaslsdmny
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SEM HV: 5.0 kV WD: 9.86 mm | MIRA3 TESCAN| SEM HV. V WD: 13.85 mm

View field: 20.8 ym Det: SE 5um View field: 20.8 ym Det: SE
SEM MAG: 13.3 kx BI: 3.00 Silpakorn University SEM MAG: 13.3 kx BI: 1.50 Silpakorn University

AN 4.17 270 SEM FURIATNISIANANLUL cryo-fracture NinNasa818 10,000 1N8InWed

Woasiuaus (a)20H80L wax (b)20H80L-2¢

INAINA 4.17 ISHAAIAIN SEM Y09NB A5 UAUANDMNS 1@ PHB:PLA vinAu

o

20:80 Tann (a) Az dudusiunlidfinsidulanedasndunsizils daunn (b) azdu
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wasiAuaslazludeimunistadnsenitanaduindunazlulanedwasuusiai vilew
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wenleavasvdesy vinliausaiinUfAtemsudednasiiatuy Falanediwasiin

LYY

1NNTU FIWILAUAITOARATEAINNAUINTIVY AT ULALIAUNUND A D T UAUN NN SIEIY

PHB:PLA AU 50:50 AaAIni 4.18 wiadln1siiulanedmasndunsizile asvinliusasia
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SEM HV: 5.0 kV WD: 9.63 mm MIRA3 TESCAN|  SEM HV: 5.0 kV WD: 3.92 mm | MIRA3 TESCAN
View field: 20.8 ym View field: 20.8 pm Det: In-Beam SE | 5pym

SEM MAG: 13.3 kx Silpakorn University SEM MAG: 10.00 kx BI: 4.00 Silpakorn University

AN 4.18 AN SEM WURI SN SWANANLUY cryo-fracture 1A&svene 10,000 Winueaned

Wosiuaus (a)50H50L wag (b)50H50L-2¢

B ¥ 2 »
L £ & - of: - = N -RAR N : /
SEM HV: 5.0 kV WD: 9.31 mm | MIRA3 TESCAN| SEM HV: 5.0 kV WD: 4.71 mm MIRA3 TESCAN

View field: 20.8 ym Det: SE View field: 20.8 pm Det: In-Beam SE
SEM MAG: 13.3 kx BI: 3.00 Silpakorn University SEM MAG: 10.00 kx BI: 4.00 Silpakorn University

‘I

AN 4.19 AN SEM WURITHNISUAARNWUY cryo-fracture N1A&3U818 10,000 iU Ined

wesiuaus (a)80H20L wag (b)8OH20L-2¢ fiinsazansionsa PLA sandielanaslsiny
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WIBNINTUININ SEM U89N0aLIaSUaUATIONSIEIY PHB:PLA WinfU 80:20 210N
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= =

7 4.19 laiinnsazaetan PLA aaniiiafNazldiiunisnseanesivag PLA Todaauuindsdu @

'
[

diiidlanediesnduasielaatil wudn PLA finsnseangdiliinesd din1ssaunguiu

994 PLA wansliiiuin lawedwesifvatluensazlitieusulsnnudiiuldveanediues

a o ]

Wauangnsauianntn iwsizeainufisemsudieawasiatuau vinliaunilnves

PHB #1 Tuseminanmsiwaus PLA Jainnseanasalalas

4.3.4 auURAMUNUNIUADNITANENvBINaAasuauantazlilin1sulaAnedILasN
duas1ziile

a aa A a a a a I3 saa 1 a a 4
wodlansendUafisn woduandnuedn wedluesivauniduazlifinisifulanediues

'
[

duasilaazgnyinnsfnyiantiinununuAenIsiganIua1nsgIu ASTM D638 Lag

FUIULYNUUIUAIETT compression molding wazlddnsnnishen 1 dafiunssouyl g

a1 A

azdlaflaannisnadeue A1 Tensile strength Young’s modulus wagAn elongation at

break FILLAAIANINING 4.20 WALAISNA 4.4 INNNANISNAADUNISAITAVDINDA lananTTn

v
6 o a0

sauaznoduanfnuedn Uuin wediessdeswinaz inasuaninuuuiusie lngagilean
elongation at break TnalAgaAUN 7.54 uag 7.85 % A1La1AU Lagilafa1sanyaAl Young’s

modulus Way tensile strength agnuIMNeaLaARNLETA AxAAIWIE@BS NINNTIINOALENTENT

Y
a =

Ta7se 89 2.8 i1 wazlunedesiuaunasiiulainiodns1diuved PLA aiuduazyinle

' [
a =

A1 Young’s modulus Tensile strength wagAn Elongation at break dA1iutu Inenod

WaslUAUAluLAaRs1dIURLIlA1 Young’s modulus TndiAeeiu PHB tHuins¥3n PHB i

a

AUNUATENIT PLA 310 YIliluseni1ean1suas PHB @1115005297887106 wiasiiay

N

ns1duNtesiniu waziioilunaliidn Tensile strength way Elongation at break lAn

1%
1%

finTudndne Iﬂaqm 20H80L 2gWu11dAN Tensile strength 1ag elongation at break G

—

gn lnadAfs 50.73 MPa uaz 11.81 % n1uaau esann1sll PLA Wuwlandnuazd
PHB 1Junanszanelee PHB azidunedmasiiiananladiedandedili PLA tAandnla

1NTUIITN LT uansasuLsa[11]
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90

80

o Neat PLA
eat PLA._

60 20H80L

'

|=—50H50L

50

40 H

30_' < 80H20L

Neat PHB

Tensile stress (MPa)

20 4

10 1

0 T T T T ' T T T T T T
0 2 4 6 8 10 12

Tensile strain (%)

AN 4.20 N5 stress-strain Va3 PHB PLA LazWoaLuesluaunonsIausmg 9

A157991 4.4 waneA1 Tensile Strength Young’s Modulus bae elongation at break ¥4

PHB PLA LazWoRllosluaunensIa@Iumg

Tensile Strength | Young’s Modulus Elongation at
ws (MPa) (MPa) break (%)
Neat PLA 83.07 +.4.90 1,573.28 + 47.22 7.85 + 1.52
Neat PHB 29.75 = 1.45 564.44 + 23.91 7.54 + 1.05
80H20L 3333 £ 3.21 640.03 + 61.06 7.71 + 0.59
50H50L 42.22 + 1.65 700.37 + 21.12 8.54 + 0.55
20H80L 50.73 + 1.17 720.50 + 7.46 11.81 + 1.34
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afiasauNanIsageunediuesiuauaninisfiulanediuesidunsnzila wui
WORLUDSWUAUAGNT 80H20L-2¢ Nin1siANlAneadAiuesaziAn tensile strength wagAn
Young’s modulus anas91ngns 80H20L Liiesa1naziiulainainain SEM e PLA fin1s

nsvednlifluuming PHB waznsndidmdnluanaanadninfididl complex viscosity

A a a

AN LazlileNATUIMBFLUBTLUANATIENT 50H50L-2 Wag 20H80L-2¢ Ixnudn LilaLhula
WoALLDSLHAT tensile strength wag elongation at break WuAu Lo nlANDAILB LA
aslutivasgrsuiulgmnudntulaseninmediuesaesviiniilaundu lngannam SEM 9y

'
1 !

Funauiiunsiafinsenitanadiunfnisgasnlddnisiy Feviliaunsafianisdaiiuwss
sennanaiulafnzu urazdan Young’s modulus anas Wumsiganuaseeladidlednising
lanediuesasiiazvinliainuninveaneditesivauniaianas 399131l%AT Young’s

a0 v
modulus IA1aNAINIY

60
1 20H80L-2¢ _
\ o
50 4
20H80L —— &
E -
é 40 \
b | 50H50L-2¢
_g 30 4 [
m -
()]
= 50 50H50L
c 80H20L
7] |
|_
10 80H20L-2¢
0 T T T T T T T T ' T T T T
0 2 q 6 8 10 12 14

Tensile strain (%)

ANN 4.21 N5 stress-strain YaanedlasiuaunnitazludnsiulaneduesNaunsIe
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A1319% 4.5 uansAn tensile strength Young’s modulus wag elongation at break voiwed

'
[

wasiwausniazluinisiiulanedwesndwasieiia

Tensile Strength Young’s Modulus | Elongation at break
ws (MPa) (MPa) (%)
80H20L 3333 + 3.21 640.03 + 61.06 7.71 + 0.59
50H50L 42.22 + 1.65 700.37 + 21.12 8.54 + 0.55
20H80L 50.73 + 1.17 720.50 + 7.46 11.81 + 1.34
80H20L-2c 32.40 + 1.86 549.78 + 25.70 8.67 +0.83
50H50L-2c 4549 + 1.19 675.03 + 38.09 10.31 + 0.63
20H80L-2c 59.72 + 3.76 648.50 + 25.80 12.84 + 1.86

4.3 N1SANEYANUAYDINBALUBSUAUATLNININDALansanTUaTisaLaznaawanRnNwaTaN

Tanssuaaiiviluasuiuugsanudiiulg

4.3.1 navasaNsIuanfiniifan torque Yasnadlansandiiafilsnnazwoaduanfiniadn

| = a = al a s (3 % = 1 a )
naussAnwinaveInIstina1ssuonNWlunedesiuaun 9xaasfnw1Ia13Leniv
wazvinvzdinananedimesunazvinet19lstae lnga1unsafnuiainal torque #3oA
w590nszrInamsHaunlaaneIoNaNuuTn TurasinedluasAnn1SnasuImal T3
WasULUaIUBIAT torque wdURUSAUAINNULA AB 1A torque WINTY WAAIINENTHE]
Auniafiudu Ingarumte ffinasasusasionssninainnisiujisenaiiintuly
s¥1i19nswan nnsnlunInd 4.22 aznuan ilevinrswaunedlensendiifilsaduiles
I o § v i ° Ay a A a a s s °
ponleaazyinlial torque AzanasinIlidn1sdn wazidsiinuSuiaudsseanlas azvin
A1 torque fiAanasundedu Feonavilumnsiyin PHB Wunediueininisaaiafinig

¥ [ 4 ¢ A Vo }% < a Y I .

Ausoulsdlaziloseanlandoldsuarusounaziianisuandilu free radical way
aunsaluifinuisensieluls lneufiserniintuasiianisdnaslaluanavesmefiuesuas

ASAANITIBUVINNNUTENINE18LTNBALUDS WAbUNSEIUBY PHB UUILLANNITEANEMAINIY

[ a

AuFeulaie waviiledieseanlanuinseiuiasiuinliinugisensdnanelgnuini u
MlvianunilnvasnediwesiaianaufedTunuauldeves Kolahchi, Ahmad[22] #ilavin

nswiuaseanlanyiin DCP Tu PHB wartlunnasvaudisesladwuin wieilnswiy DCP
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a

Tu PHB awyludiA1 complex viscosity #1n31 Neat PHB wazlunsainisifuiafiendunes
a ¢ A @V v A v o s ¢ = a A a

dnenlennia Joncryl aslualanauieaduiuileseonled Fellannguiainaisiiingin
nsaaeiives PHB lauA nalasialin uavledlnwes e1avzanunsainufiseniu Joncryl
wavinlinsaanefived PHB aunsainlauindsu dawalianunilaves PHB B4anad &
WANAI9AINIIUITBUDS Glenn Bousfield[23] iwuitilanisiin Joncryl T PHB agvinlu

~ a X = N A a aaa o
Aunilaves PHB Wiudu Waswntuluanaves PHB dvylansendfaansainujizendu
1 12 . Y o 8§ v, ° Y o @ . P |

nygnenlenves joncryl la il joncryl anunsavimidilidu chain extender 19 uagsioun
A a n‘l A a ! a a a da a [ 13
WeoRasanlunng 4.23 iefia1saiAn torque UasnedLanRnuedandn1siiuUaseanlys
9ENUIN AN torque wLNTUAIN Neat PLA wagidlaiiuuSunantesoonlonnazvinliands
WNAUBNAIY 188331 PLA @nansainlfAzeanisieauvanlauinniinisinaislaluiana

A a

270 free radical MANIINAITUANHIVORUDS0NLwA VLA AUV TAMANTY haziile

& aa

fINsINaTRINIAL Joncryl agnuiadiousunns Joncryl 11nTufiBarili fn torque fien
diududne 1iesn Joncryl aslinyBnonledfianninfniisentunylansendiivaisas
Tewoa PLA 1# vilanelslinanaiimnuenianniuussninnisdenlosssviaelelfunndy
demalirunilnIsilanintuse aziewSauiisudn torque vae Neat PHB way Neat
PLA 9g1iulddn Neat PLA 9gilA1annnin Neat PHB Uszainaudediin deanunsanannlain

PLA 9¢8mnuniinluseninen1suauinnnii PHB @a9win
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AW 4.24 n51M5E1319 complex viscosity LLﬁ%ﬂ’NNﬁIL%\‘iHWUE’N (a) PHB (b) PLA #ifin"3

WuansIweayinl (180 asrLwaldiyd)
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4.3.2 dutnsoslagvaswaduasiuaunuuiuaniiv
nsfnwanUAsesladazvinnisAnenlaeldiaies Dynamic mechanical analyzer
Tawly Parallel plate Tuluunnisnadsunisiuasuliasaud (Frequency sweep) Tugag
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FowAnu free radical wazasiiviuasenduluanavesnediwes yiliinnseuing
Fuszninaneldluana nsindeulmaessasldluanafifalientudwalinediuesiaiy

a

A o a X A a a o ¢ o P s < ]
RUANLNHVY LLagLNBWQqﬁquam@ﬂﬂqﬁmeﬂﬁmﬁﬂﬂ%uuaaawaﬂlsﬁﬂﬁﬁa JOﬂCFyL NYTNUIN



67
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§R51871U 50:50 Naved Joncryl Mo PHB 9813@INaRaA 1NN LAY IN0ALUBSLUANA LA
111n77 PLA udnavas Jonaryl fiflde PLA fasuiuldainnginssunisinavesnediues

wauaiasuluduuuy non-Newtonian fluid uagiiladinsifiausunea Joncryl agiulain

lugms 50H50L-2j 9zilA1 complex viscosity IZNTUIN 50H50L-1j Tnanizfinaud

'
| o

a = | aaa a X o g v
Weyuean 9 Fadumsedanisniviuia Joncryl Wndufienavzyily Joncryl a1unse

AnUAA3e1 U PLA waz PHB leannTu vdwmalimnuvilavesnedmesivauniiudule

1000

1 8oH20L-03p

80H20L-0.1p 80H20L

P
2 tfﬁ‘l:lz!hzl—'ﬁ\ l
] — L SR, et
s —Egy
B\ L v T v v Y ——VvV—v S
= 1004 80H20L-1j
8 ]
R } oo+ ¢+ o
S
pos
-
Q 80H20L-2j
£
o]

1 10 100

Angular frequency (rad/s)

AN 4.27 NTIMKANIANNFURUTTENI19AT complex viscosity WagAIUNLTNVBINDE

sl

LIBSIUAUATNONSIEIU PHB:PLA winiu 80:20 Nilkazlaifnsiiuansshaniiv

[y ]

WALINAINT 4.27 LEBNINTUINDRLUBSIUAUANDATIEIW PHB:PLA winfiu 80:20 2y

wuinlugns 80H20L HngAnssunisivawuuillawllen Aeawilen complex viscosity Aoutng
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asfidlefinsiasunUasmuiidey Tngagilen complex viscosity Uszanas 260 Pa-s uay
dlefinsiuesesnled azihlia complex viscosity fiAnanatdniios w1z wWes
oonledazfnmssinanslduas PHB vl miinTuanaanasuazaumiindsanasiuie way
naannIsiudaffenduueadnenlennie Joncryl wuin 80H20L-1j agdiA1 complex
viscosity anasraudIauinuay lugns 80H20L-2] fidnsifiausune Joncryl Fufidevinliian
complex viscosity Bsflnanasnndulun oaasdianmnunainaisuissdafiiinainnis

da1ufavad PHB wu nialaslalinuazledlnues awisainujizedu Joncryl wdavinli

YL AUNTEANFIVDY PHB w1lUdn dewalvininunilaves PHB 83anag

4.3.3 AUUANIIAINNIDUVRINDALUDSIUAUAKUUS WBATINGEI19 PHB way PLA

a

1nNaN1INAA@eY DSC Tugae -10 °C f1 180 °C lnglddnsnisiiiunazangung

Y

WINAU 5 89ALYaEdADUITl WU NORS1d7UW PHB:PLA winiiu 20:80 Wadn1swiuasswan

= a s I3 o § v wa 1Y) i A v Y] a1 a 1
nviineseanles sevinliaadivisnusaueag g dailndlAeivgasnldiinisdalidn

¥ [l
= I

gy T Tec WAE Ty, YALIY fwﬁmi‘di’mgﬁﬂ crystallization temperature (T.) LAATUN
104.4 wag 94.8 °C lugns 20H80L-0.1p Uaz 20H80L-0.3p AN 16U wazdanudnuSuiu

= o A Aa X g v oA v v & s s a aaa o
HENYDY PLA fallAniinaiuidntasdnnqy wansliiiiuindesoanlanensasiinufiizennisdn
aelaluanaved PLA NI PLA anansaiinnanladnedu wastilainnsiiuanssueniinyiln

Y a1

aRflsituneasnenlenvse Joncryl wudiluans 20H80L-1j kag 20H80L-2) e ilAnau|

)

' [
IS a =

nsmufeuvesedmeshivasultauilewiouiugns 20H80L sniua T, fazdaudiady
970 100.7 °C 10U 106.0 Lay 107.7 °C Aud iy Gedn T Aiiuduuansliidiudnisindes
Fraewaninenduluduneunisliiaiugou deenaidunaunainnisi Joncryl azannsa
AnUfsedu PLA vinlwaneleluananes PLA sy Sufamsdnissiaudundnldeniu

[19] F9@0AAa8INU USUNUNANTIaNaIaIN 3.7 % Widawiad 0.8 kay 0.3 Aua1nu
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20H80L-2j (@) (b)

20018012

201180L-1] i ! i
! 1
4

201807 -1

201180L-0.3p

20HS0L-03p

_—__/——-/—‘——_—

20H80L-0.1p

20HS0L0.1p

20H80L

20H80L

T T — T T T T T T T  E— T
0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180

Temperature (°C) Temperature ("C)

'
faa v [}

AWl 4.28 DSC thermogram asnedliasiuausfidansidiu PHB:PLA wihiu 20:80 (a)

second heating (b) cooling

i i (a) | ' b
: i ' SOHSOL-2j JL (b)
5011501.-2j . [ ! .
: i :
SOH50L-1j : ' S0H50L-1j J:\
5011501.-0.3p ! i : S0H50L-0.3p J.\
50H50L-0.1p
501150L-0.1p :
i
SOHS0L : :
' ] SOHS0L !
H H ' !
i : 1 ;
T T T T T T T T T T T T T T T S T T T T T T T T

—T— — 7T
0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180

Temperature (°C) Temperature (°C)

'
faa o 1

AT 4.29 DSC thermogram Yaenediuasiuauafiiensdn PHB:PLA wirfu 50:50 (a)

second heating (b) cooling

WBRNTUINANITNAADU DSC UDINDADTUAUATNONSIEIU PHB:PLA %1AU 50:50

wuin defimsiiuesesnlussilinedmesivausgns 50H50L-0.1p uaz 50H50L-0.3p 2w

=Y

flantfneanuiouremedwesiasuwlaniisndniios wazganiiasunlaunniignfe

AMIANTUYBIAN T hazUSunananuas PLA fiagiiAnanasann 28.7 % \Uu 15.6 uay 16.5%
o w = [ ! s s a a aaa 4 = o 4

mua1eu Feenalumsigineseenleamfuasivaunsaiinufisenaeuvine deinlins

z:l' | a ¢ oy £ a v & % = oVvy 4 z:l'
Lﬂa@uvLM'JGUENa']EJI‘UINLaqa‘waaLN@?V]’]VLG\IEJ'WﬂGUUﬂrﬁLiﬁNfﬂ'JL‘Uu&laﬂf\]ﬂmq‘l@lﬂqﬂ?Ju LLAZLH®
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WNTUINAVDINITFY Joncryl Nildeaudinisanuieuvesmediuesivaunans 50H50L-1)
wag 50H50L-2) aziulaan audRniemnuseuvesnedwasinsdsunlasdulfeiiunns
Wulaseanlen Ao In1siiuTuvesa T, wazinisanaswealsununanved PLA feonaudu
W31z Jonaryl @snsaaziinujiseihlvdmdnluanavemediwesiiadu Fauinn1siine
NangluvarnsiANSoulae NIy [19]
LazLlENAITUINANITNAZBY DSC Y09NDRLUB5UAUATNIONS @94 PHB:PLA winiu
80:20 9ziulainlugns 80H20L-0.1p way 80H20L-0.3p audfivnnuseuvenediuess
cs' ~ & v a A = & o X
nsilasulUadiewaniosy IngasduSUNuNanane PLA way PHB lNIuUsyann 10%
I3 1 4 3 a aaa % I A o 14 a
a1adumsnzindeseanledaziinuinseantsdnaisldluianauasnisiousinsinlined
wasyeaesriaianudniulduiniy PHB Mianantadiedeanunsawmilentinli PLA axaEn

auldng wasillegraveanisifiu Joncryl AliviliaudAnisainuiouveanediuesiuaud

Wasuuvadly

& F | (b)
SOH20L-2j ’ ! 80H20L-2j !
H 1 1
1 |
80H20L-1j : : H
i | 80H20L-1j !
1 1 H
80H20L-0.3p T ! 80H20L-0.3p '
L =
; : 8011201.-0.1p /': \
S011201.-0.1p T ' '
i /
: i 80H20L J\
SOH20L W ;
i Z i
T T T T T T T T T T T T T T T T T T T T T T T T T T T T T T T T T T

0 20 40 60 80 100 120 140 160 180 0 20 40 60 80 100 120 140 160 180

Temperature ('C) Temperature (°C)

'
faa o [}

AT 4.30 DSC thermogram Yaswediuesiuaudifisnsndn PHB:PLA wirfu 80:20 (a)

second heating (b) cooling
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Thermal properties (°C) Hee Hm %X,
2k Tt Tmo Tm
Te | Tepa | Tepms T | PLA | PLA | PHB | PLA | PHB
PLA PLA PHB
20H80L | 57.4 - - 1409 | 150.3 | 173.6 | 100.7 | 189 | 21.7 | 9.6 | 3.7 | 32.7
20H80L-
57.3 - 104.4 | 1409 | 1499 | 1744 | 1023 | 173|204 | 93 | 4.1 | 318
0.1p
20H80L-
57.1 715 94.8 | 140311493 | 1678 | 97.6 | 123 | 196|791 | 9.7 | 27.0
0.3p
20H80L-1j | 57.9 - L 142.6 | 149.5 | 167.3 | 106.0 | 185 | 19.1| 6.0 | 0.8 | 204
20H80L-2j | 57.8 - - 1434 |.149.7| 167.9 |107.7 | 195|197 | 6.2 | 0.3 | 21.2
50H50L | 46.6 | 87.3 | 125.0 | 148.1 7 169.2 | 851 | 52 | 185 |39.0|28.7 | 53.2
50H50L-
469 | 855 | 1248 | 14738 - 1691 | 87.1 | 57 | 129 |34.0| 156 | 46.4
0.1p
50H50L-
473 | 834 | 1235 | 147.1 - 168.3] 88.6 | 6.8 | 145|359 |165|49.0
0.3p
50H50L-1j | 48.1 | 85.7 | 1233 | 1474 > 168.1 | 927 | 7.8 | 158 | 37.1 | 17.2 | 50.6
50H50L-2j | 47.5 3 122.5 |-147.0 - 166.5 | 920 | 80 | 131|36.2|11.0|494
80H20L - 88.9 | 1230 | 148.0 - 168.6 - - 75 1489 405|417
80H20L-
- 87.4 | 1240 | 1454 = 166.7 - - 10.4 | 59.4 | 55.7 | 50.6
0.1p
80H20L-
- 82.4 | 1235 | 144.1 - 165.8 - - 9.6 | 60.8 515|518
0.3p
80H20L-1j - 85.0 | 1226 | 1449 - 165.6 - - 9.5 | 58.7 | 51.0 | 50.0
163.9,
80H20L-2j - 83.1 122.8 | 144.1 - - - 75 1606|404 |51.7
169.8
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4.3.4 anEAENINEUFIVINGIVONBRLNBSIUAUALUUTLBATIN

nsAnuIEn v dug1uine1vesfiuianasuaniinuuy cryofracture Tngay
MnsAnwmemaila Field Emission Scanning Electron Microscope (FE-SEM)

9INAINT 4.31 TUAAIAIN SEM T0In0Amesiuaussnsidiu PHB:PLA 1y
80:20 fifinsiuuazldiinispuansiueaiiv wul1 sxdunamiunisnszatefiveunazing
Aoudaenn Mlildtnsihduanuluazaisonla PLA sendeudaslanaslsimu vilile
AW SEM fanwd 4.32 Faaifiunnsnszanesnues PLA daausnndeiy uavanunseinsee

[

naladdleinisi@udeseanleaidnsidau 0.1 phr (A9l 4.32 (b)) Az lianwaiznIs

nsznefveanszedndliiingasitlddinaiiunn uiia PLA asdinundilvgty
wizieseenledannsninuiseinisienvinléddu PLA vilviauvilnues PLA
dntunarlurusdriueiaenlediviilinuniinues PHB anawiunsinaelslinana
IHauiu Feildvuaiaves PLA Sadindy uaziilemiuUiinavesesoonled it il
anunilnvesmediuesisaeiinbuiafuiniy dwalidnvazduguuandseenllng
wa PLA %ﬁsummlmﬁu LARINPLMTNYe I I AT LA NN UL AT URAYNATBINS
i Joncryl Ienauliisatesesnles (ies91n Joncryt ngdnenladlulassaiiadiuiu
wnfsansaiiaUfitentungleasendiiumeaslslnanares PLA Sevilsiminluana
Wity mnmiledaiutuses wiluvasiivatu Joncryl il PHB flinnuviinanas dua
Tiansyarefoumiintu Kunand 4.32 (d) waglunmil 432 () sgiuldindloiiuusina
Joncryl 270 118w 2 phr aghlvdnuaydugnivdsuld dadumszanumiadisstuun

YUVDINDALUDIVIEBITTA
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& X % .

SEM HV: 5.0 kV WD: 8.15 mm
View field: 41.5 pm Det: SE
SEM MAG: 6.67 kx BI: 2.50

(h). =

. o o
SEM HV: 5.0 kV WD: 9.1 mm | MIRA3 TESCAN  SEM HV: 5.0 kV WD: 8.61 mm MIRA3 TESCAN

View field: 41.5 pm Det: SE 10 ym View field: 41.5 pm Det: SE 10 pm
SEM MAG: 6.67 kx BI: 2.50 Silpakorn Univel SEM MAG: 6.67 kx ilpakorn University

RS e T

SEM HV: 5.0 kV WD: 8.86 mm | MIRA3 TESCAN SEM HV: &5.1

View field: 41.5 pm Det: SE 10 pm View field: 41.5 pm Det: SE 10 ym
SEM MAG: 6.67 kx BIl: 2.50 Silpakorn University SEM MAG: 6.67 kx Bl: 2.50 Silpakern University

AN 4.31 A SEM WURINANISUAATALUY cryo-fracture 1nM830818 5,000 NUDINDH

WesLUaUA (a)80H20L, (b)80H20L-0.1p, ()80H20L-0.3p, (d)8OH20L-1j wag (e)80H20L-2]



SEM HV: 5.0 kV
View fiel 5 um
SEM MAG: 6.66 kx

A

(s

‘\‘.\

-
SEM HV: 5.0 kV
View field: 41.6 pm
SEM MAG: 6.66 kx

SEM HV: 5.0 kV
View fiel 5 pm
SEM MAG: 6.67 kx

L TR
WD: 9.30 mm MIRA3 TESCAN
Det: SE

3.00 Silpakorn University

WD: 10.29 mm | [ MIRA3 TESCAN  SEM HV: 5.0 kV
Det: SE View field: 41.5 pm
Silpakorn University SEM MAG: 6.67 kx

' $ 0

-

A W L
WD: 9.99 mm | MIRA3 TESCAN SEM HV: 5.0 kV
Det: SE View field: 41.5 um
BI: 3.00 Silpakorn University SEM MAG: 6.67 kx

75

WD: 9.17 mm MIRA3 TESCAN|
Det: SE
BI: 3.00 Silpakorn University

WD: 10.25 mm MIRA3 TESCAN
Det: SE
BI: 3.00 Silpakorn University

AN 4.32 AW SEM WURITTNSUAARNLUY cryo-fracture NA&9U818 5,000 WiNU0IWea

Wesluaun (a)80H20L, (b)80H20L-0.1p, (C)80H20L-0.3p, (d)80H20L-1j waz (€)80H20L-2)

Piinnsazatuewa PLA eanmglamaslsiinu
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SEM HV: 5.0 kV‘ WD: 11.27 mm | MIRA3 TESCAN
View field: 41.5 pm Det: SE
SEM MAG: 6.67 kx BI: 2.50 Silpakorn University

3 A o - PR i ey

o

SEM HV: 5.0 kV WD: 8.91 mm | MIRA3 TESCAN  SEM HV: 5.0 kV WD: 16.35 mm
View field: 41.5 ym Det: SE View field: 41.5 ym Det: SE
SEM MAG: 6.67 kx Bl: 2.50 Silpakorn University SEM MAG: 6.67 kx BI: 1.50
. A r

(d)

g WAy e : i R s A
SEM HV: 5.0 kV WD: 9.04 mm MIRA3 TESCAN  SEM HV: 5.0 kV WD: 8.81 mm
View field: 41.5 ym Det: SE View field: 41.5 pm Det: SE
SEM MAG: 6.67 kx BI: 2.50 Silpakorn University SEM MAG: 6.67 kx Bl: 2.50 Silpakorn University

AN 4.33 AW SEM WURINTNISUAARNLUU cryo-fracture NIA890818 5,000 WiNUDIND3

wesiuaus (a)50H50L, (b)50H50L-0.1p, (€)50H50L-0.3p, (d)50H50L-1j Uag (e)50H50L-2]



SEM HV: 5.0 kV
View field: 20.8 ym
SEM MAG: 13.3 kx

SEM HV: 5.0 kV
View field: 20.8 ym
SEM MAG: 13.3 kx

SEM HV: 5.0 kV
View field: 20.8 ym
SEM MAG: 13.3 kx

WD: 9.86 mm
Det: SE
BI: 3.00

S

WD: 10.73 mm
Det: SE
BI: 3.00

WD: 10.50 mm
Det: SE
BI: 3.00

b )
>

MIRA3 TESCAN

5 pm
Silpakorn University

!

5um

MIRA3 TESCAN

Silpakorn University

|

5um

MIRA3 TESCAN

Silpakorn University

SEM HV: 5.0 kV
View field: 20.8 ym
SEM MAG: 13.3 kx

SEM HV: 5.0 kV
View field: 20.8 ym
SEM MAG: 13.3 kx

7

-

WD: 10.13 mm MIRA3 TESCAN|
Det: SE

BI: 3.00 Silpakorn University

WD: 9.83 mm
Det: SE
BI: 3.00

Livvelioi]

5pm

MIRA3 TESCAN

Silpakorn University

AT 4.34 2 W SEM WURINENISUANANLUY cryo-fracture Minasueny 10,000 WnUesned

LWOsLUAUA (a)20H80L, (b)20H80L-0.1p, (c)20H80L-0.3p, (d)20H80L-1j wag (e)20H80L-2]
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NN 4.33 LWAAININ SEM UBIN0RUBDSLUAUADATIEIW PHB:PLA VAU

50:50 Nin1stAukaglafinisinassuendivl wudn lugns 50H50L-0.1p NN 15iAueS

[

panled (NN 4.33 (b)) aziidnwuzn1snszanedinuasutvatlilneasdvuiananidnas

v

ynnleeuiuNansluinisiy (50H50L) wagdanutaaingseninanatosad wainsdn

Y

'
U =

ANy Jedumsizindeseanledaunsaribiiinuizenisdeusans waznisiala

3)

¥
aaa oA

wodwesszuinunald waznsiiuusuadesesnlydnazyinliufizemailifinlauniy
=

Jsdenaliflugns 50H50L-0.3p finvsdadnszvinamadinindu ((md 4.33 () uaziile

f915un158Y Joncryl agiiuladn luaImd 4.33 (d uaz e) NuannIn SEM 183gns

[
Y = =

50H50L-1j way 50H50L-2) agnuinaveswadiuesaasviiniinisnszatemlandunaziinisdn
Anfuszrnananniulnsznuresinessnitaadeninn uaviloiuy3unn Joncryl fBis
¥l¥nnsdadnszuinadiniustinuasfuiofoaiu Lﬁadmﬂwyjawaﬂl%ﬁﬁuaa Joncryl
awnsaiinUfAsendunylensendfivansaneldves PLA kazenaazanunsaviufasendu
wylansendiiansansldnes PHB IE Foinlithounrudniulfuemediuesansiniild
NN 4.30 UARsnIN SEM BasneRiuesivaudsnindiu PHB:PLA ity 20:80
Afnsiduuarlifinsifuansinendiv wuidlednisiiuasoenlus azvinliigns 20H8O0L-
0.1p fmsnszaneiveunansyaneidy PHB Wuldldaty wansvareivunanawuariing
Snfnfuseuitaaituduandluning 434 () sasidlerfiuiuandesonladandiuli
Tugns 20H80L-03p InsBnAnseninuasiniu lnsdanaannmsfiddesinessvitaades
10 9 (Fanndl 434 () flesanwaseenladideinnisuandaniaaufousgldidy free
radical fiannsavinujizeaduarelanedwasld Tngervaziinnisdnansle nsiensng
uarmsiinnslanedimesiuld wagnsiilesesnlasuntudesiliannsaiinuiasen
waBldunt e seundlensidu Joncryl flgyililugns 20H80L-1j aziivuinveula
NszapanaavtosIeTEnaNaftosantuiy (Fannil 4.34 (d)) wanein Joncryl fdau

aa

PreUFuuTanudiuldvesnediuasivaudld lne Joncryl Niinyddnenlanazaiuisa

Nauisedunylansendnuavaneleluanavesnedieawmasla anunsavilvdlanediues

WAndunsesnanals Jee1azdudivirsiunsinfnseuninunavenedesaossinille
a a < ° vy a aaa o L = YA Y

waznsLiiuysI Jonaryl Aagvilviinisiinufisenwanilaundu Jamuladninisdiiu

o -

lonunnTuvesnediuesansriadiening 4.34 (e) 1WuiAgiuauidevasnn WORALAK
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Y Y

CHERYKHUNTHOD [24] #isinsldileseenlemuazdanfaidunsasnenlesiduanssuenii

[

Tunsiuauanadnaninwadn (PLA) warwedtinaudadius (PBS) Inunanltanuii tiaiinng
a =l a 1 a <@ o v a 6 gj = v ‘Y] v 49{
Wua1sswaainusazyinacly Aagvinlvanwedmesnasadinunnulauindy wa
~ I a o a o | X A P PR a
NS¥A8RVUIALENALALINISIARANUSEMINANENINTY LD991NE1TIEATINTY @09 udnay
228y 1AAANTINLANDADFVUTEIINUNE FIFDAAABINUIIUITEATIL LBIINNORLUBST
= I3 a I3 a [ = [} aaa 1 <@ a F 7] = [
Anvidunedwesuszinvmedioamasmiouiuuisens q Nazaiunsaialamguiediy
A& A o A a ¢ a X a a | e vy ° a & & al
wazsiiatdunistuduinilanedwesiinduasauseli J9ladnisuiinedwasiuauni
895789 PHB:PLA wi1fiu 20:80 gnseina 9 luvihnsmageu Molau Tnenisihluazanglule
AADLSIMU WS1zaLNs0azads PLA 1e weldanunsoazane PHB e dwwansasaluidniuay
AANIShe NN d@nsonenauluaI5aLat8TL Waso1dlAnealastinlTu agnuInazians
a £ ° ¥ a ' =1 al o 2 vy 1Y) ¥
WUILaReinTY vl savanelnuyuinnTY Wevinisazateiiall 48 4alus azlananis
NABDITINING 4.35 2z1ulad7 Tunan (a) azdunedmesivaunnluiinsifuanssuaninla
9 (20H80L) FeagifiunIshenduuYea1TaraANeE1 AL IAEAMUUUILYURATATUAINL
WuansazaneNasuiigla 1199971nAun UL LU aeaalsTmuNuInniwe A a syl
' a & w & a ¢ A Sa Y vy A o~
penauliANaIN kasNISNLENTUNUMNS Iz Nedesaasratiinnudiulates wazwiedl
a & & o £ A va | = @ Y w 'Y}
nsuesoanlannagiilvasasaneNladauguannduuasliviun1suenguiy fanam

(b) haz (©) KAMII19199LTANITNALANDALUDITEITINOALUDTIIEDIVU LTULREINUNTLAY

Joncryl vilansavaiebadauguuniuwissgutiosninidueseanles fsnin (d)

¥
=< 4

1 o Ya a & a 1 [ L3 <
way (e) wanean Joncryl ®133gvluillanedmesinadutssniueseonlene1aasidu

aaa

mszinUeseanlenazainasaiaufise i free radical Fsaziluufizengnly 390199

Y

a [ a v 1 a a aaa 1 1 & v
annsaiadulanedwesldleaznit Joncryl MwinUise s ungilendu
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Al 4.35 nanisveadey Molau test YOINDTUBTLUAUAGATHENS 9 (a) 20H8OL, (b)20H8OL-

0.1p, (c) 20H80L-0.3p, (d) 20H80L-1j itay (e) 20H80L-2]

4.3.5 gUURAMNUNUNIUABNITAENVDINDALUDSUAUA
= va ! = A a s ¢ v = .
ANSANEIANTRAAIIUNUNIUADNITAIEAUDINORIUDSLUAUAAIBLATDY universal
. . = & g v Ao I Y] ¢
testing machine M1UNMTFIU ASTM D638 FaBusuilinageuasianuvazilusuauiuadd
1m1817103 (Gauge length) 17 dadluns laguzun18is compression molding lunns
noaevazldnuiilunisfstuaui 1 fadwnsseund lngnsnadeuazuaningAnssuves
a ¢ A Yo PR | A v 9% ' s
wodlesilalasunishEn waga1nlaarnnisnageuazlsenouliaiy A1 Young’s modulus

Tensile strength WagA1 Elongation at break
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60 20H80L-2j ——
.. 50 =
&
= 20H80L-0.1
= 40 -
0 20H80L-1]
0 i 20H80L
2 304
[ 1
£ 20-
,2 | 20H80L-0.3p
10 4
o .. . . @ @

Tensile strain (%)

s

AN 4.36 NI stress-strain VDINDFBIIVAUATNENTIAIU PHB:PLA 1wl 20:80 g3
$I9 9

! P a a a = a 1 sl o 1

AONLLENATUINAVRINI TENAITIHOATN TngnodmesiuauaNonsIdIu PHB:PLA
Wiy 20:80 Agwud LlelinaswuiUaseanlenfiensidu 0.1 phr agvilvigns 20H80L-0.1p
A1 Young’s modulus Tensile strength wagA1 Elongation at break da1iinau Tnaiia
917 720.50 MPa 41 795.94 MPa, 50.73 MPa 1w 53.91 MPa waz 11.81% 1Ju 12.07%

o w = s 3 a aaa P 1

AuaRy Wesanwaseenlunaiunsaiinu]izeInsiouviIeseninunauas PLA was
PHB lauazvenadilanediwesiinduld nsdafniussninavadsinnndu vinlinnsdaiunss
semaiwilafuniu wazllodwnusunandeseenleslu 0.3 phr azwuiilugns 20H80L-
0.3p {1 Tensile strength LinTuTY 56.6 MPa sz nUSunueseenlonifiuauagyin
TAnUfAseNsweNrILaznIsinlanedwasuTMse i ana ity dwalinisia
ARTEUINUNANLTU ATEINIULTITZIINAUIWI AR taztilelnisiRuiiafflenduiead
wonlyanse Joncryl WuINgns 20H80L-1j 2xdiA1 Young’s modulus Tensile strength way
A1 Elongation at break #ANNXTUINGATNLUTNITHY 2.9% 17.4% war 19.6% Aua1AU
= a aaa val o | v a = X 2 o9 w
99910 Joncryl @unsainuisenlafnu PLA 91eli PLA fadunilauinau 39vihlv PHB
Mumanszaeaunsanszaefifty uazawsainuinzedu PHB lase vinliinnis

[

gnfnsennang@launniu n1sanemisssennang@Inialandu tazilaiinusunn Joncryl
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[

gnUd aulAlganavesgns 20H80L-2) azdimlndiAeaiuans 20H80L-2) wanlviiiuan
Usuiew Joncryl anganluneadiuesivaunszning PHB uwag PLA 18n31d7u 20:80 1ne

imtin @9 1 phr

A51971 4.7 waneA Tensile Strength Young’s Modulus 1ag elongation at break ¥8Inaa

WIBSIUAUANONSIAIY PHB:PLA WinAu 20:80 Ailkaz luiinsiuansswaniin

Tensile Strength | Young’s Modulus Elongation at
L2k
? (MPa) (MPa) break (%)
20H80L 50.73 £ 1.17 720.50 + 7.46 11.81 +£1.34
20H80L-0.1p 5391 +4.10 795.94 + 34.79 12.07 £ 0.41
20H80L-0.3p 56.60 +2.51 752.25 + 26.80 1155+ 1.43
20H80L-1j 59.53 + 0.89 741.26 + 31.14 14.13 + 2.34
20H80L-2j 59.50 £ 1.56 745.98 + 1991 14.49 + 3.20
50
50H50L-1j
50H50L-0.1p
40
- S0H50L-2 50H50L-0.3p
[
S 30 SOHS0L
A
o
£ 201
)
‘@
CICJ 10
K -
0 T T T T T T T T T T T T
0 2 1q 6 8 10 12

Tensile strain (%)

AT 4.37 N5 stress-strain WOAWBSIUAUANENTIAIU PHB:PLA infiu 50:50 gnseing ¢
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donilofiansanfisnsain PHBPLA wirfu 50:50 azuiulédn nsiuesoanlesd
fi$m3dau 0.1 phr 9gyligns 50H50L-0.1p {A1 Young’s modulus Tensile strength uae
/1 Elongation at break fanfiuduidniios fio 1.1% 7.5% uaz 4.6% nuady usiiilodnng
WinUSunaneseenlesidu 0.3 phr agiula31A1 Young’s modulus Tensile strength uag
A1 Elongation at break fefintusgnsdaiau Tnewfintuaingns 50H50L 3.6% 14.6% uay

[

35.5% sy esnieseenlasannsafinufiseldtuneduwesiaeuiin vinlvidae
Usuusaudnduldsenitmediuefiuauduasiinmsfnfnszrianafeldfty fiidune
I¥a1nma SEM Sedenaliiiantfdenaiintu wazidlofinnsawavesmsiiutanilsiduuead
wenlodnde Joncryl 1ua15Iueniin aziuldinfigns 50H50L-1j azvinl%An Young’s
modulus Tensile strength azAn Elongation at break ﬁﬁ%ﬁm%u%mgmﬁlﬁﬁmnﬁu
5.2% 15.0% way 21.5% muadiu widleifiuuSuias Joncryl WUINGAT 50H50L-2) FwilAn
Mg 9 Lﬁu%m’mqm 50H50L-1] LiigaiEnoaminiu viilfifiuiansifiausina Joncryl 9l
AoyAINARDANUALTNALINLIN

AN91971 4.8 uaneA Tensile Strength Youne’s Modulus ae elongation at break vained

s o 1

LWIBSIUAUATNENSEIU PHB:PLA 1%11U-50:50 ATlkas liiln1siuansskaniin

Tensile Strength | Young’s Modulus Elongation at
o (MPa) (MPa) break (%)
50H50L 42.22 + 1.65 700.37 £21.12 8.54 + 0.55
50H50L-0.1p 4539 + 2.72 707.79 +33.85 893 +0.72
50H50L-0.3p 48.39 + 0.97 725.27 + 16.88 11.57 + 1.46
50H50L-1j 48.54 + 1.32 736.74 + 28.21 10.38 + 1.44
50H50L-2j 49.69 + 1.83 749.14 + 23.63 10.64 + 0.76
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40
80HZ0L-1;
1 80H20L-2)__ o
=~ 30 - H
a 80H20H-0.3p
= ]
%)
¢ 20
s | 80H20L-0.1p
wv
9 ]
é 80H20L
i 10
0 T T T T T T T T T
0 2 q 6 8 10

Tensile strain (%)

AN 4.38 N3 stress-strain YOINORLBTIUAUATIONS 1IN PHB:PLA = 80:20 @n3si1e 9

AoNileNINTUINAVRINISANANTTUBATIVIIENUTY gns 8OH20L-0.1p Fevinlvien
Young’s modulus Tensile strength LagA1 Elongation at break fin1siUasuLlaine
2 v = = ' & fa a v o Aaa ) |
wntles Feonvsilumsvinveioanlganidivaciua1nsvitvinu]iseinsdnanglgluana
NOAUDTUINAINNILLAANISEFOUVINNTEIIN PHB way PLA wagklainlsunamlasannlan

910 0.1 1u 0.3 phr wurlugns 80H20L-0.3p Arna< dinsivdsunvaadnifesiduiu

¢ =~ a1 )

wandbiiiuineseonlenaseslilavuinnaisitisysul mudiduldvemediues
wausiishdntl SutmAsiumsuiaiiisiduueadweonlasvie Joncryl Anuinlugns
80H20L-1j az80H20L-2j AzilanUAlgsnanIfng 9 ﬁiﬂﬁlﬁmﬁuqmﬁhjﬁms@m gLy
iensdutinsiuasiueadiiaosyinerlidwareauifiBinavemediesiuaus 3
liaenmdosiuauidaves Weifu Dong [14] ¥ siuaus PHB fu PLA 7i§nsndau 70:30
Tnetminuaziinisldlaaafaessenles (OCP) uasiuendiv wuin dlewiu DCP 0.5%

9z9iliien tensile strencth WinTuan 5 MPa
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ANSNT 4.9 uARdA Tensile Strength Young’s Modulus wag elongation at break ¥84naa

WIBSIUAUATNONSIEIU PHB:PLA winAu 80:20 Ailkaz luiinsiuansswaniin

Tensile Strength | Young’s Modulus Elongation at
we (MPa) (MPa) break (%)
80H20L 3333 + 3.21 640.03 + 61.06 7.71 £ 0.59
80H20L-0.1p 3277 £ 1.97 585.30 + 89.83 8.46 + 2.15
80H20L-0.3p 3295 + 2.61 651.32 + 26.42 712+ 1.21
80H20L-1j 35.42 + 1.72 607.21 + 43.00 8.28 + 1.18
80H20L-2j 34.52 + 1.30 655.07 + 29.83 7.04 + 0.84

4.4 N1SNAFBUNISERYFANENINVINTNIUUINSLAI1aDY

Tun1s@nwiAnuanunsaluniIs8s8aa18n19g 10 Nl udINEa 3eIn1sAny ludn

fala a

o S o A o A a A
neladunsgininsiunseniiuinneme ey lunisneaaeuiydunided wagly
nsnAaeUITAIVANgIUATegluYIe 25 G930 Beraadiss Tuudazgnsazldguaugns
5 U wazazyin1sianalaen1sinBuuingaiminluyn o ullafwesdlan wagiinis

Naaau SEM Waneaeuludnssasnil

NN 4.39 3 PunINLan NN ANEWBITUIUEATA 9 LHTBRIUATT

' S ’o’ I [y | 1 (Y :
NAgeUN1TRBaalenITIN Wlndngeunan 225 T agnuintugag 30 AULINTUNUYIN

v 14 '
) v A

FuazdUNNINNAUT19AIN TUNNSARUNMTNTNanaazyinlaeunudnIuauly 30 JUksnun

1% '
o o v

wde udrhlavdudmdngunuluiunde wasihdmdniianams 5 duluusazgnsuim

Anadednd vilildaruindnfanadluudazgns Jeaziiuladdn Fuau Neat PLA uag

be

20H80L 92U MUNABUAITINADANISNAABY handintussaziiakall PLA delifinnisdey
=~ o a v a | a H vy
AANYNTINN LTp9NAEUNALAD PLA aziinni1sgasaaen1esdinnluiivealatasuin
WALABILYIA I UNITNAABUNUINLINATIIL bAIINATIN SEM 38 WURIVDITUIUTNITHAN
AntesfenIni 4.40() B1919988UfATe1 Hydrolysis 1inTuiiiasanduiugnudedluin

P24 WarluTuu 20H80L AxiiUSunal PLA 84 80 % vinlmnnni1sgasaanslaennuuny e
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NN SEM (0191 4.40(e)) agnuin Funuaziidnuwazilugngu Jenalinnsmelvesna

PHB 11199370 PHB Wunadiwesnaiunsagesaalan1sdinmlunziale

WoNa1sa¥uaulugnsduagnudn Neat PHB, 80H20L, 80H20L-0.3p U@
80H20L-1j azisuiluminianasilontull 30 Julazasiiuminanauioy ¢ Weoaiwiuld

(%
| a

druduany 50H50L avisuilminanasedradiuladadioniuly 100 Su wazidlofiansan
vuinfianasagnuin Sus1u Neat PHB %ﬁﬁmﬁnamaamnﬁq@ $9989U71A8 80H20L,
80H20L-0.3p, 80H20L-1j wag 50H50L auasu wansliifiuinsleusuna PHB Wiinauagyih
T unuinnisdosaanslduiniy uaglunsdlvesdusu 80H20L-1j axilnsanaswesimiin

1Upun31 80H20L-0.3p 01392 UNIAIINTERAN Joneryl ¥2uvlRTuIuaILITaNuUAenIs

aangslanninnisiiuiuaseanlan WeaTno1avinlinIsEnRnsEnINuNaURINe AL 9ED
YRR LIATU

'
a1

AONNLONAITUINANTINAFEU SEM F0WUNUNHIUNITNAGDUNILGD 180 T 21N
AT 4.40 LNUTN USDURIYRITUNMY Neat PHB dgildnuaizajvse dvquauinlvagiinu

A a a a s ° o q' 44' °
LWACALNULUANLIYUILIUNIVDIYUINUIIUIUUINOIAINYN 4.41 LN@UWI‘UW@I@@U

a

metagenomics sequencing Wu31 Tuuansealeiunalgyiin lngyidannuuinianae

Desulfofustis glycolicus Waz3584a3i1me Desulfotignum toluenicum FaduuwuafiSennu
Tunznaufuwaznsensia wansliiiulin PHB tRansdasaatanadinnlutinzials way

slefiansantueiu 80H20L, 80H20L-0.3p ua¥ 80H20L-1j (Wil 4.60(c, f uaz o)) Aznundl

Aa

anvarduguimiloutufe wsdnmsmeldveand PHB wazazmdawios PLA Nlldnwauzdu

1Y

nsinandwInnifivuialugie 1 895 luasou waznueunandidnwvazdunduuisuzuy

aguuiIuIume lnernituissilueyniaviadffiegluisdu PHB uazdlefiansanan

Y
v v
] a a =

SEM 4893u91U 50H50L (m‘wﬁ 4.40(d)) azulaI1an UL NURIYDIT UL N1THe Y

v a

2999@ PHB waruananidadin snuwuATIs g wars1uIUSIURITUIININAE LA8LUATILSET

WUUIDZUIAINALNOUNTIY FILAATUNING 4.42 FINITNUBUATISHUSIURIVDITUNUADE

(%
[

Wun1sdudulain Tunisveaeuassil PHB aunsagagaatenisdin nlutimetals waznaln

VA v 1

| a Y ) ) U AY va va P P
MsteraaIeNITINNITEMmeiuaItuneu Awmladfidenatendy [25-28] lAnwidanaln

2 '
v ]

N1EDUAANENINTININVDY PHB N158088a18N19TININ TUN 1 921381071 enzyme

degradation aziAnTulAgAUNIIILUITIUNFUAULALINIEARIVRITUIIY PHB Tdnvae
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FuluTefidy anduazivdesievlusioonindeslumanaveswodimesiiafuasluanady o
Wu Toalniwes Tawesuazuousmesiulfaseilelasdda drwduil 2 9w5unin biota
degradation Aanisfiansfidiunisdesdiseuleiudy suarunsaniwdlulugadues
wuafideld WehdwadudSafnnszuiunsumueddy iadufe Co, ¥ finu uazans

=~ =
Fanaluiige

o = N_e_a_t:PLA\ -

o T 20H80L
- \

15 _ 50H50L
80H20L-1]

Weight loss (mg)
S
]

- 80H20L-0.3p >

i 80H20L

e Neat PHB

| T T
0 50 100 150 200

Duration time (day)

2NN 4.39 NFINLEAAIUINUNTANAIUDITUIUARIUNITNAADUNSEBEEA18N9TINTWILUN

PNLEIIUIU 225 Tu TngAulInNiIntnfesuadsaumeuntneasluwmasiu



kv WD: 10.03 mm

View field: 104 ym Det: SE
: BI: 4.00

WD: 10.40 mm
Det: SE
BI: 4.00

3 : 10.32 mm
View field: 104 ym Det: SE
SEM MAG: 2.00 kx BI: 4.00

20pm

Silpak
SN

Silpak

MIRA3 TESCAN  SEM kV
View field: 104 ym

orn University SEM MAG: 2.00 kx

o St
MIRA3 TESCAN 3
View field: 104 ym

orn University SEM MAG: 2.00 kx

7
WD: 10.34 mm
Det: SE
Bl: 4.00

WD: 10.07 mm
Det: SE

Det: SE
BI: 4.00

silpakorn University
, .

MIRA3 TESCAN  SEM

View field: 104 ym
SEM MAG: 2.00 kx
AT

Silpakorn University

Det: SE
BI: 4.00

20pm

88

MIRA3 TESCAN

Silpakorn University

ANNA 4.40 AW SEM USHIAURITUIIUNN1899818 2,000 b1 ¥89TUI1U (@)Neat PLA,

(b)Neat PHB, ()80H20L, (d)50H50L, (€)20H80L, (NBOH20L-0.3p wag (g)80H20L-1j kU

1 = H < LY
MsnegeunsypgaatensdInmlumgaldunan 180 u
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< b o
" w
e K1Y L )
- e A ' 7 P 9
SEM HV: 5.0 kV WD: 10.34 mm MIRA3 TESCAN| SEM HV: 5.0 kV WD: 10.35 mm || MIRA3 TESCAN
View field: 20.8 ym Det: SE View field: 20.8 ym Det: SE

SEM MAG: 10.0 kx BIl: 4.00 Silpakorn University SEM MAG: 10.00 kx BI: 4.00 Silpakorn University

AT 4.41 AW SEM USHURIU899UIUNNE99818 10,000 1911 UB9TUIU Neat PHB 9

1 1 a K [ [
N’]Uﬂ'ﬁ‘ﬂﬂﬁ@‘Uﬂ’]iEJEJEJﬁa’]EJ“ImQ‘U’Jﬂ']WIUU’Wl%LaL‘Uunﬁ’] 180 U

o

» " r
‘ o\ ‘ ‘ PR TS
- PP "o (W o ; A - | !‘.i‘
SEM HV: 5.0 kV WD: 10.08 mm MIRA3 TESCAN
View field: 41.5 ym Det: SE

SEM MAG: 5.00 kx BI: 4.00 Silpakorn University

AINA 4.42 21N SEM USHINRIU89TU9IUANI8 99878 5,000 11 Y8989 50H50L N1HU
| =~ Y < ) A & o ]
ASNAFBUNISYREEA1ENIaTININ UL Mgl TuIaT 180 1 lnewiuduiduaninininuieg

1us11in
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uni 5
ayunansIveLasdaLauauuy

5.1 #3UNan15Y

[ a

miAfedldvinsfnvnsuugmnudniuldveamediuefivaudseuinmedlan
son@Uaviisnuasnoduaninwedn laldasdisieiu Aa nsldlanedwes waznisldanss
woRdivl Lavinn1sAnwan R o Wy anvasdugiuing audiseslad audfnieiiy
You autidena warnisdesamenistinmlungiadians JsainnnsAnwiazanunsaasy

Y

no P
nan1sIve lanat

5.1.1 @113049ATILALANDRLLDIILNIN PHB 1ag PLA NIUNTEUIUNITUABULIAT
Toeldlnmdeudmenlendudassujisomsudoaweiiadu lnsdudulaainuanis

naaau "H-NMR, TGA wavauumsanlad

5.1.2 31nnsAnwIan salgdug uIngmudn Mstdlanediuesndunsneild uasns
Ianssuanii avgreuiulgsmnuiiulavemedwesivaudlneagyiliinanssaredwin

AnaduazinistnfnsznIawauiniy

[

5.1.3 99NNSANANURIBOLAE WU N1SHRULANBAISN dUATIEYe a8y lAned

4 &l = [ 1 ¥ al = g.JI a o
weswaundauninanadhuyn q onsdmn1sHEn kagnsidanssieniinvisaosuiin gy
% anuntlnvesnediuesiwausndl PLA 1HuWandnfiudy upazdenanssiuiudunadiwues
Wwaunnil PHB 1ulanan wazludnsidau PHB:PLA Y1AU 50:50 A1uniinaziinig

Wasuwladliundndladn1sseuanss waaiin

5.1.4 31NA1SANYINANITNAdRUANURAN19ANS oY virlvins udn PHB @1u1se
witlet 1y PLA aunsatfananle nisiiulanedmesndaunsizilananuisawteisitls PLA
WAARANIAUNY hazn15ITaN53LaARNI a1V PLA 1AananlaennTu 1a9a1na1531an

lagyilvianeldluanaanunsawdeulmlaenauy

5.1.5 91NNNSANIANNNUNIURDNTASER FeNuI1 N1siulanediuesidunsizila
agyl¥iAN Young’s modulus veswadiuesivauaimanatlunn 9 gnsdulagzanas 3-
14% wagviliilugns 50H50L uag 20H80L 31A1 tensile strength LAY 7.7% way 14.4%

wazyiliiAn elongation at break WLAU 20.7% way 8.7% AUE1AU WAA1AIna1Iunuly
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Wasuulas lugns 80H20L uwaznsifnarsueaiinazdwmaseautmdana Ao lugns
80H20L Asing 9 aeflAiiuasundaadisadniios uslugns 50H50L waz 20H8OL n1siAy
a155uoninazyilva1 Young’s modulus WiaTu 1.1-10.5% f1 tensile strength Wiludw
6.3-17.7% wazA elongation at break azdAfinty 2.2-35.5% Inganssuoniiniiviliil

a

aa Aaa = o 'z a I
aiJ‘UG]LGUQﬂﬁ‘W@Iqu@F’\I@ a@ﬁﬁﬂ%uu@aﬁwaﬂlgﬂ@

5.1.6 3INNSNAdUNISERTEa1eN1sTIN N IULINEIaT1a09 38Ul nedlensend

L6 ziuiintnanailonIunITagay 30 U tavaziuininanadiios 9 AasaAns

()

naaeu 225 Tulnuillaiinusuna PLA Fu agviliumidnanasladias waznisiduanssuen
= a s 13 o 4 % £ Qy v Il 1 a

AvlunediwesivaunazyinlinisanasvesdintdnduutesninAlidnisiiy wazanaw
SEM 28 WULUATIEEUSIURN9 31U kazidledrlunngou metagenomics sequencing
Ui duuailiseaieiunalgvile nevlannuuinfignae Desulfofustis glycolicus waz
5998917AB Desulfotignum toluenicum [Wunnseuduladn PHB anuisadesaaten1adnn
Tunziala Fsinalnnisdevaaionsdinnasstunauaignufe enzyme degradation ey

biota degradation

5.2 YoLauamus
1) AnwWaveeaTTuaAN N IR U o NiiReauURsig o tagaudiulauswed

WIBSLUAUATETININDALINTNTTITNLTH LA WO ALAARNLAT

2) ANEININARBUNISLDYEANYYNITININTBINDALLDS MUAN1ITNLLATI






AAKUIN N. TBYAUATHANITNATIUAUNTRAG

0.49
0.49 —

AN N.1 "H-NMR 29962981391 l9a1nAsiuaus PHB ay
Y17 Aludinsudy TBT

el
U_, 1i| » «_U.J y L"#L ‘\_.JJ'J \J
9 8 7 6 ' ; ' ‘ ‘ :

5 4 3

5 o :

A7 1.2 TH-NMR 203iegnafil@annmsiuans PHB wag PLA 8nsndu 1:1 Wunan 25
Wt fifinsiiia TBT 0.75 phr
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A I
LLLJ Ak ) Ak Li i ¥
r T T T T T T T T T T
9 8 i 6 5 4 3 2 1 ppm
! ] P\ JIYL) N
=52 2|3 55 8B -a Y
/e —4 6 S ;;d;dgﬁgq&i

A 1.3 TH-NMR 203i0819fildannnisiuais PHB wag PLA 8nsnau 1:1 Wunan 25
Wl fifinnsidu TBT 1.0 phr

W

P
«w
LS
=

| oo}

4.02

——C
1.56
1.78 —
0.90 —
0.78 ~ , ]

033 =
1.00™—
0.7
0.38,—
0.25 —
3.08 -
5.52
3.66~

19.64

A7 n.4 TH-NMR 203f0g19fildannmsiuaus PHB wag PLA 8nsnau 1:1 Wuan 25
Wt fifinsifia TBT 1.5 phr
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29 1.5 'H-NMR 9836108 1991laann1siuaus PHB way PLA 8ms1ddu 1:1 wuian 25

Wt fifinsiia TBT 2.0 phr

ppm

L)L
B e

AT 1.6 TH-NMR 203iegafil@annmsiuans PHB wag PLA 8nsndu 1:1 Wunan 25
Wt fifinsifia TBT 2.5 phr
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"exo
Glass Transition
o Integral 241.37 ml Integral 123,44 1]
Cnset B0.15°C normaized 26,82 1g~-1 -
Midpaint 59,7200 Oriset 3974 o normaized -13.72J1g™-1
Extrapol. Peak 61.58°C Pesk 106.00 °C OHSSt 140,22 °C
Erdsst 54.95°C ‘ta o, Pea 145.11 °C
Endiset 117.52 °C Endect 149 70 o
— &J2[neatPLA r NS 4
rmeatFLA, 9.0000 mg + Bid P
Integral -121.78m3J
normaized -13.53 Jg™-1
Glass Trangdtion Cniset 143,00 °C
Cnget FZ03E°C Peak 153.16 °C
Midpaint SE49°0 Endset 155.35 °C
Exirapol Peak &168°C
2 ]4[neatFLA Endset 517400
10 |neatPLA, 9.0000 mg J_—_’{_}/___ 1
mw Integal 239.05m)
normaized 26,56 Jg™-1
Orset 99.72°C
E%Zet ﬁg'gi zg Integral 249,35 m1
' rnormaized -27.71J1g7-1
Onset 147.71°C
Peak 152.41°C
&le[neatPLA Endset 155.14°C
neatfLA, 50000 mg Glass Transition
Cnset 5733
- Mdpaint 5B.83 °C Irtegral -129.37 mJ
Exirapd, Peak 6192 °C rofmaized -14.371g°-1
Endsst 64,459 *C anset 140,40 °C
Peak 144.61°C
Erdsst 145,20 °C
T T T T T T T T T T T T T T T T T T T T
=20 o} 20 40 &0 80 100 120 140 160 “C
Lab: METILER STAR® SW 10.00
a
AN .7 DSC Thermogram ¥8¥ Neat PLA
"exo
Teg a =353 T3]
normaized -57.51 131
aldneatire Onset 153.28 "-‘gC
neatPHBE, 84000 mg Pesk 168I31 i
ezl .
Endset 174.84 °C
Integral -217.38m1 ¢ u
rormaized  -25.88 Jg™-1
onset 17301 °C \r
Peak 177.58 °C
Endset 180,50 °C
Integral £19.02 m]
normaized 73693971
& M[neatPHB Cniset 127.05°C
neatPHE, 8.4000 mg Peak 123.31°C
10 Endset 118.65 =C
v
} 1

re

b

&]e[neatPHB
neatFHE, 8.4000 mg

13

Integral -630.96m]
normalized  -75.113Jg™~1
Cnset 162.44 °C
Peak 165,02 °C
Endset 171,43 °C
T T T T T T T T T T T T T T T T T T T T
-20 o] 20 40 80 80 100 120 140 160 °C
Lab: METTLER STAR® SW 10.00

Al 1.8 DSC Thermogram 9839 Neat PHB




"exo 80H-20L 28.01.2018 15:57:13
Irtegral -6163m]  Integral -345.91m) Integal -1263md
rormaized -8.001g~1 normalzed  -44.92 Jga-1 nomaized  -1.641gm
Onset 134.29°C Onset 159.32 °C  Onset 177.10 °C
Peak 146,56 °C  Peak 171.47 °C  Peak 180.07 °C
L Endset 155,65 °C Endset' 175.85 °C  Endsst 183.32 e
3 i
& ]2[B0H-20L
BOH-20L, 7.7000 mg
A Integral 355,69 m]
jzed 46,19 1g™-1
Irteqral 17.32m1 R e
mormalzed 2,25 3g™-1 Peak 123104 o
Onset 85.89°C Endset 115.18°C
Feak 83.85°C
10 | BJE[EOH-20C Endsst Fr42eC
myy | B0H-20L, 7.7000 mg : t 1 l\(
Glass Trangtion Irteqral -58.04 mJ Integal -376.20m
Onset £0.85 °C normalzed -7.541g~1 mormalzed -40.06 3971
Midpcint £0.89 °C Cnget 133,83 9C Onset 150.83°C
- Extrapel Peak 6058 °C Peak. 147,98 °C Peak 156861 °C
f\ Erdsst 51.78°C Envds=t 152,82 °C Erdset 173.54 “Ck
r =l
: I —
&]6[BCH-20L
BOH-20L, 7. 7000 mg
T ; T T T T T ; T ; T T T T T T T T T . .
-20 0 20 40 &0 =) 100 120 140 160 C
Lab: METILER STAR® SW 10.00
=
AN n.9 DSC Thermogram ¥8¥ 80H20L
"exo 50H-50L 28.01.2018 16:12:17
Glass Transton
&]2[ StH-500
E[J)H[_ S0L, 10,2000 mg onzet 3z236°C Integral -183.01mJ Integral -370.97m]
T Midpoint 34.72°C rormaized -17.94 Jg~-1 normaized 36,37 g1
Extrapol Peak 54.29°C Orset 136,78 °C  Onget 159,18 °C
Endset 56.03°C Peak 147.93°C  Pesk 171.37°C
Endset . 152,48 °C  Endset 17/8.12°C
_ * 4
Integral -33.08 m3
Irtegral 4088 m1  Integral 36563 mI normalized  -3.24 397
rormaized  4.013g~1  normalzed 3585 1g°-1 onset 176.79 °C
Onset ag, 2400 Onset 128.83°C Pagk 1,93 °C
EHLaH-50 Peak Br3zeC  Pedk 125.03°C Endset 182,85 °C
SOH-50L, 10,2000 mg Ercsst 7145°C  Erdset 120,95 oC
2 |2 P Y S | r v
mw 9 4 b [ \
2212[-55%'3-51%2(1)0 " Integral -182.07 m] Inegal -397.48 mJ
o 9 normaized  -18.54 Jg~-1 normaized  -38.97 Jg™-
Onset 139,93 °C Onset 162,55 °C
Peak. 148,05 °C  Peak 1639.23 °C
m 15179 %¢ Erdset 174.17 °C
¢ ] S ]
q
- Integal 52,83 ml
Glass Transt
On::zt ransten 35,59 o mormaized  5.1% Jg™-1
Mdpoint 40,03 °C F?”S;t ;‘5‘- ﬂ Zg
Extrapal Peak 45,56 °C E% . e
Endset 49.89 °C * :
T T T T T T T T T T T T T T T T T T T T T
-20 o] 20 40 &0 80 100 120 140 160 C
Lab: METILER STAR® SW 10.00

AWl 1.10 DSC Thermogram 283 50H50L



rexo

& ]4[ 20H-B0L

10
miA/

&J6[20H-B0L

20H-80L, 8.6000 mg

Integral 159,27 m3 Integral -45.00 mJ Integral -105.50 m)

Glass Trandtion normalzed 18523971 permalzed  -523 1971 rormalzed 1227 Ig™
Criset 56.34 °C Criset 8802°C  onget 134.46 °C Criset 16342°C
Mdpaoint 55.87 °C Peak. BE5°C  Pegk 140,24 °C Peak. 170632
147.02 °C Erdset 178.04 °C

8]2[20H-80L i :
20H-80L, B.6000 mg  DXrEpd Pesk 58.76 °C Endszt 103.87 °C Erdset
1.34°C
1. 1

A

Glass Transition

Onset 5288°C
Midpoint 50,35°C
Extrapol Peak 57.00°C
Endset 45.75°C
1
] e

204-80L, 8.6000mg

Glass Transition

Integral -134.22m13
normalized  -15.61 Jg™~1

Criset 144,22 *C

Peak 150,765 *C

Endset 153.72 *C
Integral -60.76md Integral -125.63md

rormaized  -7.07Jg°-1 normaized -14.6131g7-1

Cnset 135,20 *C Onget 144,65 °C
Feak 140,8% 2 Peak 150,34 °C
Endset 146,42 *C Endset 153.44 °C

Crset 5126 °C
Midp cint 53.39°C Integral 162.86 m] Integral 82,58 m]
Extrapal Peak 57,37 °C normalzed 18,94 1g™-1 rormaized  -9.60 1g™
Endsst 50,72 °C Onset 20,15 °C Onset 172.41°
Peak 100,65 °C Peak 17364 ©
Endiset 108,56 °C Erdset 160,04 ©
T T T T T T T T T T T T T T T T T T T T
-20 0 20 el 0 =] 100 120 140 180 aC
Lab: METILER STAR® SW 10.00
a
AN N.11 DSC Thermogram 83 20H80L
~exo
Integral -156.01 mJ Integral =555.05 m)
normalized -15.15 Jg~-1 normalized -53.89 JgA-1
Onset 141.89 °C Onset 157.38 °«C
_8]2[80H20L2C Peak 153.01 °C Peak 169.70 °C
80H20L2C, 10.3000 mg Endset 171 .65 °C Endset 173.82 °C
I
Integral -45.50 m)
- normalized -4.42 Jg~-1
Onset 172.97 °C
Peak 176.93 °C
Enclset 179.14 °C
Integral 42,02 m]
normalized 4.08 Jg~-1
Onset 102.66 °C Integral 589.53 mJ
Peak 96.75 °C normalized 57.24 Jg*-1
Endset 91,60 °C Onset 128.44 °C

10

mW
&]4[80H20L2C

_&]6[80H20L2C
80H20L2C, 10.3000 mg

20H20L2¢C, 10.3000 mg

_/_/_/hm]bw"‘l“‘mﬁ‘ Y \

Peak
Endset

124.67 °C
120.21 °C

Integral -489.61 m]  Integral -73.70 mJ
normalized -47.53 Jg”-1 normalized -7.16 Jg™-1

Onset 156.51 °C  Onset 153.24 °C
Peak 163.69 °C Peak 169.88 °C
Endset 169.98 °C Endset 172.31 °C

Integral

normalized -13.66 Jg™-1

Onset 143.84 °C

Peak 152.50 °C

Endset 159.41 °C

20 30 40 50 60 70 80 80 100

110 120 130 140 150 160 170

180 “C

Lab: METTLER

mwﬁ N.12 DSC Thermogram ¥834 80H20L-2¢

STAR® SW 10.00

98



99

rexo
Integral =304.75 mJ
normalized -36.28 Jg”-1
Onset 170.66 “C
| Bz[50Hs0L2c Peak 176.53 °C
S0H50L2¢, 84000 mg Endset 180.85 °C
\f
7 Integral  -133.27 m)
normalized -15.87 Jg~-1
Onset 148.06 °C
Peak 155.86 °C
Endset 159.34 °C
Integral -37.84 m)
normalized -4.50 Jg~-
Onset 139.55 °C
Integral 105.55 ml Peak 144.75 °C
normalized 12.56 Jg*-1 Endset 155.72 °C
Onset 105.83 °C
10 | agarsoHsILC B oaec
mW | SOHS0L2C, 84000 mg N
S T < 7\
— Tntegral 264.26 M
normaized 31.46 Jg~-1 \
Onset 129.28 °C
Peak 124.97 °C
Endset 120.98 °C
Integral _156.38 Integral -261.85 mJ
by normalzed -31.17 Jg~-
normalized -18.62JgA-1
set 160.31 °C
Onset 148.28 °C Peak 166.31 °C
_ag6(s0Hs0L2C Peak moec LA Prerec
- 50H50L2¢, £.4000 mg Endset 158.44 °C s :
(o — i —
Integral
normalized
Onset 138.86 °C
Peak 144.00 °C
Endset 148.15 °C
e LA, B s I L e o S e T
-10 Q 10 30 50 60 70 20 20 100 110 120 120 140 150 160 170 180 °C
Lab: METTLER STAR® SW 10.00
:
AN 1.13 DSC Th U8y 50H50L-2
A
exo
Glass Transition ) Integral -159.57 mJ Integral -22.10 md
Onsst 47.33 °C Integral -89.96 mJ normalzed -15.96 Jg~-1  normalized -2.21 Jg~
Midpoint 47.91 °C normalized -9.00 Jg”-1 Onset 152.26 °C Onset 165.88 °C
Extrapol. Peak 53.25 °C ns 129.85 °C Peak 158.39 °C Peak 171.05 “°C
\_&]2[20H80L2C Endset 59.60 °C Peak 153.14 °C Endset 161.80 °C Endset 173.28 °C|
| 20H80L2C, 10.0000 mg ) Endset 15314 °C
e 1
T T
7 Integral -83.30 m1
! normalized -8.33 Jgn-
Onset 175.66 “°C
Integral 209 60 m) Integral 132.52 md Peak 179.66 “C
normalized  20.96 Jg*-1 narmalized 13.25 Jg~-1 Endset 182,45 °C
Onset 108.51 =C Onset 132.57 °C i
Peak 95.42 = Peak 126.09 =C
Endset 80.07 °C Endset 109.18 °C
| 8J4[20H@0L2C
20HB0L2C, 10.0000 mg
10 - _ I——
mw
Integral -23.84m]  Integral -199.47 m] Integral -2L.77 m]
normalized -2.383J9%-1  normalized -19.95 Jg~-1 normalized -2.18 Jg~-
Onset 142.09 °C set 150.51 °C  Oneet 172.62 °C
Peak 146.56 °C Peak 156 .86 °C  Peak 173.63 °C
_RJ6[20H80L2C Endset 150.17 °C Endset 160.02 °C  Endset 176.35 °C
20H80L2C, 10.0000 mg
- N o S
—_——
Glass Transition
Onset 45.23 °C
Midpoint 56.72 °C -60.66 mJ
Extrapol. Peak 56.63 °C normalized -6.07 Jg*-1
Endset 71.81 °C Onset 163.46 °C
Peak 167.94 °C
Endset 174.55 °C
L B B A B A SR o S S A A B M Ao
-10 a 10 20 30 40 50 60 70 80 <0 100 110 120 130 140 150 160 170 180 °C

Lab: METTLER

AWl 114 DSC Thermogram w83 20H80L-2¢

STAR® SW 10.00
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"exo 80H20L-0.1p 28.01.2018 16:34:39
Integal -51.76 m] Integral -37113m] [nteqral -17.77 ml
normaized -2.50Jg~-1  rormaized  -57.10 19" 1 pormaized  -2.7319°-
&]2[80H-20L-0.1p Onset 133,78 °C  Ornset 157.06°C  pprset 175,7690(;
S0H-200-0, 1p, &, 5000 mg Peak 145.26 °C Pegk 158.92°C pagk 179.25 °C
Endset 152.08 °C  Endset 17597 °C Endset 180,90 °C

P L]

3 4

Irtegral 18.14 mJ Integral 355,33 m]
BJ4[020.-0.1p rormaized 2,79 Jg™-1 normaized 5467 Jgn-1
B0H-20L-0.1p, 6.5000 mg Onset 9502 °C Onser 127.86 °C
Feak 87.37 °C Peak 124,00 °C
Endast 78,37 °C Endsat 119,78 °C
10 : : T R1E1I }
mid ]
Inteqral 798 m] Integral -386.02m]
&JB[BOH-20L-0. 1p mormalzed 10,37 Jg~1 Mermalzed  -59.339 J?’\ 1
80H-20L-0.1p, &,5000 rg Criset 13570 ec  Onset 133.67°C
Peak 145,42 0 Peak 1e6.71°C
*L_“‘_“ Endset 150,95 o Endset 171,86 °C
N
» !
T T T T T T T T T T T T T T T T T T T T T
=20 Q 20 40 &0 50 100 120 140 160 °C
Lab: METTLER STAR® SW 10.00
q'
AN N.15 DSC Thermogram U89 80H20L-0.1p
"exo
Integral -77.80 rg\:l Integral 479,383 m]
normaized —9‘61JgD -1 ormaized 59,18 1g™
S:asft 13;-381 DE Onset 156,76 °C
' Peak 168.84 °C
Endset 15173°C  pphuet 1770700
1
&]2[B0H-20L-0. 3p v f
BCH-20L-0.3p, 8.1000 mg
_ Integral 13.61ml Integral 465.50m1
normalzed 2,42 Jg™1 rormalzed 57,47 Jgn-1
Orset 93,21 °C Onset 127.31°C
Feak 8233 Peak 12348 °C
& J4[B0H-20L-0.3p Endset £6.95 °C Endset 118.91°¢
10 | B0H-20L-0.3p, 8.1000 mg
VY ! +—+ 1 \
Integral -492.41mJ
rnormaized  -60.79 Jg™-1
- Onset 158.83°C
2]6[B0H-20L-0.3p Peak 165.81 °C
OH-2CL -0, 3 Endset 171,24 °C
Integral -FRelml
normaized -9.581g™1
Cnset 134,18 °C
Peak 144,14 °C
Endset 150,06 °C
T T T T T T T T T T T T T T T T T T T T T
=20 a 20 40 &0 50 100 120 140 160 °C
Lab: METTLER STAR® SW 10.00

A7l 1.16 DSC Thermogram ¥e4 80H20L-0.3p




‘exo
Integral -77.35m] Integral -510.99md
) normaized -8.321g"1 rormalzed -54.953g"-1
=E]2[B0H20L-1] Crset 135.07 o Onget 1558.08 *C
B0H20L-17, ©.3000 mg Peask 14507 T Peak 172,10 °C
Endset 153,50 °C Endset 17569 °C
¥ :
] Integral 499,13 m]
Ir:gggqa;ized 33532353_ 1 normaized 5367 Jgn-1
onset. 93,95 °C onset 1Z:070
Pazk 84,97 °C Peak 122.63 DC
10 Endset 72.32°C Endset 118.594 °C
iy | BJALEOHOL1]
B0H20L-11, 2.3000 mg . , .
5 £} 3 e \
Integral -88.32 md
Integral -545.76m]
ogzgcn dlzed 1935‘?%379;2 L hormalzed -58.68 1971
Pezk 1a4.apoc  onset 159.24 °C
- Endset 150‘35 o0 Feak 185.55 °C
(- i Se' : Endset 170.51°C
&]6[B0H20L-1] T 1
B0HZ0L-1j, 2.3000 mg
r T T T T T T T T T T T T T T T T T T T
Q 20 40 &0 j=ia] 100 120 140 1e0 “C
Lab: METILER STAR® SW 10.00

A1 1.17 DSC Thermogram. w84 80H20L-1j

rexo 80H20L-2 23.03.2018 21:47:57
Itegral -4 75,63 mJ]
—8]2[B0H20L 2] rormaized  -64.411g™-1
BOHZ0L 2, 7.4000 mg onset 16308 °C
Peak 169,76 °C
Endset 174,56 9
Irfegal 10,56 m] Integral 427,34 m1
rormalzed 143 J‘DJA'I normaized  57.75 1g"-1
oriset 9239°C crset 1 23 o
Peal 83.12°C Pek 122,62 °C
Endset EERERS Endset 119.02 5C
w0 r 1 r
k|
MW TR Z] 3 q 3 3
BOHZ0L 2], 7.4000 Mg \
&I6[80H2 0L 21 Integral -400.43m]
BlJZH[ZOLZ 7 31000 - normalized -54.11 g1 INtedgral -48.00 mJ
1 ) 9 orset 157.51 or rormaized  -6.491g°-1
Pesk logagec  Cnset 156,23 °C
Endset leaa7ec ek T
- Endset 172 18IrC
3
Integral -55.66 m]
rormaized  -7.52 1g™-1
nset 135.45°C
Peak. 144,14 °C
Endset 145.61°C
T T T T T T T T T T T T T T T T T T T T
0 20 an 80 80 100 120 140 180 °C
Lab: METILER STAR® SW 10.00

mwﬁ n.18 DSC Thermogram U84 80H20L-2j
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‘exo 50H-50L-0.1p 19.02.2018 23:59:05
Glags Transition Inegral -105. 76 ml Integral -327.02m]
Cnset 42,45 °C rormalized  -2.981g°-1 normalized  -30.851g™ 1
Mdpoint 45.83°C Qnset 138.38°C  Onset 160.50 °C
Extrapol Pesk 5108 °C Peak 14804 °C  Pesk 172.65°C
Endset 96,16 °C Endset 152,06 °C  Endset 152.45°C

&]2[S0H-50L-0. 1per
S0H-5CL-0. 1per, 106000 mg

Inkegal 33.27ml
_ rormaized 3,14 1g™~1
Cnset 97.11°C
o
Er?:liet ?g';g Og Integral 361.23 m]
' normaized  34.08 1g™-1
Crset 128,76 °C
&4 SOH-5CL-0, Lper Peak 12477 °C
10 | SOH-50L-0. Iper, 10.6000 mg Erdset 1245
3 9
s ﬂ 1+ '
Itegal  -137.02m3 IMfegal - -360.80 m)
RE[5CH-50L-0. 1per mormalzed -12931g°-1 rormaized  -34.04 Jc?
S0H-50L-0. 1per, 10,6000 mg Cnset 140, 21 o Onset l8243°C
Feak 147 78 °C Peak 169,10 °C
gﬁ Endsst 151,51 oc Erdeet 173.37°C
i 1 T oy ||y S
3 1 v M
Glass Transition 2 4
cnset 38785
IMdpoint 42.23°C
Extrapd, Peak 46.87°C Integral 60,04 mJ
Endset S 19400 normalzed 566 J1g™1
. Qnset 76,08 °C
Paak B7.05°C
Endset 93,58 °C
T T T T T T T T T T T T T T T T T T T T T
-20 0 20 a0 £0 80 100 120 140 180 o
Lab: METILER STAR® SW 10.00
a
AN N.19 DSC Thermogram U84 50H50L-0.1p
"exo
Glass Transiton
Onset 4246°C Integral -121.88m] Irtegral -285.78m1
L normaized  -15.431g™~1
Midpaint 4543°C Orset 15150 normaized -36.17 Jg™-1
Exirapol Pesk 52.03°C Dok 810 cnset 160,84 °C
rdset 5E.19°C Ervdeet lo1es e Peak 170,99 °C
! Endset 175.57 °C

B]2[50H-50L-0. 3per
SOH-50L-0. Jper, 7.3000 mg

Integral 1086 mJ
nognaized 1,37 1g™~1 Irtegral 273.12mJ
B4 SOH-5CL-0. 3per Crset 338250 romaized 35,33 1971
50H-50L-0.3p4, 7,9000 Mg pea o er Orset: 12784 °C
Erdast 70.71°C Feak 123.45°C
1 | 815[50H-50L-0.3per Endset 118.50°C
oy | 50H-50L-0.3per, 7.9000 mg
| ' 1
__/____,_/—-——.L i v ]
Integral -283.78m3
normaized -35.921g~-1
Onset 151,40 °C
Paak 188.31°C
Endset 173.41°C
- gﬁiijrmam” 988 % Integral 53.94 mJ
Mdpoint 43.05 °C normalzed 6.831g™1 Integral -114.62m3
Extrapol Pesk 47,23 °C orset 78.80°C normalzed  -14.51 3g~-1
Endset 5198 °C Pesk Ba.64°C Onset 139,05 °C
: Encset  9476°C Perk 14713 %0
Endset 151,22 *C
T T T T T T T T T T T T T T T T T T T T T
-20 0 20 an 0 80 100 120 140 180 oC
Lab: METILER STAR® SW 10.00

mwﬁ N.20 DSC Thermogram U84 50H50L-0.3p
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"exo

103

B2 5CHE0L- 1
SOHSOL- 13, 123000 mg

Glass Trandtion
Onset 41,41 °C
Midpaint 43.35°C

Extrgpcl Peak 49.08 °C

Endset

S55.e0°C

Integral 179.22my  ega deaaLm

-173, Eed -37.791g°-1
normaized  -14.57 Jg™-1 O;':z:a e 157.27 ?C
Onset 140.20°C o S
Peak 148.57°C Ereet 180,85 °C
Endsst 152.34 °C

7 Integral 13.27m)] Irtegyal 419,31 mJ
normaized  1.08 1971 normaized  34.09 1g"-1
Criser 95.43°C Crset 13697 o
& J4[5OHS0L- 1 Peak BSE5°C Peak 123.25 °C
Jo | SEHSEL-13, 123000 mg Endlset J2z7ec Encoet 115,98 °C
m r I 1
» 4 » Fl
Glass Transition \
anset 37.43°C
Midpoint 45,51°C Irtegal -18285m) Inteqral -456.40m]
Estrapol Pesk 48.08°C rormaized -13.2439%1 mormalzed -37.113g°
7 Endset 40.85°C Cnset 132.87°C  griget 161.62 °C
%‘ Peak 14740 °C peak 168.12 °C
1 r o Ercset 15L51°C  Engeat 173,74 oC
876[ SCHSOL- 1 * ‘ 3 4
SOHS0L-1j, 12,3000 mg Irtegal 9539 m3
rotmalzed 7,76 1g~-1  Irtegral -3081m]
Cnset 53.03 o rmormalzed  -2.513g~-1
Peak az70°C  Onset 129.91°C
Endsst sgelec  Pesk 136,38 °C
Endset 150.84 °C
r T T T T T T T T T T T T T T T T T T T
0 20 40 0 g0 100 120 140 160 °C
Lab: METILER STAR® SW 10.00
=i .
AN N.21 DSC Thermogram Va4 50H50L-1j
"exo
Glass Transtion
Cnset 41.63°C Integral -92.00m)  Integral -298.62
Mdpoint 45,55 °C mormalzed  -11.0831g™1 rormalzed -35.98 Jg
Extrapc, Pesk 5044 °C onset 13B.26°C  Onset 1e8.07 ¢
Endset 55.49 °C Peak 147.54°C  Pesk 177.57
Endset 150.70°C  Endset 181.68°

Integral 285.40 ml
rnormaized 3451 3g™-1
Cnset 125,44 =C
Peal 122,47 °C
Erdsat 117.99
E 1
W v b
W B SORSOEZ]
MW 1 soHS0L 24, 8.3000 mg
aJelsorsa omalzed 36,5031
BB EOHTIEZH000 Mg 20X
SOHSCLZ, 8.3000 mg Onset 160,79 °C
! Peak. 166,53 °C
Endset 171,31 °C
13
J ) : : )
Glass Transion Integral 66.20 m3
O_nset_ I230°C normaized 798 Jg™-1
Midpaint 4299°C Onset 82,26 o Integral -108.58 m3
- .
Extrapol Pesk 47.53°C Peak 91.96 °C rormalzed -13.0831g-1
Endset Lz440C Erdset 97'99 o Onset 13283 °C
’ Feak 147.04 *C
Endset 150,568 °C
r T T T T T T T T T T T T T T T T T T T
o] 20 40 50 g0 100 120 140 1e0 oc
Lab: METTLER STAR® SW 10.00

A7l 1.22 DSC Thermogram w84 50H50L-2]
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"exo
Glass Transition
==8]2[20H-80L-0.1p N
20H-BOL-0. 1p, 7.5000 mg Oniset 53.55°C
Mdpaint 53.74 °C
Extrapd. Peak 57.08°C

Endset 59.60°C

Glass Transition

Onset 5354°C
- &J4[20H-80L-0. 1p Midpaint 5163°C
20H-80L-0.1p, 7.5000 mg Exfrapol Peak 57.45°C
Endset 46,19°C
P
P et
5
mid
Glass Trangiton Integral -6080ml Integal -97.94 ml
COnzet SLBS°C normaized  -8.11397~1 rnormaized - 13.06 Jg™-1
Midpaint 5358 °C Onset 134.95°C Onset 144,16 °C
B Extrapal Peak 57.51°C Peak 141.06°C Pagk 142,94 °C
Endset 51.31°C Erdset 147.35°C Endset 153.03 °C

&6 20H-80L-0. 1p

20H-80L-0. 1p, 7.5000 mg Integral 152.91m]
normaized 21.721g"-1
Orset 97234°0C Integral -79.84m
Peak 102.64 °C mormaized  -10.651g
Endset 110115 °C Orset 170.87°
Peak 172.72°
Endset 176.93¢
T T T T T T T T T T T T T T T T T T T T T
=20 o} 20 40 &0 80 100 120 140 160 “C
Lab: METTLER STAR® SW 10.00
a
AN N.23 DSC Thermogram U89 20H80L-0.1p
"exo
Glass Transition Integral 101.33mJ
&]2[20H-80L-0.3p Onset 53.310°C rormaized 16,90 ngllrteg'al -22.96 ml Integral -87.06 ml
20H-80L-0.3p, £,0000 mg IMidpoint 5284° Orpet 87.44 °C normaized -3.831g™~1 rnormaized -14.511g
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Reactive Compatibilization of Poly (3-hydroxybutyrate)
and Polylactic Acid Blends
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Abstract— High molecular weight poly (3-
hydroxybutyrate) (PHB) and poly (lactic acid) (PLA)
are known to be immiscible. In this work, it was
aimed to explore the effect of reactive agent types
and amounts on the morphology, thermal properties,
and rheological properties of PHB/PLA blends. The
different PHB/PLA weight ratios (80/20, 50/50 and
20/80) with and without peroxide and
multifunctional epoxide were melt-blended using an
internal mixer. The morphological observations,
thermal transitions and rheological properties were
measured using SEM, DSC and rheometer
respectively. SEM micrographs showed that
PHB/PLA blends were incompatible as voids and
holes being observed regarding PLA or PHB as a
matrix phase. The addition of peroxide and
multifunctional epoxide resulted in the reduction of
the dispersed phase size, suggesting that the
compatibility of the blends was improved. DSC
results revealed that PHB could induce
crystallization of PLA. The cold crystalline
temperature (Tcc) decreased and the crystallization
temperature (Tc) of PLA appeared when PHB was
added, probably due to the formation of suitable size
of spherulitic crystals of PHB which acted as
effective nucleating agents for PLA [1]. The complex
viscosity of the reactive blends in 20PHB/S0PLA
ratio was increased, however, it was decreased for
the other ratios. The peroxide might promote more
thermal degradation of PHB, causing the decrease in
complex viscosity of PHB.

Keywords—  Poly(3-hydroxybutyrate);
acid; Reactive blends; Compatibilization

I. INTRODUCTION

Poly (3-hydroxybutyrate) or PHB is bio-based
aliphatic polyester achieved by bacterial fermentation.
PHB could biodegrade in many ecosystems such as soil
water and marine environment. PHB is a semi-
crystalline polymer with a high degree of crystallinity
and high melting temperature. PHB has not been
commonly used yet because of its expensive, poor
processability, brittleness and low thermal stability [2].
Polylactic acid (PLA) is bio-based and biodegradable
thermoplastic polyester. In comparison with PHB, PLA

Polylactic

jeensikhong k@su.ac.th, suttiruengwong_s@su.ac.th
Manus Seadan®
Department of Physics
Faculty of Science, Silpakorn University
Nakhon Pathom, Thailand

processes greater mechanical properties, e.g. higher
modulus, strength and toughness [3]. The Blending of
these two polymers was interested because PHB could
promote the biodegradation rate in  various
environmental conditions and induce crystallization of
PLA[4] whereas PLA offers the blend better
mechanical, flow properties, thermal degradation and
processability [4]. However, PHB and PLA is an
incompatible blend. The blend of PHB and PLA
requires the compatibilizers. Dong et al. [3] studied the
effect of peroxide on mechanical properties and
morphology of PHB/PDLLA blend. They found that
peroxide could improve interfacial adhesion by form
branching and partial crosslink at the interfaces. The
particle size of PLA dispersed phase could be reduced.
Cherykhunthod et al. [5] studied the effect of a
multifunctional epoxide on the morphology and
mechanical properties of PLA/PBS blends. They found
that graft-copolymer were formed at the interface when
the multifunctional epoxide was added.

The use of a reactive compatibilizer is convenient to
improve compatibility and interfacial adhesion for these
blends. The main advantages of using reactive
compatibilizers are the ease of processing, the choices
of reactions and the ability to tuning properties with
multiple reagents. Therefore, the aim of this work was
to study the effect of types and contents of reactive
agents on the morphology, thermal properties, and
rheological properties of PHB/PLA blends. The reactive
agents used in this work were peroxide and
multifunctional epoxide.

II. EXPERIMENTAL

A, Materials

Poly (3-hydroxybutyrate), PHB P304 grade was
provided by Biomer, Germany. Poly (lactic acid) (PLA)
LX175 grade was kindly supplied by Corbion, Thailand.
Peroxide: Di (2-tert-butylperoxyisopropyl) benzene
(Perkadox® 14S) was purchased from AkzoNobel,
Thailand. Multifunctional epoxide (Joneryl® ADR 4368)
was purchased from BASF, Thailand.

B.  Sample preparation
PHB and PLA were dried in vacuum oven at 60 °C
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for 24 h prior to blending. Blends of PHB and PLA at
different PHB/PLA ratios (80/20, 50/50 and 20/80
wt. %) was performed using an internal mixer (Charoen
Tut) with a rotational speed of 60 rpm, 185 °C for 10
min. The blend of PHB and PLA with reactive agents
was also performed using an internal mixer. The
different amounts of peroxide (0.1 and 0.3 phr) and
multifunctional epoxide (1 and 2 phr) were premixed
with PHB and PLA before melt-blending. The tensile
specimen of the blends was prepared by compression
molding at 185 °C for 6 minutes.

C. Testing and Characterization

The torque was measured during melt-mixing in an
internal mixer at 185 °C and the rotor speed of 60 rpm.

The flow behavior of the blends was estimated on
an Anton Paar MCR 302 rheometer equipped with a
parallel plate geometry using 25 mm in diameter and 1
mm thickness at 185 °C. The rheometer was operated in
the dynamic oscillatory mode with frequency range of 1
to 100 rad/s in the linear viscoelastic range of the
samples.

Field emission scanning electron microscope (FE-
SEM) Tescan Mira3 was used to investigate the cryo-
fractured surfaces morphology of the blends.

Differential scanning calorimetry (DSC) was
measured on a Mettler DSC1 from TA instruments,
under nitrogen gas. The samples were heated from -10
to 185 °C at a heating rate of 5 °C min”, holding 1 min
then cooled down to -10 °C, holding 1 min and then
reheated to 185 °C. The cooling and reheating rate set at
5°C min™'. The degree of crystallinity of PHB and PLA
were calculated by (1):

=2 2100 0

€7 W AH 00

Where AH,, was the fusion enthalpy per gram of
polymer and AH ¢, was the fusion enthalpy of a polymer
with 100% crystallinity was taken as 146.6 J g and
93.1 J ¢! for PHB and PLA, respectively where w was
the mass fraction of PHB or PLA in the blends.

III. RESULTS AND DISCUSSION

A. Flow properties

Flow properties were evaluated by the torque
measurements of PHB and PLA with and without
peroxide and multifunctional epoxide as shown in Fig.1.
The experiment was conducted to evaluate the reaction
of the peroxide and multifunctional epoxide with the
polymer over the mixing time in the molten state. It was
acknowledged that the torque increase was associated to
melt viscosity increase, which might be caused by
molecular weight increase. In the case of PHB, the
torque values were decreased when reactive agents were
added. The lower torque values could result from the
chain scission reaction by peroxide. The reactive agents

might promote thermal degradation of PHB. For PLA, it
was observed that PLA incorporated with peroxide or
multifunctional epoxide showed the increase in torque
values compared to the neat PLA (Fig. 1b). It indicated
that peroxide and multifunctional epoxide could react
with the PLA and increased the molecular weight of
PLA.
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20 { [\
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|
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5
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Fig. 1. torque versus time of (a) PHB, (b) PLA with and without
reactive agent during mix in internal mixer

Fig. 2. showed the complex viscosity of PHB PLA
80PHB/20PLA and 20PHB/S80PLA blends. Complex
viscosity of PHB and PLA exhibited the characteristic
of Newtonian fluid. The complex viscosity of PLA was
greater than PHB. The viscosity of PHB was less than
the viscosity of PLA about 10 times. The viscosity of
the blend 80PHB/20PLA with and without the reactive
agent showed the characteristic of Newtonian fluid and
had complex viscosity value similar to that of PHB. In
the case of 8OPHB/20PLA blend with reactive agents,
the complex viscosity of multifunctional epoxide
reactive blend decreased the complex viscosity from
259 Pa.s to 126 Pa.s at the frequency rate of 1 rad/s
whereas 80PHB/20PLA blend with peroxide had the
comparable complex viscosity of 8O0OPHB/20PLA blend
without reactive agents. On the other hand, for
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20PHB/80PLA blend with peroxide and multifunctional
epoxide, the complex viscosity increased and had the
characteristic curve of shear thinning behavior. This
could be resulted from the reaction of peroxide and
multifunctional epoxide with PLA e.g. crosslinking and
chain extension reactions.
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Fig. 3. Complex viscosity of PHB/PL A blends.

B. Morphological observation

Field emission scanning electron microscopy was
used to investigate the cryo-fractured surface
morphology of PHB/PLA blends. The micrographs of
PLA/PHB blends in ratio PHB: PLA of 20:80 with and
without reactive agent were illustrated in Fig.3. It was
found that the blend exhibited a good distribution of
PHB particles on PLA matrix. However, voids and
holes were observed for all compositions, indicating the
poor interfacial adhesion between two polymers. The
presence of peroxide and multifunctional epoxide
improved interfacial adhesion as voids and holes were
diminished. That might be due to the compatibilization
effect of peroxide and multifunctional epoxide in PHB
and PLA blend.

Fig. 4. SEM micrographs of the cryofracture surface of PHB/PLA
blends: (a) 20PHB/SOPLA, (b) 20PHB/S80PLA/0.1p, (c)
20PHB/S0PL A/0.3p, (d) 20PHB/S0PLA/Lj,

(€) 20PHB/SOPLA/2j, (f) 20PHB/S0PLA/0.1p/1j

Fig. 4. SEM micrographs of the cryofracture surface of PHB/PL A
blends: (a) 50PHB/S0PLA, (b) 50PHB/50PLA/0.1p, (c)
50PHB/50PLA/0.3p, (d) SOPHB/SO0PLA/Lj

All of 50PHBSOPLA blend with and without
reactive  agent exhibited co-continuous phase
morphology. For the non-reactive blend system. Voids
between interphase presented poor interfacial adhesions
were seen. In the case of reactive blend system (Fig. 5b,
¢ and d) finer morphology was observed. The interfacial
adhesion between two polymers was improved as the
voids were reduced.

Fig. 5. SEM micrographs of the cryofracture surface of the specimens
PHB/PLA blends where the PLA phase was removed by using
dichloromethane as a solvent:

(a) 80PHB/20PLA, (b) SOPHB/20PLA/0.1p,
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(c) 80PHB/20PLA/0.3p, (d) SOPHB/20PLA/Lj,
(e) SOPHB/20PLA/2j and (f) SOPHB/20PL A/0. 1p/1j

In the case of 80PHB20PLA blend with and without
reactive agent, PLA particles were unevenly distributed
in PHB matrix as observed when PLA phase was
removed by dichloromethane micrograph as shown in
Fig. 5. When reactive agent was used, PLA dispersed
phase size was increased due to possible crosslinking
reaction or chain extension in PLA phase. As the hgher
contents of reactive agents increased, the dispersed size
also increased. The presence of peroxide and
multifunctional epoxide together however provided the
fine distribution and lower dispersed phase size when
compared to the addition of either peroxide or
multifunctional epoxides.

C. Thermal properties

DSC thermograms (cooling and second heating)
were showed in Fig 6. The Glass transition temperature
(T,), the cold crystallization temperature (T,.) and the
melting temperature (T,,) of neat PLA was 62, 110, and
144, 152 °C, respectively. However, the crystallization
peak (T.) was not observed. For neat PHB, the melting
temperature was observed at 165 °C and the
crystallization peak was shown at about 123 °C. The
melting and crystallization peaks of PHB in
20PHB/80PLA blend with and without reactive agent
were disappeared. It indicated that supercool effect
occurred in this case.

The cold crystallization temperature of PLA (T..)
decreased when the PHB fraction increased. In the case
of 80PHB20PLA, the cold crystallization peak was
disappeared. This implied that PHB could induce
crystallization of PLA, probably due to the formation of
the proper size of spherulitic crystals of PHB which
acted as efficient nucleating agents for PLA [1].
Thermal properties were summarized in Table 1. For
PHB/PLA (80/20) with peroxide and multifunctional

epoxide, the degree of crystallinity of PHB and PLA
was increased. The reactive agents might promote
thermal degradation of PHB which led to lower
molecular weight and resulted in the fast crystallization.
The low molecular weight PHB could also induce PLA
crystallization
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Fig. 6. DSC thermograms of PHB PLA and these blends (a) cooling
curve, (b) second heating curve.

TABLEI. THERMAL PARAMETER OF NEAT POLYMER AND PHB/PLA BLENDS.

Tmrra %X,
Recipe Tg Tee TerLa TcruB TmpHB

Tt T2 PLA PHB
neatPHB - - - 123.0 - - 165.0 - 51.23

neatPLA 61.9 109.6 - - 144.6 152.4 - 16.67 -
S80PHB20PLA - - 88.9 123.0 148.0 - 168.6 40.49 41.66
50PHB50PLA 46.6 85.1 87.3 125.0 148.1 - 169.2 28.68 33:1%
20PHBSOPLA 574 100.7 - - 140.9 150.3 173.6 3.68 32.74
80PHB20PLA-0.1p - - 87.37 124 145.42 - 166.71 55.69 50.64
80PHB20PLA-0.3p - - 82.38 123.48 144.14 - 165.81 51.45 51.83
S8OPHB20PLA-1j - - 84.97 122.63 144.9 - 165.55 51.02 50.03
SOPHB20PLA-2j - - 83.12 122.82 144.14 - 163.9 40.39 51.67
SOPHB20PLA-0.1p-1j - - 86.47 121.31 145.56 - 165.91 67.83 45.30
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IV. CONCLUSIONS

The addition of peroxide and multifunctional
epoxide could increase the melt viscosity of PLA but
decrease the melt viscosity of PHB. The addition of
reactive agents into 80PHB/20PLA resulted in the
increase in the dispersed phase size. In the case of
20PHB/80PLA, the dispersed phase size was decreased
and the interfacial adhesion between PLA and PHB was
enhanced. Co-continuous phase morphology was
observed for 50:50 blend ratio while the interfacial
adhesion between PHB and PLA could be enhanced
upon addition of peroxide and multifunctional epoxides.
Based on the DSC results, PHB could induce
crystallization of PLA.
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