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The effect of TBT-compatibilizer on miscibility of Poly(lactic
acid)/Poly(butylene adipate-co-terephthalate) blend film relevant the

potential as packaging materials
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Abtract
The biodegradable films of poly(lactic acid) (PLA)/poly(butylene adipate-co-

terephthalate) (PBAT) were prepared in the presence of tetrabutyl titanate (TBT) as a
compatibilizer for use in biodegradable packaging applications. The PLA/PBAT (0/100 to 100/0,
%wt/%wt) and PLA/PBAT/TBT blend films (4-6 phr of TBT) were prepared using solution casting
(). Good physical appearance, transparency and mechanical properties of PLA/PBAT blend films
increased with TBT incorporation, demonstrating good compatibility between PLA and PBAT via
transesterification during mixing process as revealed by scanning electron micrographs and
differential scanning calorimeter. Furthermore, a selection of an optimal film composition
(PLA/PBAT/TBT (70/30/5)) has been implemented and discussed the main purpose for use as
packaging materials. The PLA/PBAT/TBT (70/30/5) film also complied with standards for food
plastic bag in the mechanical properties, showing its potential in an effective eco-friendly

package prototype for foods that support sustainability of polymer material uses.
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sumuanlelunddeddoneduaniin weda (polylactic acid) , PLA) Fufunedioameiuuuiwin
(semi-crystalline) fianusagesaarslanisdinmuazudnsanildangesnisaareldilufivse
Aawandau PLA wanainnsauwanin (Lactic acid) Sadundnsmaidldarnnisdanszinand wie
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Fuarlyalldlalifuan (Sodergard A and Stolt M., 2002: 1123-1163) usiiosinarunderes PLA
Jed1udpssuuprandfdanaliunzaniunisussgndiluussgdadisenisyiinisnay (blending)
vidonsiaudfunediweidu itelildautfausdosnisuarannsovlldaulsd
nMswaudtunedesdesameldifdnvazaruiamegugiognawed@aiau exfinm-la-ne
159n1LIn ( Poly(butylene adipate-co-terephthalate), PBAT ﬁdmﬂu?dﬁmaﬂ%agum (S. Lin et
al., 2012: 604-608, S. Girdthep et al,, 2015: 115-123) usisasanudniuldlaszning PLA waz PBAT
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(Polypropylene, PP)

CH3

o-C-cf CHy-(CHy)5~0. 0—(CHy)-CHy
Ho CH3-(CHp)370" "O—(CHy)3-CH3
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I Il Il Il
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PBAT
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(Poly(lactic acid), PLA) wad(T17au azatnn-la-tnatsnniisn(Poly(butyleneadipate-co-

terephthalate), PBAT) waztanasyiafia nviium (Tetrabutyl titanate, TBT)

A5n15938
1. NISHTIULKHUNAUNDALUNBSIUAUAYDY PLA/PBAT waz PLA/PBAT/TBT
WS EUNAUYDINDALUDSLUAUATENING  PLA/PBAT way PLA/PBAT/TBT mie3Sn1suasann

asazany (Solvent casting technique) Tngldpaslsnlosudusvhazane fanedweslidsnaiuves
PLA/PBAT ﬁx‘i‘ﬁl 100/0, 85/15, 75/25, 70/30, 60/40, 50/50, 40/60, 30/70, 25/75, 15/85 waz 0/100
9ewt/wt d§U PLA/PBAT/TBT 9ifiul TBT USunas 4-6 phr (parts per hundred resin) fiuuSunaidi

Witngana1naITunountin (S. Girdthep et al,, 2014: 6776-6788) asluvndnsndiuves PLA/PBAT

[
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AU 100/0/5, 85/15/5, 75/25/5, 710/30/5, 60/40/5, 50/50/5, 40/60/5, 30/70/5, 25/75/5, 15/85/5

wag 0/100/5 %wt/wt/phr antuLindvitazatenaslsnasuniouisauaIsazatomewiausuan
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1 va a

dmsumanseuilduvesnediwesivauaigniden Aa PLA/PBAT (70/30) ilAaudfidana
Indifeanedmesiidunienisin PP uniign azgninseuduiiaulnefiusunnes TBT Auwnnsdneiu (4,
5 uaz 6 phr) WeAnweviswavas TBT NldoauiAvesildunadimeosiuaun PLA/PBAT (70/30)

2. Msnseiantfvasidunadiuasivaud
2.1 dnwauzdsngmienienin (Physical appearance) wazaaula (Transparency)
Hdunediuosiuaudliazgnategutuiindnvazusingsiendosdufinaindne
uenaniimnslavesidugnianesidaemaiingi-Aadaaninslulnums (UV-Visible spectrometer)
finmeanauYae 600 uluiues dadursnduvesiasiiueadiu nenruilavesiidudildazseau %T

(% Transmittance) M1bAa1NLATD4

2.2 duUAINg
NMTIATIERALTRINaYIRAUQNILATIENMIEIATEINARDUSIAY (Universal  tensile

testing machine) IngAnurulaNliiauIn 1 x 5 A1519YURLAT AULINTFIN ASTM D-882 NANIS
‘vmaa‘uLmﬁwmﬂéuﬁié’%gﬂﬁ’uﬁﬂLﬁugﬂﬂiwmauﬁﬂﬁammLé’u—mmm%m 1AYTI89IUAIUDIAT
AUNUABLTIAT o IR (Tensile strength at break, TS) Asauayn 158 o 39719 (Elongation at
break, TS) uagAdedeonaa (Young’s modulus)

2.3 anudnuld (Misibility)

Tuwisedasiseianudrfuldvemediwedlnsodeautinisanudouildan
SRl usaaunuiwaaesuvad (Differential scanning calorimetry, DSC) Taglminudouud
NunedwesiihiminUssana 3-5 fadnu dresnsinislininudou (Scanning rate) 10 oeAn
wadeasieun?l Turegamall 0 - 200 ssrwal@ea Mmeldussernialulasiay

uenniidunediuesivaudldgninludnwanudfuldvosdienisdainundes
f\!a‘wiiﬂﬁ&ﬁﬂmamwudmﬂi’m (Scanning electron microscope, SEM)

2.4 msfnndnenwlunsidudaaussyio
Wisuwsudnenmeesildunediwesivaudgasnananiuilaunediweainienisa PP lu

k4 ! o [ o [ [ [ i3
Ausingg dmsuinluiluianussasio

NaN15I8UATaAUTIENE
anwaizUsing (Physical appearance) uazna1ula (Transparency)
NNsAnwdnYrUTINguarautinisdemiuwa (ula) vesflaunediuesiuaunsiy

a aa a

wiatlag33F0a annsinlawms 1Anue1iadu 600 uluwns laraiula (%Transparency) A1

AN3T 1 WUINTEY PLA/PBAT wanalaiiladidnfuszwing PLA uaz PBAT Lilosannainuusdsatiuves
seaulaana (molecular level) (Coltelli et al, 2008: 1250-1262) Wag W1T1LMOINITALANY
(solubility parameter) fiwansnafuann Tnemsfiwesnisazaieves PLA Wiafu 10.1 (cal cm )™’

Tuagusdi PBAT SRy 22.95 (cal cm ) (S. Girdthep et al., 2015: 203-211)
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mulsidn e uandiifiuinfisuiidnvedlidudemoatiu Insssdaauinntudiosins
WisUSinames PRAT unniudanunsaveadiuldaenanilesiusunas PBAT faus 30 - 85 Zavarlng
duitn egslsinunnulaidnfussning PLA was PBAT anasdiowdiu TBT aslu lneflduiidnwazidu
WawafuinnTudsennsaueafiugaesan (s1eit 1)

uananiimanulavesiiduuandusuil 2 Fldiuindedu TBT aslulu PLA/PBAT wéa
Audaalaidiudu sedidosananuanunsalunsdesriuvesiiduindumnszuaild i fuves

PLA Uag PBAT anaddanalyinsasiounauuasuwaianadsiy fgui 3

Ms1afl 1 dnuairUsnguesvesiidunediesiuaud PLA/PBAT uag PLA/PBAT/TBT fisasdiuseg

TBT (phr) TBT (phr)
PLA /PBAT PLA /PBAT

Control 50/50

100/0
40/60

(PLA)
85/15 30/70
75/25 25/75
70/30 15/85
0/100

60/40
(PBAT)
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PLA/PBA | 100/ | 85/1
75/25

T 0 5
0 phr TBT
5 phr TBT

31- 76-
0-30% 46-75%
45% 100%

Ul 2 mmilafidumediesiuaudues PLA/PBAT way PLA/PBAT/TBT Minsndausinge

| Polymes

matrix

A B

—» UV-Vis light radiation » UV-Vis light scattered radiation

JUN 3 dnwairnisdsiureuaes A lduidudedefunaslduilidudodeaiv

auumding
nyinauURAdenalaen1snadeunsaiang s uralluAIAUVUABLIIAY o 9A010 Souay

M3tn a A0 warAdwegdaresiidunediuesgnuansuaiiunsvanuidu-adueien (Stress-

[

strain curve) f33UTl 4 ilefa1sanANINURBUTIAY 0 9AvIAYesTlaN Fesaznnsin o 9avIn LAy
Adegdavesiiay fafndudody TBT 1 Wunauain TBT (assadrenugud 1) fdu reactive
compatibilizer #wvilisaAnuindeuaniuasunsieames (Tranesterification) 5e%ing PLA Ay
PBAT Tuvauznanilasiimufoutae 1#idu PLA-PBAT copolymer mugudl 5 Ssilviifiuamidiuls

5¥INWE PLA tag PBAT (Coltelli et al., 2008: 1250-1262, S. Girdthep et al., 2014: 6776-6788)

. (M W

Necerae 5w

(n) (¥)
JUN 4 n91viAnuduiusYeeAINIITNULTIF-NsERvesiaunedwesHas (n) PLA/PBAT waw()

1Y

PLA/PBAT/TBT #idnsndusinge
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- Pta - P
PLA- NADLLO . OIOH, | CH PLA- )
\ - LR ...
g—O WAL L0 e (O] O ?0
— SE
PBAT - O PByy “TEBAF- 0 TPBap/

PLA-PBAT copolymer

Uil 5 msiinunSeuaniasumyioames (transesterification)vas PLA way PBAT wu
TBT (S. Girdthep et al,, 2014: 6776-6788)

MnANNEITUSYIAINTIULTIR-NsDavesiidunediuosnan wuin PLA/PBAT/TBT 1
dadu 70/30/5 WaantRiBsnaiffigaredAeamusieussds as gann iU 22.97 = 0.66 MPa
YouaznsBa o gaun 10U 297.18 + 15.33 % IndiAvawedesildumnanisi PP unfign (naauld
\Benauansluvinde nsnwdnenmlunisiiuiagusseine) deiinuiuames TBT funnsiaiu (4,
5 waz 6 phr) lunedweasiuauailay PLA/PBAT (70/30) wuitauUfiianavosnodwasiuauaias
PLA/PBAT (70/30) Tenfififigilofiu TBT luusuna 5 phr (11374 2) saflidlesann TBT fdnuas
adefsaUAzenfiaunsavivihidaaeldvemedmesldtuilimissarnsda a gruiauazam
mustousai w eedienanaadodia TBT 1U defuniafin TBT 7 5 phr WWutsinafivmnzauiian

dwiusyuuvemediuesiuauatiay PLA/PBAT (70/30) Tun1susuuuundeainaisazany

M19199 2 AIAUNUABLIIAY o4 V10 (Tensile strength at break, TS) A15aEaENISEN 0 99U1A

(Elongation at break, TS) uaAdaslondavesiiaunafiuasiuaug PLA/PBAT (70/30) AfluSunns TBT

Aunnaneiy
L - $asaznisin AngalanaE
PLA/PBAT/TBT | A7MUNUABLLIIAY & 3AV1A (MPa) N
: 9010 (%) (MPa)
70/30/0 37.88 +2.22 250.11 + 20.77 | 2,170 + 294.55
70/30/4 22.64 + 0.99 50.41 + 17.51 1,515.66 + 98.62
70/30/5 2297 + 0.66 297.18 + 15.33 | 1,397.37 + 82.60
70/30/6 23.98 + 0.61 95.30 + 10.93 | 1,446.67 + 161.85

AUl (Misibility)

Mnanmefufukunediuesivaud  PLAPBAT  (70/30) fienaut@idanadidfianuas
TndiAsamedwosidunisnsdn PP anfian  Flsifiudsinisusniatuszninamediesviantosig
onau (Ul 6 (n) Tnsuanalavisansaedvunalng Svouiwavosnisueniudniou san1svaaouduil
aenndosfuaiidanadnaiy vonani eiu TBT wudwwafiuenduians fnisusniaanas usaz
wlaslowadnas wagilveuiuaiidniauanas (GU 6 (v) wansieanudnfulduiniues PLA way
PBAT st 1Uunauna1n PLA-PBAT copolymer 91nTBT UfAi3e tranesterification lunuznaulnsd

AMUSBUYIY
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uananiinsBusunavesanadnfusening PLA uay PBAT lussuu PLA/PBAT (70/30)
uaz PLA/PBAT/TBT (70/30/5) shemsiinsizsiantfivnanudou uandiifiuingamgiiuasuaniog
AU (Glass transition temperature, T,) v9avedluailaudanasiiloidy TBT 910 61.5 94
wwaLdua(PLA/PBAT (70/30)) U 56.5 PLA/PBAT (70/30/5) asrnwwarduadadiindnlndeamgiiudeu
anmeadouilugaunafdniusyuy PLA/PBAT (70/30) fviniu 44.0 ssrialdea snuadnuduiug
Y84 Fox equation (Abdelwahab et al., 2012: 1822-1828) uaﬂmﬂﬁﬁmaqqmwgﬁwaammmﬁumwa
Alues (Melting temperature, T,,) AunusiaUseNal 150 aerawaldod) wuinn1siay TBT vinli
nAnlunedimesiuaudiiniuanysalvesnanuuuLAed (Homogeneous crystals) Wuitaiieluaied
PLA/PBAT (70/30) uansanuwazdesfindouriuiuaaisluaia (Sholder peak) wansdesnisiiadainu

auysalvemdnuanasiuaeaLuusuiiewnnAultldiuves PLA uag PBAT

PLA/PRAT (70/30) WS eearasTET osy

¢ O

(n)

PLAFBAT/TET [(TO/50VS)

9. L}
>
O 1x
(v) v PLAPBAT (7030
T

5 & % M 05 0 05 1N 16

Temperature (°C)

Ul 6 (N) nmdesnAiAvNg SEM uag (v) wiesluunsuvesiidunedwasiuaud PLA/PBAT (70/30)
wag PLA/PBAT/TBT (70/30/5)

misanwidnenmlunsiduiagussydas

msfnwdnenmlunisiluiagussiaissinmaUseuifisupuantfssnindildunediues
LauAgnITiATian (PLA/PBAT/TBT (70/30/5)) eilmnudrfuldfisewing PLA wag PBAT Auilduwed
WesNen13AN PP Tuimenvesaudiidena (Aunusaulsede a1 9av1a, TS wag A15euazn15tn o 90
919, EB) waraulavesildu (Transmittance, %T) dauansluguil 7 laswuitaulaves
PLA/PBAT/TBT (70/30/5) fenlndiAaitu fdendosaznnsdn o 9aun (EB = 297.18 + 15.33 %) figq
NIARUNOFLUBININITAT PP (EB = 13375 = 11.44 %) WAAIAUNUABLIIFN I 3AUIAVDS
PLA/PBAT/TBT (70/30/5) (TS = 22.97 + 0.66 MPa) fiAndninfidumediuesmaensin PP (111.81 +
4.07 MPa)

fawfinAAmusionssie a gauInves PLA/PBAT/TBT (70/30/5) fiwinfuagiiariisinnia

PP us¥lda PLA/PBAT/TBT (70/30/5) Hudarinuniinsgunanduaianaivnssy “genaiaind1msy
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UT99019115” UINTFIUEN wen. 10271-2534 LagmnuaAAINATULTIALATANEALEBYIATDY
a dgvo & o e = P = i = ~ oA "W
waraAnAlvinduussdue eseyliindesilen anumusiowsde i Iu1afiuInniviewindu 11.8

MPa Uag Fsauarnstn a 9AvIATNINImsamiAU 150 %

%T

EB © TS
—PLA/PBAT/TBT (70/30/5) —~PP
Uil 7 wnugiiiieudnennwesiidunedmesiuaud PLA/PBAT/TBT (70/30/5) Aufldumediaums
A5A1 (PP)*
*uewmn %T = Araula (%); EB = A13euazn1stn o 39279 x 10 (%); TS = ANUNUABLIIAT B

90910 (MPa)

A7UNANTIY
nAdslaRauwarafndannsdalund dusuldiduussydasidmivemsaiunsados

aanglavnsdann lnen1siniounediuesnanszwing PLA PBAT uaz TBT fisnsndusinge feisvae
nansavais Tngldnaelsvesudusivazany dvsuiidunedwesiuaud PLA/PBAT 7ishsndiusinge
azwansanuldifuiintudieusinames PBAT Wutu fwaunsadunalddontauaznisine
aulavesusufidy uazidlowdiu TBT adlunudn TBT Preifiuarudifusening PLA wag PBAT ée
PLA-PBAT copolymer nutfindenuaniuasuvyjioaines (transesterificatio) vaizniunaulngldany
Sou annsaduduanudiiulddiemaia SEM uay DSC wenaninsiiiu TBT vildeautRidenad
Afiugatudiaftoutuiidunediues PLA/PBAT lnsdnandruiiuangaufigndmiumstiludssgndiiu
U559470u9 fim PLA/PBAT/TBT (70/30/5)

P
a v aa

1nuATeR AU PLA/PBAT/TBT (70/30/5)  fifneawlunisiduianussfusivs
uonanaztiuiinsdedunndeunddiliaudidnatazaialailndifesiunediuesnianisd pp
uaNIINLTZY PLA/PBAT/TBT (70/30/5) Ssriuderivununsgiundnsfnsignanmnssy “genanain
dmiUUII901MS” INATILERAMNTIILAYT 10271-2534 TuiFesterimunvesanuiuusifuay

pudadioviaveananafiniildvinduussyiueidnae
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AnAnssuUszneA
AMEEILVDVDUANYDVDUANAIAIT AT AN INEIMAnTIMINedeRaUInsuaz ieside

a s a = a s a v oA X ¢ a =

NINDALUBDT ANAIVILAU AUSINYIATENT NWWUVIEJW@EJLSUENIWN WL@@LW@QUﬂ'ﬁm&@%ﬁ’]iLﬂ@J FIUN
dl o Aa v
aﬂ’l‘HVﬁUﬂ’ﬁW’]'ﬁ]S

L@NEN591999
aelng
“UsEN1ANIZNIINGAAINNTIY 1389 BNBNLATAIMUANIATTIUNER S UTana11N 55U

QNANERNAIMTUUTIIOIMNS W, A, 2553.” (2552). S1UAIUUNT LAYl 127, ABUTLAY 1269 (9 Nowd
new): i 16-35.

AU TENA
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