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1.1 FER

PBAT: Ecoflex® F Blend C1200, f & BASF 7
H), M Rl $02.7~4.9 g/10 min (190 °C, 2.16 kg) , 4k
AL B FE 91 C, 45 Ml B 110 ~ 120 C 5 PLA:
2003D, 3 [ Nature-words 2 # , #0337 1 &2 1.85x
10°\ 7> T &40 A0 1.2 A R LR & & 4.3% - 15 fil 4 44
7.38 g/10 min (190 C, 2.16 kg) ; ACA: }# 5 DL-411,
FH 0 2B AL T A B o m] it .
1.2 &

¥ PBAT F1 PLA & T 60 C f B # & X T 46
(GFL-230, KX i 7 38 3¢ 4 I A 2% 8 & A R 2 )
T8 36 h, ACA Al T )& ab B, 2R J5 4% 1 Tab.1 1 BT
B FR 8 1 TR 5 19 5, A8 F [R] 1) BUBR AT H5F AL (SHI-
36, T AN BY & BR A R S R LR B
BUBE AT FF H ML — X & S0 X K WL Sk i B 9y i R
155 ‘C, 160 °C, 165 C, 170 C, 175 'C, 175 C ,
175 °C, 170 °C, 170 ‘CAI175 “C, ¥4 #%3% 79 100 r/min,
M A KA N EUIRIE T, &% H . RAMAE
¥ L (HAAKE MiniJet Pro, # E HAAKE 7 & ) il #%
S A M RE L U AS MR B 2 7 v R R . T
I8 3T FE ORE AR BE 175 °C AR B FE 50 C LS R
7165 MPa. 33 5F 5 [8] 10 s £& £ & 71 20 MPa £# £ i
[7] 10 s,

Tab.1 Formulation of PBAT/PLA/ACA blends

Sample PBAT/phr PLA/phr ACA/phr
PBAT/PLA 70 30 0
ACA-1 70 30 1.0
ACA-2 70 30 2.0
ACA-3 70 30 3.0
ACA-4 70 30 4.0
ACA-5 70 30 5.0

1.3 Wik 5 R

1.3.1 A% 2ot T 320 5h K (FT-IR) 547 KRG
+# PBAT/PLA/ACA FL 1R A4 28 FORL £ e il s o VR
1A & IR AT ACA K FH 4541 6 it 43 #1 AX (Frontier FT-
IR, 3% [H PerKin Elmer 2 7)) #F47 M, 459 4 1 45 32
U 3 HEE 4 em™, FFHETE [ 650~4000 cm™ .

1.3.2 AR 2 R A & F (MFR) M X : 3% 1 GB/
T3682-2018 | 52 PBAT/PLA/ACA F Ji 44 2 1 4 4 Jii

BB MR .k bR AE R, B S R e B
(RLS-400, # Mt 5 B 2 65 AR A R A &) i
H190 C kR R A A 2.16 kg, 8 TF & e L 5
TRFERRE, ¥4 8 g /o A5 IR DU In N\ e &, H IR
5 min, PR FLE I 18] 955 1 aCRE I BT &, TF BB
R (B4 : g/10 min) .

1.3.3 £ 743458 # (DSC) % #7: FRHL PBAT, PLA }
PBAT/PLA 3LiRAA ZWEJE 5 ~ 8 mg, N4 R, DL
TR Oy 2 RO B . 7E U (20 mL/min) 4R
B o . 8 22 o 2 A (DSCR500, 3 [H
PerKin Elmer 2~ &) [ 0 F2 7 9 - FHIR AN PR IR 0 3
124 10 “C/min, M 25 ‘C T+ % 200 °C, 1HIE 5 min 7
BRI s, Bl 5 BRI 2- 40 C, &g Ik THIR =
200 C. Ff & PLA 145 & B 1% RO TR

AH,
AH - w (1)

XA AH,—— LR PLA (95 Bh s, Jg;
AH,——PLA 7847 45 it I AR HE R0 0S , B (B 93.7 /g™
wo— 3R P PLA (15 & 90 %10,%

134 AT AR RPN EE 1| mm. HE 25
mm ¥ 5 A, 3% F 25 mm (197 AR e B, 13 B e i AR
{X (HAAKE MARS, {# i HAAKE 7> &) 7 4 8] B
PEES A1 mm, PR N 190 C o B AT Bh A N
AR LR AR R AR SR IX, ik KR A
1% [E 58 B AR T, #EAT 203 S 4, B30
0.1~100 rad/s .

135 # A& H % # 5 4 (DMA) : i £ 4 50 mm X
10 mm X 1 mm [ 56 % #F 2%, R H 303 77 22 3O i
1 Q800 , 5 [F TA /A ] ) 1 hir A 452 =i A7 Ik o il
IR VU - 60 ~ 100 °C, FFiR#E 2 3 C/min, I 15
15wm, $i% 1 Hz.

1.3.6 428 F 2 # 4t (SEM) % 4t : 4 4l PBAT,
PBAT/PLA LR A2 B T A PR & — BW H )5,
W HE I T8 Sl i 2 b 1 56 WL B, R P 4 R b T R
%o TREJE, RS 84 B B3 (Susolo, H
IS VAT TR 3 NI DDV =S =X i NF ol i T
I HL R D 1.0 KV, K A 2 2 2000 £%

1.3.7 45 A0 Mk AR M) 9K : B HORE S5 RS N GB/T
1040.2-2006 1 (1) 5 A %4, KA 75 mm % 5B 43 95
9 (4+0.1) mm. & 9 2 mm, ¥ B {7 IR 4% # L 77 R
5 L CAL-7000M Y, 51 8k B 47 1% 4 A R 2 &) [ $r
{138 2% 4y 20 mm/min

X. =
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Fig.1 FT-IR spectra of PBAT/PLA blend system with and without
ACA
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Fig.1  ACA 21 PBAT/PLA J% & 14 2§ J5 1)
FT-IR & . 687 cm’ &b Ay Al—O % i 1 4 3% 5h W ik
U, 721 e Ab A 4 A F 4 AN LB 3R T R A
W&, 1297 em &b S C—O B 1 3% 3 W Wi 1, 1465
em’! &b 9 — CH,— ¥ 48 ¥ 4k 2 W YSc 0%, 1708 cm* Ak
N C=0 % (1] 4z 3 W i 1, 2849 cm' Y —CH,— [ Xf
FRAd 45 418 3 W WL, 2915 em! &b Sy —CH,— [ & Xt
FRAH 45 IR 5 W IS e o 356 B ACA w7 76 Jo S8 3 F K
BT AL, ACA I b Uk g 5 o ML Hh i 2 ik ik 4]
ER, HKERET SRR ERES . TkIEEY
il % [¥] Al-BaSO/PE & & #1 £l , ACA 5 94K BaSO. il

ACA .
\g *‘

é @ — Non-polar part

& — Polar group

i 2 TH 1) ¥ J B AR N, ACA HI A WLK BE 5L A 5 %
Lo TREDESE, BE O 90K BaSO, ik 5 5% 2, 0 3
IR A M. X Lk ACA Bt PBAT/PLA LR AR & i
J&i [ AL 22 45 K, 2500 ~ 2800 cm™ A1 3000 ~ 3200 cm’!
4b T MH B A 4L, & B ACA 3= L 5 PBAT Al PLA 4 1
B DL B g 56 1) 77 2Ok 42 7 PBAT 5 PLA [ 5 1fi AH
.

Fig.2 4 ACA %} PBAT/PLA Jt IR A& % [ 38 75 #l
FoRE K. ACA B\ PBAT/PLA JLiE 1k & v, ACA
Iy FEE K BE ke 3 5 PBAT A PLA 7y 785 & 2E
VPR SR B AZ K . SC O AL T ACA FE CaCOs
AR g S b7 AL, CaCO, 2 1 Bt 35 11 K &
A WUBR B 5 08 A5 AR 9 45 BAE TG, SEI T R R A
(17 3 5 AN 5k o X R R SR R 2 ACA T R
CaCO; i N\ PLA & f£ /1, CaCO; & [l I ACA 1 H #L
Wbt S PLA W 7 THER A%, 18/ T CaCO, 5
PLA MAHZ M. ACA K55 ki 5k 5 PBAT #1 PLA [

Iy TR A g, BN T PLA 73 Bkl 5 PBAT 3 44
FHIE I 45 00, I 243 7 PBAT 5 PLA W A 2 [7]
(1) FH 22 1
22 BIRRERHMEE

Tab.2 7] %1, 5 X} Lt & PBAT/PLA #H Eb (6.179
g/10min) , PBAT/PLA/ACA JL IR ¥) () MFR 5 K W

e Tt, H MFRFE ACA TR I & 13 2 2 i1 i& %,
ACA & & 45 phr I, MFR 3 ) 19.0, 25 9% He ik B
LI ACA B3 2 M B AEH , Be 1T 2 b%
TR A T s A 8, 9

(K13 1
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Fig.2 Schematic diagram of mechanism for compatibilization of PBAT/PLA blends by ACA



Tab. 2 MFR of PBAT/PLA/ACA blend system

Sample PBAT/PLA ACA-1 ACA-2 ACA-3 ACA-4 ACA-5
MEFR/(g+(10 min)") 6.2 9.2 12.8 14.1 15.7 19.0
23 HEITAH ACA Ji , Teeooa FRIR T M8 . 2 ACAEENS

PLA
PBAT
_EiéTﬂA/—//
ACA-3
ACA-5

200

50 100 150
1/C
Fig.3 The second heating DSC curves of PBAT/PLA/ACA blend
system
H1 PBAT/PLA/ACA JLiR & & 1 — ¥k I i DSC
5 (Tab.3) A1 DSC H £k (Fig.3) AJ W, PBAT/PLA i

FE g PLA A 45 5 IR 5 (T epa) N 1147 C, O

phr i, Tepa BEIKZE 1073 C, BRK T 474 C. X2
T ACA 1IN, B#AK T PLA 4 8% 35 2 2% (Al 47
BH, 458 7 85 B iz 2 e 7y, (R 3k PLA ¥ 45 .
2 4l PLA £ PBAT/PLA/ACA L VB 1K % (1 1% fb 1%
(T, 3513 L9 XN R0, JE R A& 3 o PLA [ XU
il U [ IR T 1R R Bl . AR R I, AR IR U T wieia
i 160.5 CiZ @7 K H) 156.4 C, BEIL T 4.1 C. &
T V& T woea HH 1719 °C FFAK F) 1703 °C, BEAK T
1.6 C o X2 T, I X TR R A 1 58 35 72 4
ik o o, K. iR I vT B 2 BT DSC #2 7 il ot
R r PR Rk P 4 AR AT N BT 58 3 A BT B

M Tab.3 #1 Fig.3 7] LA th, i\ ACA J5 , PBAT/
PLA/ACA JLVE 1K & 1 PLA ) 45 & FE (X)) B 5
ACA FH 2 K934 0 imi 42 =5, B PBAT/PLA ] 18.8% 42 &1

Tab.3 The second heating DSC data of PBAT/PLA/ACA blend system

Sample Teera/ T Tpn/ C T/ C Toopial C Xera/%
PBAT/PLA 114.7 121.8 160.5 171.9 18.8
ACA-1 115.2 121.8 161.1 172.7 18.7
ACA-2 112.0 121.8 158.7 170.8 223
ACA-3 112.9 121.8 158.2 171.5 26.1
ACA-4 107.5 121.7 156.7 170.4 26.6
ACA-5 107.3 121.1 156.4 170.3 244

T.: cold crystallization temperature; 7T..: melting temperature; X.: degree of crystallinity
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Fig.4 Rheological curves of PBAT/PLA/ACA blend system
(a):relationship between storage modulus and frequency;(b):relationship between loss modulus and frequency;(c):relationship

between complex viscosity and frequency
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F26.6% (ACA-4) . Ui B ACA FI38 ¥1E FH , A Fl T+
REmPLA THBRMESR ), REmdmE, 5
MFR RAES R &

24 RETH

Fig.4 /& PBAT/PLA/ACA LR Ak & 1 AT N
i 28 . 1 Fig4 (a) Ml Fig4 (b) A W, 4l PBAT K
PBAT/PLA/ACA LR & & I it RE AL & (G ") A 451 #6
BB (G B BESUR (o) 3 KT T 5. X2 RN
TE 0 BARKT , AW /> T 556 70 2 I BT ] 3E AT Fa oth
BT LSRR RE R0 X 1) GFI GG« Mok 2238
BB, 43 7 B 10 b ot i JR) Gz O K T AR R 0 AR T i
6], 43 F BE B0 A ot BR AN A0 0 B8 40, R H S
RN, B GG R . fEE AN wX N, PBAT/
PLA/ACA ILIRE R 1 G'BE A& ACA & & 1 38 I %
ik , 5 PBAT/PLA #H tt , ACA % in & A 5 phr i,
PBAT/PLA/ACA B 1A R G N T4 1AM &
%, Wl fe a2 ACA 4 1 85 v I K B ot 25 5 PBAT #I
PLA 17> ¥ 8 K 4= 1 4 5%, £ PBAT #ll PLA A 7t
HEE, INT 75 F R B8 BB, BN T 95 F
% 8] (A B . M58 7 PBAT F1 PLA 4 F 8% 2 [H]
HIYE4E, S GRRAK. G IRWLI 2T A WA ] i
R VRV BN TR AR TR AR A AR, RAE R S W R
M Fig.4 (b) W] %1, 7£ ¥ A » F , PBAT/PLA/ACA H£ iR
R 1) G HE A ACA 7 5 1) 3G N 32 87 B A%, 1X 42
A N ACA 7 4 #£ PBAT Ml PLA %> 852 1], B A
— € WG B AR A SRR AR R AE T AR i R
R FE VR BT AR N R D, T 3 G R
fik.

Ul Fig.4 (¢) fT 7k , PBAT/PLA/ACA LR K & 11
SEF R () B A ACA 5 5119 3G 0 328 47 P A .
H5ARE N ACA M ILIRAK RAEL, 25 ACA I & K
5phritf, p* FRE TN ER, XEHT ACA R
A B 25 A0 ¥ I AE A, ACA [0\ 7E PBAT #1 PLA
BRI T B B R 5 W4 DN T o T TR
() BE R BH ), SRR AA R (1 B 1 3 s, Rk 5 3
AR oI5 B 400 B ACA S i B = BF % 1 347
U, A RS TSR

ACA (1] in \ 1 PBAT/PLA/ACA JLiB & &2 1 G,
G" o 1B N B, 1X Tt 35 15 {af FH 184 28 701) 4 ok (1) 52
Wi A — 250, FE IR Ui B ACA 2 — & 38 BB AR, 1R
TR AR R IS AR B 1, A R T IR A R R T
PERE, I 5 0 R FE HOB AR — 2.

2.5 B HFMERE
Fig.5 & PBAT, PBAT/PLA, ACA-2 il ACA-4 iR

FE o PFE K1 (tano) BE L B2 1922 4k Hh 25 . 7E PBAT/
PLA/ACA iR AR Z Hh, WAC B 45 B FE R 7 11 04 {8 4y
S KB PBAT FH PLA 1) 3% 15 40 3 A8 3 B (T, HAH
5 F Tab.4 1. M Fig.5 7] DLW %2 5], B % ACA &% &
(1) 38 o, VR A 2R 16 PR FE 04 38 IR IR T RS Bl . X
Ut B ACA 2 2| 7 8 ¥ 75 (1) %R, f# PBAT 5 PLA
gy F % 18] B9 A AR F 0980/, 2 % 7 PBAT #1 PLA
S TEERIIZ B RE 1, JE 1IN T PBAT fl PLA 4 T 8%
M . BE A, & BN ACA J5 , JLiR & &R
Ty oun F1 Topnar B ZEAEL AT, 3Z W7 U6k /N, 15 B ACA 7 — &
FERE E 3N T PBAT 5 PLA HAH &%

0.8

—— ACA-2
0.6 —o—aca4

1 1 1 1
-50 0 50 100
1/C
Fig.5 Dynamic mechanical curves of neat PBAT and PBAT/PLA/
ACA blend system with various ACA contents

Tab.4 7, of PBAT and PBAT/PLA/ACA blend system
obtained from loss tangent(tano)

Sample Teopr/ C Tona/C AT/C
PBAT -23.77

PBAT/PLA -26.29 56.60 82.89
ACA-2 -27.32 55.05 82.37
ACA-4 -29.15 51.76 80.91

2.6 HBMBHEESEW

Fig.6 4 4l PBAT } PBAT/PLA/ACA It & ) %
W 1T PR SO 5 . i Fig.6 Ca) AT 401, 41 PBAT 1) I 24
T RSP, 3R T PBAT PR #0443k 1
Wiz . R ACA LR & R BB 1)« g - B 2%
H4 5 W T Ak P UKL A LR 2 BH T PBAT A PLA 2 [H]
FrI A A R, A JiAE R, PLA 5 PBAT i it
K, 5 80 4> PLA 43 #UFH A PBAT 2 44 A1 o it 7% 2
N . AN 1 phr [f) ACA , PBAT/PLA/ACA iR 4
F I AH 25 00 A8 A S5 I T A AR 3 2 1 Rk IR 4
¥y, AR 3 5> #F PBAT Al PLA B M1 45 # . ACA & BN
2 phr B, LR A W THT (9 bR 45 M B KT 25 4R . R
JR 25 LE PBAT/AT K /ACA 545 4 RE %2 B - BL i F
WER . X g T ACA HIIn A, PBAT # 5



Fig.6 SEM micrographs of pure PBAT and PBAT/PLA/ACA blend system
(a):pure PBAT; (b) :PBAT/PLA; (¢):ACA-1;(d):ACA-2;(e):ACA-3; (f):ACA-4;(g):ACA-5

PLA #H 2 [H] (1) Zh 45 7 14 5, 76 52 4 7 IR o 72 o 5
RIEETE KRB . 4481 K ACA & &,
PBAT/PLA/ACA FL IR 14 5 1) Wr i %8 8 7 5, 5t Bk
FERA T Matk W2 . mragJ2 i T 4k 223 n ACA &
B N AR R U2 B0 TR R T R & S )
. PR AH ST IR B 45 70 K EOK 55 # A B i K
FARJER, RAEESERN RS 1T 4 aeid
A B JE R AT 51 28 P T AR

257 1450
e N

20
Z R X
E
£ 15} §
= e {250
s r
8 10

-
5 1 1 1 1 1 1 150
0 1 2 3 4 5

Content of ACA/phr

Fig.7 Curves of tensile strength and elongation at break for PBAT/
PLA/ACA blend system

2.7 RI{EERE

Fig.7 N PBAT/PLA/ACA J& iR & % () $ ift 14 fg
MR 5 H . KRB, BE ACA ¥ Jin & 3% i, PBAT/PLA/
ACA FE IR A4 22 1R A 9 FE 52 5 34 00 Ji5 980/ 1 e 35
1 ACA & &4 3 phr I, 3t W A4 & 0 Fi7 A 58 B A
20.3 MPa 34 i1 £ 21.93 MPa, ¥4 il T 7.8% . 24 ACA
&N S phr F, LR AR &R 0 b A B S T R B
F| 7 18.92 MPa, #H Lt 3 phr ACA LB & & () $i fift 5
FEBEAC T 14.8% , AH EL A I ACA LR 14 5 1) Hi i 5
FEREAR T 7.0%, FLIR AR R R0 58 F 225 R . iX
1E 47 5 SEM 25 S AH X B, N & & 1 ACA , 3 AH 1

FTH B 45 38, A8 S VR W B A s R G 0, 5
ACA & &t Z I, ACA T i [ T4k, it sl SL R 4 11
P A 5 5 B AG

55 B0 5% i R BUAS A, PBAT/PLA/ACA FE R 1A
Z I W 2K R B ACA 75 5 188 i 52 0% 5 58 n 1
Fa A, B BN E] 410.73%, /2 KN ACA LR /K R I
ZAH K A 1.63 15 (250.9% ) o I i K R 5 I
i, EER BT ACAM G MR F F(EH, Hl 5 T
PBAT J¢ PLA 7 T HE W AH BLAEH, Ab JIVEH R, 4
THBERESEE, (R Y = A KA, A
P T b A

3 4ig

AR SC LA TR R A9 BB 7R CACAD 3 2855, il 4 1
e FL v It 3l M AR A 1 1) PBAT/PLA/ACA JL IR #4
Bl i B FT-IR . SEM .. it 48 F1 7 27 M e il ik v 48 43
BT T ACA X PBAT/PLA FL VB #4 K} 11145 44 it 2 14 1 385
VWYL, EHRERY, ACAK M AR & T
PBAT/PLA/ACA St iR & 5 (1 4 M 0 20 1 s 358 1
PLA 7 T 55 B M52 2 g 7 ISR, B4 T PLA 11
A 8 o R R BE L R T PLA RIS B s m T
PBAT 5 PLA 4y 85 7] (19 B £ & BRI 73 7 IA) B 2%,
B T IR AR &R 455 1K 2 FE S PBAT A1 PLA 1) 3% 35
AR e TR R A, &R
TR R B I NHl A EA R4 TR
YL 2 o AW HE A W) A BE R 2 A MR R it
TH R
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Poly(adipate butylene-to-terephthalate)/Poly(lactic acid) Blend System with
Aluminate Coupling Agent

Haipeng Zhao'?, Shunpeng Hu'’, Guili Li', Xuelian Xia', Yanbing Zhang', Qimeng Wang'
(1. School of Materials and Chemical Engineering, Henan University of Urban Construction, Pingdingshan 467036,
China; 2. School of Chemical Engineering, Zhengzhou University, Zhengzhou 450001, China)

ABSTRACT: Poly(adipate butylene- to- terephthalate)/poly(lactic acid) (PBAT/PLA) blends were prepared by melt
blending using aluminate coupling agent (ACA) as compatibilizer. The effects of ACA content on the structure and
properties of PBAT/PLA blend system were investigated by FT-IR, melt indexer, differential scanning calorimeter,
rotational rheometer, dynamic mechanical thermal analyzer, SEM and servo control tensile testing machine. The
results show that ACA interpenetrates between PBAT and PLA molecular chains, causing physical entanglement with
PBAT and PLA, increasing intermolecular distance, improving molecular chain compliance, and enhancing the force
between PBAT and PBAT. The compatibility of the two phases is improved, and the tensile toughness of PBAT/PLA/
ACA blend is increased. The elongation at break of PBAT/PLA/ACA blend is increased from 250.9% to 410.7%. The
ACA has a remarkable plasticizing effect, which increases the melt mass flow rate, and the storage modulus, loss
modulus, complex viscosity and glass transition temperature of PBAT and PLA of the blend systems are reduced, and
the crystallinity of PLA in the blend systems is increased from 18.8% to 26.6%.

Keywords: poly(adipate butylene-to-terephthalate); poly(lactic acid); aluminate coupling agent; plastify; compatibility



