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Resear ch progress on biomass toughened polylactic
acid based composites
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Abstract: Polylactic acid (PLA), a polyester polymer obtained from lactic acid polymerization, has been
used in the fields of packaging, medicine, and agriculture due to its non-toxicity, no irritation,
biocompatibility and biodegradability. However, disadvantages such as high brittleness and poor heat
resistance greatly limit its application in a wider range of fields, and toughening modification of PLA is an
effective way to overcome these drawbacks. The research progress on toughening modification of PLA
using biomass at home and abroad in recent years was introduced from the perspective of PLA modification
via blending with ductile materials. The basic principle of interfacial compatibilization, melt blending,
mechanical strength of composite materials and the existing problems of the typical toughening
modification system were then analyzed and summarized. Finally, the key future research directions on
biomass-reinforced PLA composites and the key issues that need to be addressed were discussed.
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Fig. 1 Structure and schematic diagram of synthetic routes of PLA
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Fig. 2 Overview of toughening modification of PLA using
biomass
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Fig.3 Common biomass native fibers and their sources!'®'”
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Fig. 4 Typical interfacial modification strategies of BF
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R B IR REEA T B K N X 4R B TR AL
W, A5 80 T 7 HGE b 1 B2 IS IR 41 48 ( HCF ). B
¥ PLA RS =R T A HCF A
FORIE T 200 CHERMA G P AERIERE 10 min, FERD
M EMBEEAG P ERLE, HHET
HCF/PLA B &M K. 45REW, HCF 5 PLA [Hff
TEREHE B4 FIRE T 7, T3> P 3 ) 4 i 114) 5 T A
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250 LA, HCF X PLA HA 5 ZU ) S A0 U AE
AMUFE R T PLA B4 Sh R, IR BB IS 02 1 H AR A A
PRZE A T SE B R 2H AR E 1 o AR, R
LI SIRIRRILRY) . RO SRR . rEbe
IR S o 250, T8 A Sy 1G5 SR FFHF H T8
il T HCF/PLA E&MEL, ZiLfegit—1L s
HCF 5 PLA [ A AR A, 327+ T 2 &M R L
fHGE RN 4R H XY HCF 3~ PLA Jit
W 15%0F, AR 2R EY . Fakok
W Sy ] A 3 S 1 Y WA R FH D B mT e i PLA 2
BMRL B A PR TR AR AR

1.2.2 2£F G4 4 /PLA £ 54 #

220 AT Y R SRR A RN Wk 45 e A ) AR
HRRSY., Hrh, &244 (SSF) 24t
MR, I i SRR 22 g B AR AME B, R
— P RIRE (214, SSF 11 IKEE R A7 7R 30 %
B ST AEH J1, WT T SSF = hifdos i
IEAh, SSF Ak oy 22 Z B IKBEHESI AT, Sk
AR, Z BN VR, 3 R s il A B Bt &5+ g
B, JEMglchE Ry, Rt SSF B MER Y, FakER
PE(i15 SSF HA5 FIVE PLA HAsRoc AR T 17, %
T SSF BA RAFmyHUPERE . A=W AHEA M S A= T
FffE, SSF/PLA il H ¢ HH T 259 = FIM RHai .
SSF B& T LA “£F4eds” BB A, trl bl “%
PR A SO AR o 0] i 2 O R e
Tt 27 4E (DSF ) X PLA/ZN K BRI K A7 2L K 48
PEATHESER | 55 1 PLA/SNK BRI 0 K A1 2L 2R EL
BRI R4 . R R LA A | RLRE Y FL R 1T
AR T ARG ANsE 5, B AR B 2 T R U,
BN FH . 25, CHEUNG ZUCYBFSE T SSF/PLA
BEMEHE N AR ERE, & B SSF MM AfE
PLA [P FIE A5 20380, I HAE 4 S H WA
YIRE MY, A4 T4l PLA A 51 He i) 2 ) e fide
R, SHAO %P M A 22 % (TSF) Al PLA MK,
FIRA# g 28Rt &hHTEALTRHRMR
TSF/PLA B Z 29K E G Mk, 4 TSF Jitht
IECH 10%0F, 1451 TSE/PLA B & MR B ARy
AR S12E e B A, Hhifhas k3] 180.36 MPa, 1
oA ik 417.65 MPa,

Wk 22 21 4 ( NSF ) S f Wik 43 0 4 45 B 1) 22
& BT C 04 KSR S0 4 A v R RN S A v ) —
PR ALY, RUBLZ G, X—TEk2E. £9) .
R AR £ 2 R sh W 2 7 4. B TR
B S5 BE AN, R 22 2T 4k 3b B YCIRAT . TR A
W T EANRNE | B TR AR, X ek
W fdif3 NSF BA WG PLA AU 7. X SR as o3
NSF 1 PLA 7E5 i N 53 5% it T 20650 99% 1 75 9

SENEET, SRIGHE 7 ¢ 3 AR K PLA YRR
NSF BT IR WA 25 220, RAIH g2
PG NSF/PLA 2 &204 . WHst &, NSF Al ffi
PLA HEAYLRSRERR 13%, R4 EMN
1.1 pm ZF/N2 550 nm; 45RO T 78 o i 4 fif
EBCR 1.5 5, 524 2028 A0 KT 458 1 R Lh 4 i
R T 66%F1 92%, (HIBT 2K R A PrFEAI .
HAT, 5T NSF/PLA & &bk Bt 58 A 55
/b, BT NSF Al PLA {5 09 B W AH 25 A S n] A
YIBEfR I, IS E B MR AR s R R S R A
I RE R AT, (EARIRARSE .

A T A= Wy o R A 27 4, shn 47 4 28 etk
Ja AT % PLA #4738 fb ekt . A3 T SSF il NSF,
HCF ) Sy Bk, HXF PLA AU SRR A )2
SSF I NSF, {HJZ&, HCF f] LA M il &5 5% 7547 rh 42 B
HE, HAREZ . BAMKEAES, BFRER
HA ST A YA A AT A R e, R, E—
RO BTV AR B A PLA 458 s 27 4 iE0R) . 25 1
FITiR , HE ) A B A 0 I DA T A AR AR T R
PLA ¥Jr R R SRR . EARKEMIIR T
PEr, MUSAS R s BOR M B &, T 25 BRI
JE R A R R A AT X PLA BEATsR Bl . 4%
SIEL g X WE # HCF /)T RB Ak S tEAF 5% LA i s H
5 PLA WA THIAHZYE, #ES) WF F1 HCF 7£ PLA 58
I & EbERE gk (0 PLA B &40 R Tl fb A==
A

2 EYMRUFHSIGEPLAEESHH

A= A 2 21 53 S R AR A T Ak 2
gy, WMEFHER | ARJRE . PR wh . HaeR.
BT R AR D ok Bk i 2= 4150 A
A TFRH RGOk, B S SE R B A R TN
% PLA B, FE—@ 5/ F A SE8ix PLA 5%
Pk, Wl RE It R AR, DU X
Hi R R GOR A i 2 KT JERIG SR PLA
BEE G MREAT T RS
21 MKRAHZ/IPLA EEHH

YUOKREFHEZR (NC ) J N R IREF 2 2 b $EHUAS 5]
() —Fh EARTE 100 nm LR (25 4 B9 AR YR Rk
INFITROREE R 5, NC 7 AR AE Z 40K i (CNC ),
YHEY LT R VA ST A R AR 4E( CNF )P & 6a ),
NC ERFFLFAERGMNE B . SR Mot |
EIAE AN EE . R SRR A A, R B gk
MR E K & R R SRR B, B
ZHT U A A B H %5 o
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ZiX
— TERX
%3&%;*'%*7 %
P *
et 24 HFHREINT
YPORAFHER BRI
A
Bl K IR
(REXIR . BRES Ak
Bl FOREER . BB ) TSt

@ < )

(=——2nd TSE)

(— 2nd TSE)

TR
XURFFEFH (TSE)

0
0

50 100 150 200 250 300 350 400

NEAE/%

EH 1%,

2%,

3% SCNF By Jfi /3%

B 6 NCHIRE (a) BHAE PLA B P AR T T (b) FIRUR () (626463

Fig. 6 Extraction of NC (a) and its application process (b) and performance (c) in the reinforcement of PLAL6264-6%]

ZERETT 210 CNF F1 PLA R JEUkh, et 6 il
LR - R Y D7 iA i 45 1) CNF/PLA RERSI45]
BOfE PLA P, /ER PLA S AR BAZ 7 B 5 H gt
B 4 ONF B 80 3%, il %) CNF/PLA
BAM R W 2K R4l PLA $255 T 41.2%, &
NHXT PLA M fk ek MEAEH . {H CNF/PLA A4
A ) i BEA B AR AFE A YA T4E PLA, KRAESCH
S (= A N O SRR R -8 B (VB E S
L NC X PLA HAT BERIAE FAE JC e s /R F i) 32 22
HATRER, NC R & KENKRE, 5 PLA LR
S B B, ST () A AT AR A ANl A IS
SR P, S NC Xt PLA AYSR LMk,
X NC 472 H 181 o 50 ZE AL CVR T BRI XF NC
AT REEM, HA5 T TRRER LA K EF4E 2 ( BNC ),
it — 2 i AR B il % T BNC/PLA 24
MRl 2T RRER L MrE S , NC FEAEM MR il 4
Bt RIEEE T, WU T 5 PLA MR RIS M. SR
T4l PLA JE, 4 BNC B 80k 5%, il 410 =
A AR AR B AR AR R B T 30.1%
1 31.3%; MiAHFEA IR R, NC/PLA &/ FRHIHL

it 5 RN Wy A SR SR & T 7.5% 1 12.5%
REEITEEON o (L) PLA R ) M 1% K4
Btk NC 5 PLA #EATVRCLIR , Bedh a5 otk
NC/PLA B &M, KRRV 5I MM NC 5
PLA [H] A 25 A AL T 2 25 1A 2kt , B A
PUBRPE BE I 4 5, P ik 2 T 244 4 22433l ik
F| 40.2 MPa 1 6.39%., KIM 2507152 H] 38 FA12 I %o
CNF JH17 R i 5 /E A PLA 3485555 ( SCNF ),
A A OBUIE A B A R )y R A T RAIG
SCNF Jii it 7348 ( 2% ) HyeA: Y% PLA/SCNF £ &
R (E 6b). Zad “RAUEFF B T, % EA
Hﬂﬂﬁﬁﬁﬁ%ﬁ%ﬂ%ﬁﬂﬁﬂK%ﬂﬁ:‘%ﬂiﬁu 35 MPa
1137% (FE 6¢), SEE T PLA ), R4 NC Xt
PLA I AR S (G505, {H NC il 5 A =
TS50 P A7 1 s AR v 3 141 3 BOHAE PLA 34K
HATEEAEES ) TR AR, Xk — A
T NC R HRAS, KT NC/PLA BE &M E T
v AR A = I
22 KRZIPLA E4HH

AJRE (LG) B—Ffm e . SaJE. ok
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BREMRRZHMIEMREY, SHMRRE. &
Fodk . FAERARTE PRI A bR AR 0 25 A T
ARIRE RAFRRIE St A smr%", LG
YRR T PLA #Ef7ekct, nT5 PLA 2544
4kt PLA B GAK, S0 PLA SEADEHSAS 1Y)
FA AP RE A 3 (0, B R SR IS [l B < 1Y)
BEWTEIE S (FlEs . + B A B ) X LG
e b, WIS TR ERE (LEs), 5 PLA B&)5
AR B4 T LES/PLA B8, 51T 7Y
HZALXT LEs/PLA & & BT 2 RE 52 m o 455 %
W, EAHREAEEET, BIERSECN 10%A9
/e S ER AR i (LE1S) ) PLA E&KE
84 d W ZAL G Wi LRI 30.7%, &4l PLA
W KR ) 6.27 £, PLARSREE S ik 42.1 MPa, it
WICPE R B LG %F PLA B RAF s B SCR .
- AU BT R 4 K HIh R ( GMA ) Ry 25
A, FHESFE5H SRR RS LG 4145
P BRI PLA 43 FRYSmIE N, IR LG
55 PLA A4 Ui AR 251 o i o vE 98 AR A 5 i A T
= TEBERY LG/PLA BG4k, 45 R &, GMA AT LA
AR E LG 76 PLA FER A48, 2o i
F SR, MR T T 2 A AR 12 0m 5

Kt LG A SRR PLA BRI . 25 il L K e

R, M4 GMA M5, TEAHFR LG it 74K
(10%) F, LG/PLA E&Metphifiom g & T
73%, i5%E] 60 MPa, A4l PLA ) 115%, Wizdffik
R Tal PLA; 4k iin LG a8, B
i GMA MU, LG/PLA & & M4 Ak o7 A it Ji2 17 24
KR SRR ERBHERZET N T LG 2
BF 2B AL O G 5 PLA IR, I3 i i H 27 22 34 2%
THOREF AT R, SR P OBk LG s
BN 2%}, 4 ) LG/PLA &4 27 4 i B A B
Gy Jy2EbERe, hrAER Ay 3.42 MPa, Wi
9 58%, Lb4li PLA #rL 25 22 WiBE 43 i 3 5 1 10% A1
49%, SCELT PLA & A ARHE5R )1 it
W 7 Bk, REN S8 7 4 — e be oA
TR AR PLA ISR H5E, WIARRER
AT B PR I8 PLA, 153 T ke 34k
LG-g-PLA St , BRI 5 PLA ST IR,
il & Tkt LG/PLA BABE ., EMRILAHT, 8
B B AR B AR AP A6 T] 43 5ilik 40.16 MPa Fil
207.3%, fm T4l PLA 1 28.65 MPa (Frf#ssEE ) 1
5.53% (Wi 38 ), o sCal 7% PLA AYA R0%
PIfte, BT k LG-g-PLA BeE# Y PLA
KA 5AR PLA TR LR B 984, e T T+
Pl LG TEAMR PLA Wit 5 R g & 71 .

A
B K,CO;,
n-C,H,sBr,
H H n-Bu,NBr (Cat.) HO\@’OCqus
a3
H,0, reflux, 3 d Le
OH B
—OH aliphatic R=H or C;,Hs
—OH phenolic e ——

—OH carboxylic

PLA—O- OCoHys pLa 40 times longer elongation
— 5
IR

OR
R=PLA or C,,H,s \g/ PLA

keAk LG-g-PLA YMELG/PLAK &%

WMABEZE AT ~0
. T~—aHo Y
e s 3
FFREHATE O GG
OH
_.
Q
)t
s = O
T TR AT OH yg
C
Lactide 401
DBU (Cat)
g 301
%20
o
%10
% 10 20 30 180 190200 210220 230
WK 2 /%

Bl 7C H, a~e A HIMRERIMEAR TR T ESEH 0. 0.7%. 1.8%. 3.3%F 4.5%01 LG/PLA & & JEH: &
Bl 7 LG % (a) BHTE PLA 38 H (%) B R B (b) 72
Fig. 7 Structure of LG (a) and its application example in the reinforcement of PLA (b)["*!

WnFrRTIR, LG R FE | kT, i AELL
PRV PR ENAS o SR, LG 2 H A F45 M R R
HERE, R R O E RGO XS

X LG/PLA &R E )™ A0, BRI HAER
BERE i U . (H LG 1 2 B4t SO HaAl
P . FRlCESNREIEZIIRE. ik, & 3A]
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JH LG 2> T 250 E, 45608 B R B i AR
il 2 DIRBAL Y LG/PLA B &M K, JEA R0 EH ST
FEIT T
2.3 EMIPLA E4HH

VEN (ST ) 2 #4055+ A i AL KR T
FERBAY, SH RERE, TR SEER K,
JiT LA LIS ml e B v T o R X LIRS R — R
frrEmom T, AT ST Min TrEGE, W H
FHH I B S5 3 90 500 %o HLpE A T4 VAR B o] 45 Jl A
PEERy (TPS) U4, TPS HA BB, M (KhE.
Fefim R, B/ PLA AYEDRIR, AT AR
PLA AR BUA T B8 o R A %2 . SRM7, TPS 2%
JKVESR, 5 PLA A VEZ , £ RBREF (MAH ),
KA KT (ESO). GMA %ME)E, fefr—E i
B ks TPS/PLA B &R RIAHAM:, 1T E G4
REI 7 2% 8 BE R BT 244 R SR T3 e g AR U0V D)
MAH EgfLFER A PLA A JE0RE, @it fa al AR 57
W7 R4S T Hgfk ST/PLA E4M k., BFs &I,
Wi ST BRACFEREMIEE S, A MBI S i A
FRAK, Bk ST 5 PLA [IfMI A B Wi . 7210
T, Bk ST/PLA & A kLA H A58 B A KT
ZUHK AT 49555 45 MPa Fl 14%, & TIRIEH
/PLA B AR R TER/MAH/PLA 2 &K 2=
GRAEUT D) A S 0 R R e A ROk 45 T TPS, 4%
5 PLA JEmHRE 1, #il45 T TPS/PLA HEHkE
2 AR RE, L ESO I, it T ESO X &
AR RHERER I . BFSE KB, ESO 5| ARE(E
HE TPS ¥4k, fifi TPS 5 PLA Al fYAH A MEHEE . #H
BT ORVR N ESO 19 TPS/PLA EA#KL, 4 ESO I’
JEA ST A1 PLA B 1) 6%, & A AR fir fif
SEEEM 23.9 MPa #2753 24.3 MPa, Wi R
32%$REE] 73%, SCELT AL rE . B Y
¥ GMA AR PLA FIH M LR TS MEFTIHR,
WA E B ERAMESEEY TR ST
TPS/PLA-g-GMA E &##L, 444 PLA A GMA
A (L PLA fil GMA R ETT, FE, #8%
H1.51%) K 6%, TPS Fl&E K 10%HF, &R
For A B T KT 2414 R 53 5128 42.6 MPa 1 8.9%

4 R MO S AN . WANG 25079058 35 iR 4 1
WL AR, SRIG 5 TNIGTIR £ R iE1T JC R Lt
RILMBNER LB (PEA) fERINE, AT HE
NS EEH TERY 9N KR T ( CSS NPs ), H-45H A
T PLA gyt 24 CSS NPs FiHt 50 20%
fif, CCS NPs/PLA & & 1 kY B 24 ff K K 3k |
412%, 5221 PLA [ 61 %, [A] i HAv i B 5 4 PLA
FHIE, K 52.8 MPa, DONG 250U ] GMA Djhgfk
# CCS NPs X% PLA #47etk, wlif—P4EFt+ CCS
NPs/PLA & & M RHA Wi 24K R 2 449%, [ EREE

B BRI EREE (40.4 MPa ), BHER Z50U(di ] 17 5
WK X TPS/PLA & A Rk EA T3 3 ket L 1 5
P IAYE R E Ry (TPCS) 5 PLA RWIRE, &R
J& TESUBATBT Hh HL 8 i v FH A 884 ( GRH) 40K
Rt T oinede, fJE ok IR E ST T2 WM E A
TR A SN TR B A AR B A R R AN
HEY A 3L, #2717 PLA FIl TPCS Z [H] (A2
P 54l PLA (Wi % 8.9% )Hl PLA-g-TPCS
A2 A IR 244K % 23.9% M L, PLA-g-TPCS-GRH
AWM (WM E 103.4% ) 20liEm T
1161.8%F1 432.6%., PLA-g-TPCS i HiEY i
GRH W gk i B ZERE TR mAb, Y 5wk Az 4k
JireA At , GRH WIEGNK Aol 54d T2
2, RIUHAFEERN o B HLE BN N
PLA-g-TPCS-GRH & & W 24K & (B ) 2
A E RN

WETATA, ST HARE 7z . MASMKEE . nT o
EYIERAELA, (AU S PLA R & E S
MR e . AT, ST/PLA &AM R Hl 45 4%
ARG E 2Pk, EZRIAE ST ALt Ty
Mo Ban: SRAEEE A AL ST i, I FE %y
R A A AR, JE A AR R AR5 Bk,
FE ST MY¥B Akl ach 2 vl 5 20t s AR 95 | &
T A B D Pl A Ak 2 b, S i — S I A B TS
JeRNnlFek g R, Fik, W% g T AR A
FARMEEEER, JERAEATRRELN ST ¥ ikt
FAR, J& ST gt fE Tolk LML I T PLA #f5%
ke ST/PLA B EMERCHE, Ak E—
il ST/PLA &4 A 17 400 dak B2 A AR S 4

i Bk, VARREF4E . 40K R 5 RN
BT A ) I DA AT 2 DL AR S 2 G Y R R R
PLA Uil & SRR A AR, FERGSRET, # RS
KMREF . LBREF. THREF. BEHIREF. AR, £
CURG . MM . BEEUVER . RN IRA K HES . N
TR £ TR S5 6 A 1 o R A T R ol LA R g
Wk . KH550. KH580. AHI151. 2F 4% % fa o
PEAT BB, TS B0 AR ) R FCRS PLA Y AL
wagy, PETRERRSCR . iR ACR M E , B R
AL YEAESETE PLA (O nm i Jy 1w o8 HL L34, WiAE
IR TE A E, A TR o W R A, 1
NZ YR EA e T, WF LUK HCF HEAT R IE
Iz BEM SRR, AR T A A Y R AR
272 o 5Tl AU FH A B R PR, (A5 B
— S WEIE . R, EZRAEY T A s,
LG FM A SR . s Ae etk T4 Wi | &R ar H R
AR, 2R Tk fb B W 1% PLA
HRRMORE, FERRKH TAEP T LUINAX LG 45H1&
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WiBwT s R, ek HAEDIREfL PLA &K P Y
X A

3 Z£RIBEREE

HET, PIEREE  BEIRAA AP A H 45 %
AR AR R AR R T S 5 SR AR . PLA
VAo LA W e ek, T kA A 0 o SR A 75
CHH TR Br MRl S48, SR, PLA [
AR EMETE . R DL B 2 e, IR T
HAEHE Z GBI . REHTTEUESE, AR BsUAE
YL LA R AL 40 B T2 T PLA 1 1~ HERE A
MR PERE, IMTF R R G PR REIL R i e 3 2 5
MR, BCh# R PLA T 1 A Ak 4
PLA JEA: Wyl B fig 52 5 bORLIE HAT AL e 7 i S MR
SR TR B skt . BREEACLF . RURL T
A DL A R e . TR, AR B PLA
SE R B 5 SR BT M2 5 A J i) S —
Ak, XHES SR ORI AR, WRAE IS4 AT
BAEEE L,

HHET, PLA B B LI EAREREME N
R, ARG NSRRI, AT RS A2 Y
TN N 32 2% 2 B4 oesh, AP BEa
SERRFIERIRZ R, LEYI TS PLA W] B9 S RIAH A PEA
e, T AT S A R G R AR, AT
il s LR B PEREOU S I LE W Bk PLA At
S5, AW BTG sR PLA A FBERK 1Y & S 7 )
ANBLT 3 A5 g (1) S BAEY 3R,
ARG AT AR ARAR A M SO JEORE, R I &8 — 14 PLA
CHRRT HETEOR, JRRIEA I R R R
CHARLT ORI CREAST TRDEE; (2) AEMIBS PLA RS
HARZ VX 25 FORMEREA B B X T EAE N, &
RAWIFEERE | w2, BRI REAL 4 5 ThT 35 A 4%
AR, BEUREAYFE PLA FHE A VEFIREZS
RETHE A B AR RE M RERFIE ;s (3) AW BTR
Bz MRRZ, THEEARLE ., LS
B A 4 5P T D ek PLA & A A RH 45 s X & A 44
BEOCHEVERER R ML, SR Y Bk e PLA 25
PR SEOC R B2, D PLA B4 e 80 4 it A
TACAR T IR b, 5O AR R EOR B G
[, FEREATEE X, AR 2 ook,
LA AN RS 5 R i 20K .l i 3 AN J5
B RIAIE S, ] A R JSORE AR I T 2 AR Dy A7 AE
(DG EEAER, ARG LR PERETEAL . AR SE IR AY A= P
Pk PLA S5 #0KE, Sy e i s A o iy
PORSZHE, B S XU s H AR S B
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