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Preparation and Properties of PI/ MOF-808 Mixed Matrix Membrane by Electrostatic Spinning
Zhai Yan', Xie Jianxin®, Liu Hao', Xue Yanan', Wang Pengxiang', Shi Haonan', Wang Xiangging'
(1.Taiyuan Institute of Technology, Taiyuan 030008, China-;  2.North University of China, Taiyuan 030051, China)

Abstract : Adding metal organic framework material (MOF-808)-into precursor of pyromellitic dianhydride and 4,4’ -oxyd-
ianiline (PMDA—-ODA) polyimide (PI) precursor; Pl mixed matrix membrane with different amount of MOF-808 were prepared
by electrospinning. The morphology, mechanical properties, porosity and liquid absorption and thermal stability of PI / MOF—
808 mixed matrix membrane were characterized by Fourier transform infrared spectroscopy (FTIR), X ray diffraction (XRD), scan-
ning electron microscope (SEM), tensile testing machine and thermogravimetric analyzer. The results show that the ordering degree
and crosslinking degree of PI /MOF-808 mixed matrix membrane increase after MOF—808 is added into PI. The tensile strength
and thermal stability of PI / MOF-808 mixed matrix membrane increase with the increase of crystal addition. When the addition
amount of MOF-808 is 0.5%, the tensile strength of mixed matrix membrane is 1.5 times that of pure PI fiber membrane. Porosity
and liquid absorption decrease with the increase of MOF—808 crystal addition. When the addition amount of MOF-808 is 0.7%, the
porosity of P is 1.6 times that of polyolefin diaphragm, and the liquid absorption rate is 7.4 times that of polyolefin diaphragm.

Keywords : MOF-808 ; polyimide ; electrostatic spinning ; mixed matrix membrane

VR, )2 0 T T 3 B 8 8 i el e 2 2R
W ke LIE, BA s B vy AP A E PR AR Y
Rl ABAE R A AF B AR PEAIAL B R 22, A
REAT R B M IE S, AP e Z el ' &
PRVt (PT) 2 — i A8 5 (4 A ML ER R v 201 44
B BA S B AERE VRN ) AR RE 5 i 2 22
210 A ) PL 22 FLIBE AT LAAT 257 R SR 0 e o A AR

EEWA: 14 “1331 TR UrRAE oo m |
WISVESE - W, 5%, EZINHMINE 0 RR AP 5
Y75 B H#5 : 2020-09-29

S PE2EAFLBURAR A [ R, (EE:, ¥ e 27 2201
F By PLET LRI TR 450, S 4E ARSI TE I, (R
EERRY , 21 4 2 T8 RH AT T , T A PT T 4EIE A
“EPERER BRI Tk e U B AR
LA PLETHEBE G PERE , B PT 5 A7 WLl 3 0
HLECRHEIR , H 2 15 B 2 A AR i ) 5l ik i 98 &
B, 38 o DR A FS Y PT AT 4R R R E P

E-mail : zha_yanh@163.com

S| A&t . e e, X 45 W g 22145 PL/ MOF—808 TR-& S I Ko M BE [1]. TRESRIR 1 ,2020,48(12) : 6-10.

Zhai Yan, Xie Jianxin, Liu Hao, et al. Preparation and properties of PI / MOF-808 mixed matrix membrane by electrostatic spinning[J].

Engineering Plastics Application,2020,48(12) : 6-10.


杨超


P, 55 - b 2 2235 7% P1/ MOF-808 i £ JL il S M 7

PERESEAR BIA R T . IEAER, I T — 2 A
ZAM B ——& R A VLE AR, B2 AT PR
5 & RO 6 B BURFIR ) B 2R 25,
bR TR, FLAR v 45, B vk e, HAPLBCIA ] LA
LR RA WIS & Jm AN 2 BT 2 (8] 9 5
FFI RN & BRI U DR e ] DA 4 4 e
LRV IR EDOE Sexy/bii g By K e

EHVEIBAYE B (MOF-808) A JHEL,
) FH & L 27 22 12 1) 45 15 %) PT/ MOF-808 ji% & 3L it
JE, I R ST AR e 2T A (FTIR) AX ) f X 4
AT (XRD) X 4T3 H 7 B e (SEM) Fhz iy
IR AE X MOF-808 /i /A AR A& ik Jot st 145 43 #r , BF
FEANI] 5 1 ) MOF-808 Xif T A 3 o B E ) 2 i
1 ZIENS
1.1 2&2RH

PR =HR )\ OKEEALES : s bl 1z v
MAEABHE A FRA ]

N, N- — H 3L H B % (DMF) : 99.5%, 43 # 4ii,
AR AL 2E R A PR F 5

HH A R < A AT, Jlils A 32 kil A PR
NGIE
IE TR Srdiral, E 2 B A PR A Al

4,4" - G F IR (ODA) 32 DU H iz — J5F
(PMDA) : 534l LR AT FRA F .
1.2 ZEMNEREEL

HL S FE RS : ZLD-300 %Y, |9 JE5m sl &
AR

#rel 25 2243 . KH-1089 B, b 50 BE AR HR R4 A
FRTAT AT

FTIR 1% : Tensor 27 AY , {8 [= 7 & vi /N ] 5

SEM : JSM-7800F %Y, H A Hi, F#k 254t

XRD 1% : Smartlab(9kW) %!, H 7% Rigaku 2\ 7] ;

T REMRHRIGHL : WES-5 B, E ki es ( 4
58) ARRAF]
I (TG) Z3HHL: TA Q5000 %Y, 3 [ TA XL #%

S
I

1E IR 4G - GZX-9140MBE 1 | |- ¥ 1 A5 B

/l_\\—

&l

Ll bp . SLW—1100—40 #Y, 76 T AR 2
B

1.3 XAHR&

(1) MOF-808 Y4 .

I3 HIFREL0.55 g IR =R AN 0.80 g A\

KA, , B R E 100 mL ) DMF #1100 mL
() H R I A K I B 22 mh . 7E 135CRY R4 T I
I 48 h,SRJE LA 10°C /h BRIRE S K= Y1E
50 mL FBERZ TR UL 3 d, ZRJGAE 100°C B 25 T4
24 h,13%] MOF-808.,

(2) BIERER (PAA) VIR IA L

030 mL DMF T = EUBE 3, 76 vk s 5%
%, Je ks ODA % fi# T DMF 1, F 434t vkoim A
PMDA, £f PMDA 2= ¥ i Jo , Ak 2Lt 6 h, 155
[ 1A 20% Y PAA VTR -

(3) P1/MOF-808 i £ 5L i L 4 il 45

1411 25 U 1) MOF-808 43 51| LA S5t #4341 0.1%,
0.3%,0.5%,0.7% Jl A 2] [# % 5 4 20% 1Y PAA %
W, 38 L MU 4 b MOF-808 3 A 78 14 i
o 5] 3 B, i MOF-808 75 il 2 AN [R] 1) PAA /
MOF-808 2.1 ¥ PAA / MOF-808 % 24 43l
WA 5 mL PSR g TR A ik
PELE B UT () T RS e L g7 22N A5 LR IR
HON.20 KV $5E ISCHR B B 1 R 200 1/ min, 2 22
PR R 16 cm, Wi 448 0.8 mL/h, 2522458 |
PAA/MOF-808 i & 3£ it i, % PAA / MOF-808
TR A S5 AR 5 s e e s L 2 300°C, AR
& 30 min, ¥ FHECH 15 %) PI/ MOF-808 i
e Pt
1.4 FAEL MK

JH FTIR X ZEAF MOF-808 Hyfk F4h 44 , 46 il 7
Ml : 600 ~ 4000 cm™',

JH XRD X FfF MOF-808 (1) imiAkZi#t , X ot
Ji K CuK (4 = 0.154 18 nm), Ni 153, WA S1F R
BB 40 KV, LN 40 mA, TEYE A
2° < 20 < 20°,

FH SEM Wi %< MOF-808 {41 350 M I 45 3k Jo
JEEAR R TS, A T A A P

FHAR 7 200 PL/ MOF-808 YR 4 4L J3t 5t 114
FLBR R AR . 8RS A 30 mm x 30 mm, 18
w2 () LB (), 50 Q) MR ().

Wb; W, (1)
p=—"—"X100%
Wo ™ Wu | W
Ob Op
=" W 100% )
W,

Ao w—FERE T 60°CHYMESE T 2 h, BUB T
PRI


杨超


2020 4F 45 48 %55 12 1)

p TSR
wy—HLE BORR TR IE T B 2 h, B
R AW TR 5
py——P1/ MOF-808 i {3 HE T i (1) 2 i ;
Py IET@?%_:EO

FT Re M BHAZEHLI K P1/ MOF-808 IR A& F
Fr R R P g XA A% S 50 mm x 10 mm, i
FERREE 25 mm, F7 %A 5 mm /min,

FH TG I3 PI/ MOF-808 TR & 5 5t i 443 it
MR, RAAA, = IR TR 2 800 °C, T M
10°C /min,

2 HFER5iTE
2.1 MOF-808 shik&s 5 H7

MOF-808 1 FTIR 411l 1 fr 7w, Hi &l 1 0] LA
E L FE 757 em ! AL PRFIEIEJE T ORI L C—C
AR A5 PR B ; 75 1720 em ™' ABFN 1381 em™ AY4F
ARV & T3 28 = R FL A h—COOH My 4 9k 5y
W FIUAS X BRI 4 R sh 0 5 1628 em ™ b by 4 A1 g 2
H 2 i1 i—COOH 5 .t B+ Zr LA A% 1
B, 5 SCHR [13] B —2, B AR T MOFE-+808

2(;00 1600 1200 800 260
Pk / em™
1 MOF-808 i FTIR ¥l

MOF-808 A XRD K Wi & 2 fr 7w, /& 2 7]
DI Y, 7E 20=4.2°,8.2°,8.6° &b 31 Hh Ase 4 458 1 £
e XER B AR TRTFE BB (111) . (311). (222), 5
FrufERE R " 2, F B MOF-808 fhik [ 5 45 iy
FEARE, Hit—4 160 MOF-808 fH AR A= A

024 6 8 101214161820 22
260/(%
[’ 2 MOF-808 ) XRD [#l
MOF-808 1Y) SEM M Fr & 3 7. MK 3 Af
VLA il 45 1) S AR ek ELAE B I ELRE DN (% 1\ i

IR, SR MR, JURE RS R/ IMHTA]L 78 0.25 pm

ifio

%13 MOF-808 i) SEM I -
2.2 PI/MOF-808 343k Jit P 4k o7

(1) FLER R %

3 1 NSRS I %P1/ MOF-808 TR &
ST FLBRZ RN . [B] 4 AR [R] AR TS
IR &R A R IIES SEM . 3 1 AT LA
B i, 2l PLZF 4R RS FLIR 2R ik 89.1%, ML %81k
F] 1260%. B MOF-808 f 54 i, PI/ MOF-808
TR R 0T FRE 1) FL BRI R SR B R AT . 2 i
[RIR: | 8 2ot R 277 22 75 1 45 A 4l P 2T 4 i AT HES
FAHL ARFEGEIN T S5 40 2T 4 2 (R PREE 2
W& 4a BT 75 OB A MOF-808 )i, /1 Kl 4b~ ] 4e
AL UL, JEASKS B EF 2 22 (8] 7 A A HK  ACHR A 6 T

%1  TESGFMBNESERBHOABENBRE %

SiH FPR T / %
; 0 0.1 0.3 0.5 0.7
FLBA 89.1 87.3 81.9 79.4 76.2

URIES 1260 1167 1054 959 857

(e)
SR A a—0% 5 5—0.1% ; ¢—0.3% ; d—0.5% ; e—0.7%
Bl 4 AR RS I TR A RIS R 5 SEM R R


杨超


P, 55 - b 2 2235 7% P1/ MOF-808 i £ JL il S M 9

—EB o FLBRIARR, HLHEE AR S B RN, 274k 2 (7]
SR ., B BRI R R AR, Y iR
F it 30N 0.7% B, LR RN R AR, (R 5 3C
ik U R A SR B SR LL , FL 3R R e o
1) 1.6 1, ORISR R IG IR PRI 7.4 £ o

(2) J12#ERE

e 2 JEAIR] SRR i (0 TR B 3 SIS ) 7 e i
. i 2 A1, B MOF-808 f A s i iy 3
TR 25 I S ) e B 34 . AN ) MOF-808 ¥ Jinl
AR AL XRD & E & 5 frac. MWE S
ATLAAE th, 4l PLAF4E R AT S 0 e v, i JC e T 45
¥4, b5 MOF-808 ¥ il (3G /I , T S 120 i AR %
HL5 B s m, Ui in A MOF-808 J& , i A & i
IS 1 TG 22 TE 45 4 v o B R A ), MOF-808 % il
R, AT R R P, R BOR A 5 PR A hr 5
JEREIN. 5350, K 4 F H, RIS iIN MOF-808 {4
1) PIRREF4EHES O A MOF-808 ik,
LRz ] AR A, TR PR A TR AR IR I A 2 i
MOF-808 A it (A HLBC IR 5 PAA 7T L= A A i
(R VR, TR LT 4 5 27 4k 2 ) 300 VR
AT 7= A A8 B i, T B DR 235 A foff EL 28 o o %
%, HLACHR SR H Bl LAt A B n i 400 S BRI
ol YR A5 3 o I %) P o e JEE A 342 55 4 24 MOF-808
3T it 53 R B 0.5% , TR A J BB fry o e i i 2 2
PIZF 4 B0 1.5 fi%. 24 MOF-808 Jii = 43 U ik %]
0.7% , SRR N 3 22, 73 B 0 2578 22 | LR 1Y)
MOF-808 A S ifii A b —Fh kB A7 AE , E i 5 e

N S AR A TR A A T T R
%2 ARERAEFMED PI/MOF-808 B & & IS 1ERE

TR/ % 0 0.1 0.3 0.5 0.7
iR / MPa 167 171 183 256 223

WMMWW o
0.3%
Wuwwﬂwwmw%wwﬂwﬂumw%WMWMuhum019@
MWWMMWWMWMMWMMW%
10 20 30 0
20/ (°)

&5 SRl MOF-808 FR i iR & 2L i XRD 3[4l
(3) PESE T
P 6 J2 A [l A A in ) PT/ MOF-808 1R 4
LR TG #h£k., 3 3 J& P1/MOF-808 it & 3t
JERRI 5% AL ( Tysy, Do BN TG IIZEHT LA 1
B & MOF-808 iy /A ¥s fin 12t Y 3 /i, PI/ MOF-808

TR A L ST 73 i 1R B ST 8 N . 7E 100°C Z AT &
ARUNA RS, S T P1/ MOF-808 1A JL 5
JIES v B A7/ D B T SR R K 49 2% s A 5 7E 500°C 2
I, P1/MOF-808 ik 75 Jik Jii 5 45 #4) P 4 52 24, J A
TET PLARF45 5 A i M A IR S ot 0 JHe 34 , Tt 5~
Ho R e RE ;s IR IR 5 500°C ), PL4r F8E T
TRWTRL, A3z i HO, CO, Z5/Ny1-, Hid R a3
MOF-808 1) PI £} 4 i T, 4 505 °C., *f MOF-808
Tt 53R 0.7% B IR A FE ) Tys, S 537°C,
Ui B MOF-808 (1) il A fifi P £T 4 JIE (1) #h R e 1 14
T, LI 378 5 B S IR B i U R 1
H & 4 A& S "] LA Y, B MOF-808 s il 3 119
BN, R A B 5 I ) T R JE 5 R A ) R RN S B
5 RE A W BN, 1356 B MOF-808 Jin A % PI Ji5, 5%
P 73T 55 FL N HES s o785 RIVE 35 0K, PR Bl
# MOF-808 ¥ JiT s (3% jin, P1/ MOF-808 1R 7 3
o B P AR P T TG i

100p—
90 |
80 1
= 70 ¢
@60*

50 T

FEE /%

100 200 300 400 500 600 700 800
WA/ C
[#l 6 “NA] MOF-808 i filfe: (T JE I TG Hh£k
x3 ARSBEFMEL PIL/MOF-808 ;B & E RIEM Bt

SR/ % 0 0.1 0.3 0.5 0.7
Tis0s/ C 505 513 527 530 537
3 &g

(1) % i MOF-808 Ji5, 5% F i i, 25 22 92 i &
) P1/ MOF-808 A JE A 17 B 4 s, Hh B Ag Ik
R UGE T A YRS T

(2) PI/ MOF-808 5 £ 3L [ B i) £ L Bt 5 R
i & MOF-808 s Jill £ (1) 34 Jnn i B 1%, 24 MOF—
808 JiT 5t 73 I 0.7% B, L B 58 2 IR0 4 o e 1)
1.6 15, R SR R IR IR IR 7.4 4%

(3) MOF-808 F AR A A TR A 3 A ) 2
PERE ™ 24 5200, 24 MOF-808 Jii 1t 43 5L K 0.5% It
PI/ MOF-808 V5 45 J [iz JI6% r o7 {58 55 249 A 45 P12
HEFEG 1.5 15

(4) bifi &5 MOF-808 ¥ Jin & 1 385 i, PI/ MOF-
808 i G B W AR i FAEe e PERS . >4 MOF-808 Jix
HE0H 0.7% I, PI/ MOF-808 i £ Jit i 5 ) )
TR o3 L B R R IR IR BRI 2 5254 .


杨超


10 TREIRL 2020 4F, 5 48 45,55 12 3]
& # T ok linked morphology via electrospinning for lithium-ion battery
[1] ARAHE . BSOS — Ak iE / SR AL & A5 G oK 2T 2 5t separator application[D]. Beijing:Beijing University of Chemical

[3]

(5]

(6]

[7]

P ) A B AR S 4 P ot B I 9 B 5 (D], bt - b st TR,
2017.

Lin Dongyan. SiO, / polyimide nanofiber mat with cross-lingked
morphology as separators for lithium batteries|D]. Beijing:Beijing
University of Chemical Technology,2017.

Djian D, Alloin F, Martinet S, et al. Macroporous poly(vinylidene
fluoride) membrane as a separator for lithium-ion batteries with high
charge rate capacity[J]. Journal of Power Sources,2009,187:575—
580.

Huang Xiaosong. Development and characterization of a bilayer
separator forllithium ion batteries[J]. Journal of Power Sources,
2011,196(19):8 125-8 128.

T, TFE, T2 . BRI i L r A 5 14 i S P E (0], 28
BTk, 2018,46(1):138-141.

Wang Yue, Wang Shuang, Wang Aiping. Preparation and
performance of polyimide separator for lithium-ion batteries[J].
Plastic Industry,2018,46(1):138-141.

Miao Yue’ e, Zhu Guannan, Hou Haoqing, et al. Electrospun
polyimide nanofiber-based nonwoven separators for lithium-ion
batteries[J]. Journal of Power Sources,2013,226:82-86.

R ZRE R X BRAE . SRR R0 K £ 4 1) il 4 e MERE R ALE 1]
TR TR, 2020,36(1):44-49.

Shen Ying, Li Dawei, Liu Qingsheng. Preparation and properties
of polyimide nanofibers[J]. Polymer Materials Science and
Engineering, 2020,36(1):44—49.

Yy RIs i, A5 YTREEIE / SR SR AL B UK T 4
PS4 B2 M BEAIFSY [J]. F6 TR A, 2019,47(5):64-67.

Yi Bo, Zhao Yuntao, Li Jing. Preparation and property of PI /
GO electrospun composite nanofiber membrane[J]. New Chemical
Materials, 2019,47(5):64-67.

TR . SRV Ve A K £ A 152 14 A S X0 e HEAE Shy g F Tt Bl
BRI REIOESE [D]. b5t - dEEtfb TR, 2016.

Huang Sutao. Fabrication of polyimide nonwovens with cross-

[9]

[10]

(1]

[13]

[14]

[15]

[16]

Technology,2016.
XUSERE, F R A5 . ALO, XTIV 40 K 52 4 W Ik fig
RISZIBIEST [J]. 4525048, 2014,47(6):50-53.
Liu Lizhu, Wang Fengchun, Yang Zhi, et al. Effect of Al,O; on
the properties of polyimide nanocomposite films[J]. Insulating
Material,2014,47(6):50-53.
Lee Y, Lee H, Lee T, et al. Synergistic thermal stabilization
of ceramic / co-polyimide coated polypropylene separators for
lithium-ion batteries[J]. Journal of Power Sources,2015,294:537—
544.
Cheng Si, Shen Dezhi, Zhu Xinsheng, et al. Preparation of
nonwoven polyimide / silica hybrid nanofiberous fabrics by
combining electrospinning and controlled in situ Sol-gel
techniques[J]. European Polymer Journal,2009,45:2 767-2 778.
Perez E V, Balkus K J, Ferraris J P, et al. Mixed-matrix
membranes containing MOF-5 for gas separations[J]. Journal of
Membrane Science,2009,328:165-173.
Devic T, Salles F, Bourrelly S, et al. Effect of the organic
functionalization of flexible MOFs on the adsorption of CO,[J].
Journal of Materials Chemistry,2012,22:10266—10273.
[Zme )} . LG~ MOF-808 il Cu-BTC—Pro (144 Mz LA Ak 1
REMYBTSE [D]. F & « 1 B K, 2019.
Yan Xiaodan. Preparation of porous defects MOF-808 and Cu-
BTC-Pro and study on catalyic properties[D]. Nanchang:Nancahng
University,2019.
Furukawa H, Gandara F, Zhang Y B, et al. Water adsorption in
porous metal-organic frameworks and related materials[J]. Journal
of the American Chemical Society,2014,136(11):4 3694 381.
UL | 22 TE T A R/ AR AT S AR AT G
[D]. dbst - At b TR, 2015.
Mu Hongwei. Preparation of polyimide / titania composite
nano-fibrous membranes by electrospinning[D].

Beijing:Beijing University of Chemical Technology,2015.

KIBIT R 2021 F(TRRERN AN HEDTITE) T

& RS 24-42,24-138 LSERHBRFIIALTE

W R B 2 s R (B ) 3T B 2021 4F CTRRSDRLR AT (A2 Wit ) 2 3T B 20 BB T A e Mot 1 )

W Al B i 2 AR T B o COARRERRN I A T, K 16 TFA, B 10 H AR, 2021 4R 5E 4 20 T8 / 1, 424F 240 7T,

(Aot ) A LK 16 FFAR, 4 A 20 H 1R, 2021 4F5E # 20 It / 391, 424F 240 Je.

Ha i : (0531)85878223 85878057

1 : (0531)85947355


杨超




