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Abstract

Compared with three-dimensional bulk MFI zeolite, two-dimensional MFI zeolite has larger sur-
face area, shorter diffusion distance and more flexible structure. Different orientations of MFI zeo-
lite molecular sieve membranes have different separation effects and have greater advantages in
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catalysis. In the synthesis of two-dimensional MFI zeolite, bifunctional templates with hydrophilic
and hydrophobic groups play an important role. Template agents with different groups and dif-
ferent chain lengths have important effects on the morphology and catalytic performance of the
synthesized two-dimensional zeolite. Based on the research status of two-dimensional MFI zeolite
in recent years, this paper introduces the synthesis method of layered MFI zeolite, discusses how
to reduce the cost of template synthesis and optimize the synthesis time of nanosheets, and looks
forward to the future development opportunities and challenges.
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1. 5|8

WA 2 AR A R, ORI R R R RIR S RS e[ 1] B A 22 AR AL R A
BRI AT 2 —, 1% H T LB 1 A S5 B8 S LY Si/AL LE AN SR R R K By LI RR e (2] [3]
AT (R AR SRR B AR A ) A A A ), Sl Al 2R AR . Bk B B AR,
T AL STRIT I 7R TT[4]. MFL 2r TR A RAFI B B bhfe . AKIRE tEAIER I, a2
HET ZHMNG.1 x 5.5 mm)Al b J5 [ 1 EEE ZSM-5. FERRE-1 (S-1)MEREERR £h-1 (TS-D)ih A # B A
SR MFT $h4h%. ZSM-5 52 BRI MFIL 7379, Hi Mobil 4G = 7E 20 4D 70 fEAE 5], HATE
B T Tk APReIR b AR R S-1 & —Fhdnst kiR sk, HmRMELL ZSM-5 55, Hnli@
o P A A S B A UG A AT I [6]. TS-1 & 78 4 7 B 28 5 N & B ek i ki), B
JURLE) MFL #4854, )iz F T I B R

A I DA R I df B A B 3X AT R 5 S A S B R A% S5 SZ BR (7], 4% 48 1) MFL 4311 BB 29 0.55
nm [ B A TRALEER, BRE| T S FI =P8 B 2, Kl e S R IR B R, [ SAAE DL 53
T N R A TSR A A, BRI T LR (8] (9], MR TRIZ — R, A RN I8 S R YRy
TR AL R B3N 23 075 P & A RS SR G 0 4 1 0 i PR Do R R RV 10], S SR A AR L, 4Kk
FEAEEE R M) S 2 FiE OB il SR T AR TR RS SRR 11, (H
BN RST (A e LAy B TR FF HL 2 F T ] 5 R B # ) e BB [ 12 7R 2 FLE A el 2 FLish A 2 (8]
[ FEFLAR A AT T AR 00 A T 2R R A P e (R B ORAE AL I TR BRPE[13] [14]. JE%, mT DU
A R I JE A S N R FLEORFL(ZE TR il A 28 ) R AR A PR &5 i R v 5 N AR 5] (0 38 A AR v
AR [12] [15]0 AT, Jo AbFESRBEAS Be 2 il L IR B BORN &5 8 BE 401 o BB 2 5 I Ab 3 07V
BA R 48240 MFL 2 F 1712 2 1L MFL 2 T s i), B2k MFL 23+
FABER D TREg16]. SRR PRI S A SRR A5 i LR [17]. SHOR =488
e, BTAHOsAT . TR s T S AR S SR AT R, R AR A R I H A R B fE A T e

LR, JRIR MFL 230 (W SIS 7 BB e, IR 1A FMERRIES —4E 2R MFI 235 )
il 4 T3 9% ARSCLAZAR MFT 7010 (1 5 O 32 ZE0F 05 1], I EERANRIMERR LS — 4k 2R 731 i)
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Figure 1. Crystallization process of zeolites with nanosheet MFI structure synthesized by long-chain alkyl double quaternary
ammonium salt template [18]

1. KHEERENFEERIRA K AR MFI G35 A8 R T2 18]

R b 4 SR R NS, Xu Z5[19]4 BUAIBER 4 R OM I 5856 (7 ) PI-PT HEA
FPH A B 229 b B AR, TERUZIR MFT 6 990K Fr o AH AR I 75 7 Bk A 0 e 7= AR S5 1Y) PI-PT MES AU,
ARIT R RN, PR RS, OB B 22 2 8] 0 J LT LAC[20] . FH B Jot 2 00 2= B b AR
FRIIRE St A FLYE R IB F B 22 o 8 P DEOR B B SRR & B oK R WB A I, 14 CoHis-CgHy-O-(CHy),-
N+(CH3),-CeHy3 Fl CoHy-C4H3-O~(CH,)y-N+-(CH;)p-CoH 3 3 B3 AR Z2 iz £ 2 AV BE G, AT LA )i
AR, BEAE A A FLIER[19] [20]. RIS 24 Eh 2 A RE R (n (EDBROK), A IR O
E[21]e MREEVERIF IFEEEA T Co Al Cio Z[AIFf(n = 6. 8 F1 10), A2 EA ERNFLEMIIH A,
FOEERNAEIEIR . 2 n<6 i, GRIARAERNIURIEE . Skl 2 8ud D #a FEUL IR & S
) MFI 7= f[22].
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TE X R THI 5 P RS A BRI T R ORI, BRBERE AR (W1 C1,Has-N+Br-(CH;),-CeH o-N+Br-
(CH3)»-CHy3r RIRN Crase) AT LTI T 2R MFL WA« Na 28 N [23]6 K T — M ZJZ UL Cors s BN N
BB, JEFEN 2 9K S-1 9K . BIEFUAR I, b oK R 110 J2 TR B ] 3 e e 3 AR 71 P i e 3
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TGRSR R TS R R BB KB, Wb 9K b — DA A 7 (1 2 2 MFL b 45
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BREAETS, BT T BRI G RE[21]. 9K B BT DR T a0 B o i Kt ] )
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MR~ BRI . 575 S T4 T ARGk AL, TERNEMET, 9K A A R
WA, ARG AR TR IE T B, B 2 BRI G J2 R A FLECE G N o A5 FH B B A AR AR 7R
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Figure 2. Phase transition in hydrothermal synthesis of MFI zeolite nanosheets using Cy,.4.¢Br; as template. (a) Amorphous
disordered hexagonal; (b) Amorphous lamellar; (c) Crystalline multilamellar MFI; (d) Pillared multilamellar MFI [23]

2. PA Cop6Bry HEEIKAE R MFLBBRNRFNEE; (1) TEFMMEFAR; (b) TEMER MFL; (o) &
A% E MFL; (d) #E2%E MFI [23]

WIS E AT MEUASFLIRE[12], v DA 247 1k 2 EELS . Kim 55 A[24]Ph Cang.6Bry AR
B, I EPUR(Z 40 A BRI ZME (A& TTED) A, Bkl th T e 2R A il BE
[IHCIR MFT A FIAME A K26, T LA HOR AN 4: E R 1K/ o TEIXFIELR MFI-JZ4R MFI (BMLM)
RAEME, 50 MFL AL T TR R ST IR B LAGE & TR 05, HTEBse I RS 21 T By 152 A
iGN ZR MFL A 73 )2 BISCHEPE R o 43 2 O 3R A T 1AL/ I FL I 2 S5 4, R4t 1 R IR AL A. Ik
D G R A ) FH 7K B T R e B A PR THORELRE B2, 3 1T 2 1 Ay 5 R 5 0 (SR T I ) R R B2«
RS RS A AEERESRSE G, 8 IR A AT DL H U 4 R A e AR T 250 b U 4 R Bk
SINENAAESE S, TR TAREERR SR A TS-1, 'B5 ZSM-5 A B A MFE R =4EfL85M . TS-1 &—Ff
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R REVE PR AU ML), BRI H202 1R R %48 TS-1 AL/ T 2 90K, Rt — Pl
BIRELIE A . 5K T AN RNAFTES BRI, B RS PIR A A 2 5L 7S A7 2. Na
LN[26]1&A M TS-1 & B i F 4546 51 577 DU T R A A AL B (TPAOH), 17 A2 3 F AUk TR 3 2
B R HENETEFIC 6.0 OH)E NS F 5] S5, BERRIU Z.15(TEOS)/FE ARk, KR IY T BR(TBOT) I AMAKYE,
IREWIME 413K FE5E 10 Ko B3] T HANEE (X 2 nm)) TS-1 40Kk, HEBRZHAFLESN 6.3 nm,
e T RS BOSEE . 8 R AT B A E(TBHP)S B i e AT, B R st/ 1 7
RERE A 5 RR AR RN . F NHGF BISRES 70 b A 0T 5 A 88, Wk D R AR R, SR sk,
M $e B RE . S5 TEF Rk A AN A, Wang S5 A [27 [l KA EE K, F Ches(OH), RFF
Cioos(OH)y REIT 22 S-1 90K, 5 IR FL A T & K B RS PR AL A

Ding 25 N [281JF K T —Fhfai 58— 07k il b S (3 A 9K 10715 o T8 Copg.sBry A S5 47
R EN T, @ KRGS T 23R8 T S L 2 2 A A BIH(GO)NK F .« JBIL7E 2 2 MFL A
4 iR R INE R GO 99K, AT =B LL b [ MFL#EA 9K .

3. PRRIRIR & R A

TEE AT K RIS, 388 75 B P AN A B B IR DU e R TR VG PR 7R, STt PR A7 5 B 170 3 T i
FHEH WG] 771291 [30] [31] [32]o N T BRI Cay.g.Bry T I 1 PEF I G %A%, Shan 28 A\ [33]i15 7 MFI
SERHR = A7 (001 010 A1 101)IRER, Y N(010)EH & =ARE PR ERA MK A . BT S0 J&
TAE(010) Il b B A REIR IR FIECAZ, 2R 1H (010)4 R TA WL IR Bt . FR 3R AT LA R 7 B A
FKif, M MFT SR b K. DRIk, TEVIAAERRERR ShE e T3 F IR AR ML N, JEat ks
AT HA A b BECE KR ROR TS-1 fik. 7E TS-1 KRR, ERIEG SR N & 38 i v
#1] FC_4[C3F,O(CFCF;CF,0),CFCF;CONH(CH,);N+(C,H;s),CH; I/WENIEREH], WK EEN 5 um FIEEIR
TS-1 @hfR. Liu S5 A[34] LR ZAGER NN, TEREFRIRSREIR R A BT b HhRK B vl 5 ) otk A iR
ZSM-5 Wi fr di iAo Zhang 55 A [35]17EHFH IR R IS, FH IS T IR ST B TR f 7], IF
DADU P FE 354 4% (TPABr) N B — 8550, &k T b iR ~F /N T 450 nm £ ZSM-5 W47 . Feng %5 A[36]4t1411LA
TR RN INGR), 38 3 A T T B PR K B SR & T — B b Bl B DN 220 nm () ZSM-5 A, F LA
A M R — P K T AR A . RS S I 700 T DA AR A B AR 7, AR R AR TE AR
) (1) 2 KAl 2 52 B, B AR RUR AL /N, 73 B 10 U A% Meng 55 A [3714& H T —Fhof B4 B XA,
PABRAN IR TS 177 C6Hs-[N+-FHEEIRIE ](C1eMP) AN LA, = ZHZ(DEAY AN LA, AL ZSM-5 49K
Rk A . ARG RE S 8 53 DT R XS B SEAR A LRI A 9K EAGRIAE . % 1 R B RTHRShA
FELFIT 5 ASAS R ) AR R A A o

Table 1. The cost of template agent needed for synthetic zeolite membrane

= 1. B REYH A RE T T A ARART B A

i Ry et TR HELRRL R R A ¢ 2R
TS-1 FC-4 580 [33]
ZSM-5 PREFIVE R 320 [34]
ZSM-5 TPABr 275 [35]
ZSM-5 I 90 [36]
ZSM-5 C16MP Fil DEA 60 [37]
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4. ALK F & AEta)

UEAh, WA K IR TG A T TR B ) . — ki, #52 & M MFL 90K 75 22— DL B4
en s TA), ESCHAID, & 2 A SRR R T e 2 DR EE O 2 V8 M T e, DT T I BROIR 6 41 (381 Jo
L N [3918IL7E AR TS Cio6 NEERI G FFIIIA BB FOIDN D B3 A ST T, 408 T K 3E L
W], S5ES Si/AL L/ T 20 AHEL, BIETE 150°CF Si/Al = 15 IR, SRR E 6 K.
MFI P2 —Fh AT 3 50 A FLAS F R R AP K ke e M I 9KifE 4R . Chen 25 A [40 1R FH AL G 1 R 15 P77
TN bR = I IRAL B (CTABYE WA FLA, JH ZSM-5 Fh AV A WL 2 4% S0 TPAOH 315 ZSM-5 &
ZITERG, JBIEfEE RRRAR I v 46 7 A R EER IR A FLARRUR A @R AFLE IR ZSM-5 A
Ko Bian 25 A\ [41 385 K HGEE R T JERE )Y 100 nm §) ZSM-5 42K AR5, BL 60 nm Y silicate-1
A, TPABr IR, TE 170°CAF T AR 72 /N, FEIIN K ZHE/E AR LA 5 R4S b 5 1)
A Ko MFT 90Kk A R (A R T K R 48 f . 2 ), AN A AR B A B2 4 R 0ok A 9K s Bt 4l
NaOH/TPAOH & NaOH Al TPAOH JRA A IMITRAL I, 53] 7 BA Z L4501 ZSM-5 9K A . dikd
FAEB A A BRI E) T Z N, BFEABATIAM AT LU &5 @ 72, & mT DR N — R e T77%:, TEAE
P HUBAR A5 00 R A it A, R FRARAR R A RO BB . e b, 4203 B8 11 & s e ik
VAT S I A S B 4 i FR[42], b s &R ER P B TR MFI 254 A s e ik 77l e
A AT LA K 4556 B 1] o Naranov 25 A [43 1 PAR TG PER] Co.cBr, NEEH 5] T3, FhA SRR
/B SR N, A RO AR IR 6 NIE, B T BB A FLASHII MFL 9K .

ZIEMAGK T BAY B . N FLIER L. R R E R SEMRHL S, e T AR R
TR I EATE T . SR, TR R BREAR M R, BRI R SRR R, 22 A 9K A I8
WS R A ARG, TR AT (AR E A LM RE . 32 2 XTI AR SRARGE 1) — 2% MFT 49K F & i
TPk R 4

Table 2. The cost of template agent needed for synthetic zeolite membrane

3 2. BREHA R R BRI A R A

YK s AR/ C AR 7] A BN [R]/Day SR
M, 150 Tl dh 8 [38]
M, 170 Cisos 6 [39]
M, 150 CTAB 4 [40]
M, 120 TPAOH 3 [41]
M; 160 TPABr 1 [42]
M 120 TPAOH/NaOH 0.25 [43]

5. BEAR R REE

FrORBAT B G AL B A O A5 M SE N 22 R4k, JF RTARS 5 B AT U, AR AL N 5 T AT BT
1o GURFTPREEAT A MR A LER A, IR I A 2 S PR e X3 T RN S i O
B2, ELART VA S 5 R h A AL OB IR 7 TR BE A AR RN o S i) v T = 0 A 7= ) ) e
MR R KRG ERFIR T A s BRIERER, KRR T 8a R A dr. 281, AKIZRE, —
4 MFI1 b4 0 VE 2 X8 Rt e HAT, RZBURIRIA K& AR 2GS 5, &Rk
2ok, nEAPRE . ZHEEN, EWRUBA A RN R 2K T AR B R 2 A0 5 Bt
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