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Influence of mother liquor reuse and crystal morphology of
ZSM-5 molecular sieve on its catalytic cracking performance
GAO Ming-jun” , WANG Tao, GUO Ka-li, XU Peng-fei, XU Rong-xia, ZHONG Xiao-liang, JIN Xin
(Qingdao Huicheng Environmental Protection Technology Co., Ltd., Qingdao 266580, China)

Abstract : ZSM-5 molecular sieves are prepared through hydrothermal synthesis method using sodium silicate and
silica gel prepared from ZSM-5 mother liquor as the silica source, and ZSM-5 molecular sieves as crystal seeds. The
influencing factors for preparation of silica gel from ZSM-5 mother liquor are studied, and the effects of silica gel
addition, Na,0/Si0, molar ratio, H,0/8i0, molar ratio and crystallization temperature on the synthesis and crystal
morphology of ZSM-5 molecular sieves are investigated.The results show that ZSM-5 molecular sieves prepared by using
silica gel from ZSM-5 mother liquor are homogeneous and single distribution, and have a crystallinity more than 95% ,a
specific surface more than 350 cm”-g™" ,and a particle size between 1-2 wm.The crystal morphology of ZSM-5 molecular
sieves changes from single crystal to twin crystal with the decrease of feeding alkalinity or the increase of water quantity.
The crystal morphology changes from twin to single crystal, and ZSM-5 molecular sieves tend to grow in agglomerates
when the crystallization temperature increases and the crystallization time decreases.The propylene additives prepared by
these ZSM-5 molecular sieves have excellent using performance, over which the liquefied gas yield, propylene yield and
propylene mass fraction in liquefied gas of HZ-14 are 24. 89%,8.66% and 34. 8% , respectively, indicating that these
ZSM-5 molecular sieves are homogeneous and monodisperse, have a twin crystal form and exhibit better performance.

Key words: mother liquor of ZSM-5; silica gel; seed crystal method; crystal morphology; additives for propylene

DO RER BRI B D AR IR O P B R A IR S

2023

- 203 -

(LA

M 3 DL S R R AEAL RE D )2 I T4 ik
T 78 ZSM -5 4 -0 1 AR 2 4 Ly 2
A LA F S R D AR ZSM-5 701
i foe i UL AR TORAS B AR ACR B, JF L
SPEREEE Y RE B TEE R AU
AU IJE’Jﬁ/zE%J% ZSM=5 3T 1R
ﬁﬂg%ﬁﬂfﬁﬁﬁ%ﬁé@ﬁ*j*J'/ﬁ\m,Z:%ua:Iﬂk’fk
A BRI ZSM=5 53 VR A S AT 2400
A% WD IREE G YL I AT AR R M 45 A ]
FTFSEBRIHT o

TP A R ZSM =5 53 i — S K B R A

1) pHo T R R R e LA ARAR 4 5 i
Jie, 308 i 3 K B R A ZSM =5 4310 i A it e v
RRESE AN, FE R B R Rk
R , 28 3 F R /K B ES £l ZSM—-5 ﬂm%ﬂ%ﬁ@ﬁi
JE R RETR BRAR A M AR VR ZSM -5 4T i/ b
TERT (145 WU )4 B ZSM =5 43 10 . RS AfF o
T ZSM-5 BRI & RE RSS2 R 2R | FIRAR s T
FERS N A i . Na,0/Si0, EE/R b H,0/Si0, BE/K
AR XT ZSM =5 43T & B LA KA ZSM =5 43
T A Sl R RE A, O T ORIESE PR A Y
RIREPE i FH 5 FR S N 28 X6 ZSM =5 4370 18 & 1tk

Y 7E B H8.2022-03-11; &[5 H#:2023-01-10

YEZE N WA (1978-) 3 AHE g LRI, 322 M i Ab 20 A 0500 1 B 700 9 0F 6 A | 3

IR A, gaomj@ hepect.com,



. 204 - A, AL L.

1710 R 5256, HA5 5 8 ZSM -5 7310 A
PIME B, 25 S R i i) fie AL PR RE

1 SCIEEy

1.1 X5

ZSM-5 BEWE K BEIE BRIRED BRIR RO | =50
+ BRI BRI A A (Z-HC) | B B
PRBHE A FRA R A 7=, LA 3500 B e A2 W) Dk e
HRIRE (S RTAS 2 AT A A B
1.2 ZSM-5 S5 FiHHl &

ZSM -5 53 ¥t 2 ok A A R A, B E
Y ZSM-5 BEROINA BRI JH T pH 45 2 BERE, 1L
B E VBN AT AR BRI, AR A BRR/
WO, B R 50 LA B K B 38 4% — 5 I PR JR DA K8
TR AT RN, B BN S (B 5 75 B K 4
FEfR R R Al — B ], A e U 15 20 =
FETKEE P, RIGTE 150C T T4 5% 2145 5
Na %I ZSM-5 730, K1t Na & ZSM-5 430 ]
Ak B pEAT B LS ) NH,/ZSM -5 43 T 0, id M
ZSM-5 5
1.3 HWEBFNHE

s £ BRI R K B KT R B R

F43EE3H

WUINA ZSM=5 43T FIRE IR AL, FHWE 254 % Tk
BESIEA T 55 7 A5 B I NI B R 44 8 HZ—x
R ZSM-5 7T A FRIN T 5
1.4 ZSM-5 5 FiHIRAE

FIHH B A H S22 w1 A 7= 19 S-4800 ¥4 37 & G
H S A 3, Al Rigaku Model
3271E B X FFE 5SSOI A i i T R AL AR,
R ARE SR R RS 7E X SR PO E A )
TE 25 TG R FRIE LR (058 B I MR SR T R i &
i, Al HEE Quantachrome 23 F] A2 7= 1Y Autosorb
Multistation 74> H & kb 3¢ 11 B FLBR B 23 AT SO0 A
i 14 LR T RRGHE AT, A L R I BUR ) BET
Pt FLARFR AL 400 >R BIH ¥ 158
1.5 ZSM-5 S FiaytEseiT s

£ ACE Model—AP H1 ¥4 i ZSM =5 43 i il
2 1R R B RAE I R N e Ae v RE . PPN R
W B FE R AELL 17 h . 800°C (1. 8 g H,0/min [ £:44:
Ak, VRS OB R 527°C R EE N 6,
HZ—-x+5% 7], ACE Model - AP P-4 255 & 40 15 2
TR MR E RS SRR RN RS IS
SPE RMEE R GG S Ry, AR E A E 1 s,
TEA 0 i P a2 1 s

i
& e
mmwQ Q Q
s i
i
- #E2GC
lf I )
7 x i i i B
ﬁm ils ‘
¥ WO
P2
2 7T
B 1 ACE Model-AP I8+ &2 A
F1 FERLRS R
e EROER (nek) WD/ wCEEA/ ORI/ (R SEE AR B %
" Ca Fe Ni % % % % C H N
i) 1.37 2.44 0.03 75.26 18.93 5.81 178. 1 86. 250 12. 417 0. 085

2 SRS

2.1 HEREREREIN
I —sE Y ZSM =5 BRI AR K I B Y I =

65°C , S8 J5 & T I A B2 (H,S0, 1Y T it 43 Ak
8% ) TEIBEIE , AT pH 1T M4 B/ pH 45 4k, pH
16 5. 5~12 Z [ a] LIS R RERS , AR pH T UEDHE
SR S AN 3R 2 R



2023 3 8

R 2 AFE pH TIRGHE R AL iRE &

e Si0, 1Y

BEE pH S uERE]/s T
g/ (g L")

5.5 230 1.5 BE
6.5 187 0.9 —f&
7.5 168 0 b
8.5 156 0 B
9.5 165 0 b

10. 5 189 0.2 — %

12.0 221 1.8 B

MFE 2 AT LI Y, pH AN [ D045 320 A e 0 o i
AT SR R AS [R), S8V P Si0, B B & vk Bt AN TR]
4 pH 7E 7.5~9. 5 Z 0], U UF i ik g i ) e b, 45 3]
NS IF LA st B B AT K VRIS R B 3, IF
HIEW A Sio, AR, AR F Tolkfe A=,
PUAE S5 S JE 1 o o 2o A v 5 88 S 1) pHL 45 T 7E
7.5~9.5 ZJa],

ST PREAS F) R i TT LA SR S bk e A
ZSM=5 4311, R i B IR S ' Na, O i1 SO 1Y
FrR e . R, Ve pH 7E 8.5 F19. 5 Wil 45 fl ik
AR GE AN R KBRS B0 1 U8 45 2H 0 o s B 1Y)
Ak SRR 3 iR, R 3 AT LUE B K
PRAEECH 340, B b Si0, Y R vk R B
Na, O ) Jo 0 e B 7 R A, SOT A9 o 1 e 3 7 [
IR (BRSO B IE <3 o/L) . KEEEHCHN 15
A A SR 3 Bk, PR B S e S i R v, 2B 15
Kt

*3 EERER pH ARKSEES THEKREER
R e AL R B/ (1)

REE pH  ZKEAGS

Si0, Na, O S0y

8.5 0 56. 1 20. 1 10.6
10 78. 1 15.6 3.1

15 90. 1 12.1 1.1

20 90. 6 11.9 0.6

9.5 0 53.1 20.5 11.2
10 74.8 16. 8 3.5

15 89.5 13.2 1.3

20 90. 1 12.3 0.8

S i £ A R R BRI, X BRI
B TR R K I R Z AR —if, B &
J8ZSM = 5 43 i it A TP BRI R RE AR, A ARG
ZSM=5 530 A1 SR A — ik A<, AN F T 52 B
PR H 7 S 6 0 o — o A 7 1 i e 4 ] 5 A

RAEFE . ZSM-5 DFHESROMAR BRI E LRI - 205 -

TERE B 70 HIORE o i JEC A BT IS X 45 B ZSM=5 735
RSB ANE 2 s, M 2 da] LI R
A HAR BRS AOREE & B ZSM =5 731 R4 44
— FEAR RIS

2N ﬂt

:}/ ¢
AN .- "”L 4
(a) AL TR B I (b) Rb S fRE
W2 fAEWERMALEGHER A RE
ZSM-5 #F fiii 8y SEM A

2.2 W ZSM-5 5> FiF R a B &

2.2.1 BRI EH5HIT ZSM=-5 5-F A m e %
24 n(Na,0)/n(Si0,) » 0.1.n(H,0)/n(Si0,)

4 26 BF A [ 3t 2 0 B 0 RE IS B ZSM -5 41

TG R RE AR W T A S A9 LG R BE 2 T AR An

F 4PN,

F 4 MARERESEHERE B ZSM-5 2 FiFFIERE

I IR

B

Bl e % RBE (mte)
7-0 0 97.8 29.3 358
7-1 15 99.8 31.0 365
7-9 30 97.8 28.1 371
7-3 50 98.1 27.1 380
s4 30 95.5 28.2 389
7-5 9 56. 1 32.2 350

M 4 HAT LUE Y Y RE R Y 5 4 TR 0% ~
80% AR LA, 1] Lk Ty il £ i 45 o B > 95 Rk AR A I
R Y FEAE 27 ~ 31 22 [6] ZSM =5 431 ; 24 ik i 1
T A B AR B TN 2 90% I, A M Y ZSM -5 43T
gt i R 56,1, X EE R T RSP REE
REE A A0, 7K BRI S | SO AR 3R
Sl RIS AR AL B, SR 5 i i SR AL BN R TT AN
U, NI REAR T ZSM =5 4> F i 45 S B, PR 4o
ST S B, AR FR R R A RN AR Ak X
ZSM=5 430 (0 G B — 58 R RE R, 22 1 J T o 3
BUHE 9090 Wil A 22 Hv 1)t TR 0 A0 8 Ak 4k ST i e ol 2R
i A B ZSM=5 53 F 4% 5 B AR

RERA LY ZSM -5 43 F i 1Y SEM & an & 3
PR o



- 206 - A AL T

> 2 B - 24
(o) B2 TR0 ECN 50% () RERB AT i3 50 80%
W3 EERA R ZSM-5 4 F By SEM &

IE 3 FRI BN Z-1 TS 2-2 0 11
HI AR AR AN, BRI ZSM =5 BERA B A Bk G
Xf ZSM=5 53 B AR AR RN K, B R T o
AYRBIBEIN A IR ZSM=5 437 Sl RS I g
I AR R — AR A AR T ZSM-5 4y
T R PR
2.2.2 Na,0/Si0, E/RT ZSM=5 2 F fh dh 54
RG]

AT, (8 1009% /K 35 38 4 ZSM -5
3T fk R AR AT LLK R 75% ~ 82% , R L 7F
Jer SRR 1 R Hh 3o PR R G 1) IR 4 4 Bk 25%
FE ZSM=5 531 i B A vy BB o A 4 B 3
FRRE ], F A A5 IR 5 25 SR T 2 R AR R Y
BRURE AR, 25 5 £E AN 52 W) Jo 5 1Ak % 61 B ok 125
B, 25 5 A 2 A

2 n(H,0)/n(Si0,) N 26 KI5 A% 5 1 7 4k
h 25%H5} , ARIF] Na,0/Si0, BEJR XA AL ZSM=-5 43
TR ANE 5 s
%5 7RFE Na,0/Si0, EE/RIL TER ZSM-5 5 F i fiEst
n(Nay0)/  ghfde/ kR HRTBY (meg )

b

n(Si0,) % BERIE AL AL
7-6 0.05 30. 1 28.5 — —
z-17 0.08 97.6 27.9 5.1 373.2
Z-8 0.09 98. 1 29. 1 7.5 371.9
z-9 0.12 96.4 30.2 6.9 370.7
Z-10 0. 14 76.4 28.1 — —

2 5 Al LIE 1, 24 Na,0/Si0, FEJR HE A 0. 05
i, Z-6 43 Fifish 5 HAT 30. 1%, W K EEE

FE435BFE3H

W5 ; Bt R 4 T, ZSM =5 43 -0 1) 45 ot 3 384
i, 24 Na,0/Si0, BE/RHL R 0. 09 B, Z-8 [RI45 5
IRF 98. 1% ; Bl B 4k 25 2, 5 WU 43 F 0 F 46
A i BERRETR RE o SOER FR H R RE S A
TR AT A | >4 O 1A 22 B A AR, RE SRR ER 1Y
SRUTIARE DTV ik R i Y BLTC R TR W 5T, > R g
AR R Ak i s, G 43 14 ke B TR 5k v e 1 YA R
I A AR T A ZSM=5 22700 7R ik
F 1, Na,O FEIR 4300 S ARAS A i B 2, 5 T
A S AR T ) AR A

A Na,0/8i0, BEE/R LT & I ZSM~-5 73§
i) SEM Bl an[&l 4 iR,
: e B

3

o)

Bl

ELASIES & a Z-7 -
(a)n(Na,0)/n(Si0,) A
0. 08 0.09

& y q.. Z_9 Lpim e dz 10
(¢)n(Na,0)/n(Si0,) A (d)n(Nay0)/n(Si0,) R
0.012 0.014

B4 A Na,0/Si0, t B /%t A &
ZSM-5 % F fif #y SEM

ML 4 T AT LUE Y B A OIS (34, A B
ZSM=5 31 (%) f B 22 s [ B AR A EZ A A
) ZSM=5 iR AR 35— | SRS AR A i AR
PIRCTAE 1~2 pm Z[8], & R B8 1938, i
FRTRER 1) SR U BB e, 1456 iy ZSM -5 43
S FR A TG (A ZSM =5 431 1Y i 284
P2 T ) B AR
2.2.3 H,0/Si0, B Rt ZSM-5 4 F i & 54
PR )

I3V B 7K 53 AT LA i Fe 28 7 i Jot
i RPUE T Tl &k, B, S n(Na,0)/
n(Si0,)H 0. 1 FE A5 2% it 73 BN 25% ), i 5
JKEXF ZSM -5 43 - i il 25 09 5% 0, 25 R a1k 6
B

P



2023 3 8

&6 A[E H,0/8i0, HERIL AR ZSM-5 5> FiH B &E
P/ fLIEBY

n(H,0)/ 25/ RE4H

B sio) @ B (m’-g”) _(om’-g™)
nfL MEL AL AL
7-11 13 94.4 29.3 6.1 371.9 0.015 0.156
Z-12 18 982 30.5 5.7 3755 0.020 0.161
7-13 30 96.9 28.9 4.4 377.7 0.013 0.169
7-14 36 97.4 29.7 6.3 377.8 0.011 0.171

&6 FATLIE M, 4 H,0/5i0, B /R HKE
13 B, Z-11 53 F T 45 b BE 20l 94. 4% , H SR TH
N 378.0 em®/g, FEMK H,0/Si0, BE/R LT, 2 ih
RAWRRERS, O R BRI A S 2R, b
B BORLK B 3G 43 U 0 405 P L Bl = 16 i, 24
H,0/Si0, BE/R Lk 18 B, 45 f B vl LAiA 5] 98. 2%,
JHC L 3 T AR A W 3% i & 3812 em®/g (BESL Z-
12) s -4k 22 84 hn H,0/8i0, BE /R b, BT & B0
ZSM -5 53 ¥t 45 il BE AR AL AN K (B e R AR A
X 5 ZSM-5 53 dn i i B LA G

A H,0/8i0, BEIR LG R & 8 ZSM =5 43T i)
SEM E4nE 5 s, M S Haf LIE i, ZSM -5 4>
TR AR A — BRSO A RS KR TE 1~
2 wm ZE], Bl KRR, ZSM =5 43 0 (14 &
R B e 254 ARk, BEE 0B H,0/810, BEIR L
BRGNS A ZR B0 B B A1, ZSML— 5 43 1 1Y) &
S0 A8 AL T Ll ZSM - 5 43 1 5 19 JE 8 ML B i
B Y H,0/S10, BER HLER/INSE R AR B nT
PLSE 4K A, il 55 B B TSI R/ 45 6, AR (a1 B
WUIHEB 75530 bz A I 3 R | A3 i it L 2 T

\ N ; '. | \Vﬂ‘ & v

(d)n(H,0)/n(Si0,) 36

K5 A H,0/Si0, ER kA K
ZSM-5 7F 1 # SEM A

(¢)n(H,0)/n(Si0,) H 30

RAEFE . ZSM-5 DFHESROMAR BRI E LRI - 207 -

BOGCHE[WME 5(a) s ], & H,0/80, BRI
HIIGE R BERR AR B K AN 58 4 IS AR R AR B8 A
JE R FR LA K ARG RN, ANHERLIN R L (H
P Y ZSM =5 430 i 2 T 328 7 FH D' T [ ALK
I HEA AR ZSM-5 40 nE 5(d) s ],
2.2.4 SR T ZSM-5 5 F Jf dh A R 69 vk

24 n(Na,0)/n(Si0,) » 0. 1.n(H,0)/n(Si0,)
R 26 K BEIEINA BT i 3 EUAE 25% W), A 7] Ak T
JEXT ZSM~5 45 i B REAR IR O AT b R T AR 1Y) 52
m= 7 firs,

#1717 FAERWEETEE ZSM-5 4> FiffiEae

BACRIE, SR B R/ (mieg)

GG

C % FERIE AL gL
7Z-15 160 30.1 28.5 — —
Z-16 180 97.6 27.9 5.1 376.6
7-17 200 98.1 28.1 4.9 377.7
7-18 220 96. 4 28.1 6.1 375.3

MR T TRTLAE S AR B R 160°C B, &
B ZSM =5 43 -1 5 >4 db Ak Ui BE 19 in &2 180°C
if, AT LA R 45 Sl 97. 6 REGEEIR L 27.9
[ ZSM =5 431 s SR T4k SLHE I AL IR B 2 220°C
B, 0T LA B BRI AR AR 5 1 ZSM =5 43 F- 7,
It HLAE 6 A TR A R IE R I, 2 AR AR
2 220°CH 2T 4 h el LG 2-18, BEA Mk
TEEE 3, ZSM -5 43 7 1 1 b % 1w AR fE RN R,
1E 380 m*/g Zifi.

ANIE AR EE T A i ZSM =5 40 - i) SEM &

(a)Z-17 (b)Z2-18
M6 TR &MNEETARKZSM-5 2T
SEM H

M 6 HRl LUE i Bl SRR s, A
ZSM-5 43T dn b ke AR T el AR FE FIAREORHAD He
T, A AT BE S 180°C B, & B ZSM -5 43 F i A
2 AR BE A AR EE /3, ZSM -5 3T Ui i 7R
B B IR R, ZSM -5 2T
O R A iR 25 Y AR R 220°C B, ZSM -5 43
TR REE —RAERK,



- 208 - FAX AL L

2.3 ZSM-5 o F 5 RAER B 7 1 BE A

W Z-0.2-4 Z-7.2-11 .Z2-14 5 2-18 /3 F
G B 45 A58 R 10 Lo R 28 oEAT O 5256 B
IR ZSM -5 43 F- i il 5 P M B DA 2 R a0
8 PR,

#=8 HBIFTEMER
HZ-0 HZ-4 HZ-7 HZ-11 HZ-14 HZ-18

w(BALR) /% 24.59 24.47 24.51 23.05 24.89 22.14
w(IEIM) /%  47.05 47.46 46.41 45.32 46.37 44.89
w(SEM) /% 16,03 16.39 16.32 16.01 16.67 15.65
w( T ) /% 6.89 6.98 7.01 878 7.43 9.0l
WAL/ % 76.20 76.63 75.81 73.21 75.90 72.67
WL % 87.41 88.32 87.44 84.90 87.93 83.69
w( ) /% 8.34 8.36 842 7.98 866 7.15
w(BTH) /% 7.98 805 809 832 822 878
w(SETH) /% 2.32 2,47 2,48 219 254 1.99

WAL SRS 3456 3418 34.70 33.47 34.80 32.87
Fa it 5348/ %

M 8 A LIF Y HZ-0 HZ-7 1 HZ-14 )
WAL 3 TR 7 2 R AL S T M ik B 1 2 B
AR, H HZ-14 (AL % R 7= R FR AL
TN TR A B R, 400k 24, 89% (8. 66% Fil
34. 8% , i WA FH 25% fik S 1 759% 7K 3% 35 % & B A
ZSM-5 53T PERERZ AN K s H HZ-7 Al HZ-14 1
VR EE AT LAt 8T 060 i K ot i 4 9 28 i
ZSM-5 TP RE 22 85 R K, 1 HZ-11 Al HZ-
14 BPEM 25 AT LA Y, ZSM=5 2310 (0 i S 5
FHAE R Bl 0 1 R A B K 52 e, 25 5 ZSM -5 43
FipgE HYEREE N, i HZ-11 F1 HZ-18 PEA
SEIAT LUE Y, ZSM =5 431 B 50 A IR 2t e HH
YEPI B AR BB — 2 I RE i, 2R RS ]
WY — AR SRR AR SR ZSM -5 4 0
PEREFE IS .

3 it

(1) FIH ZSM -5 BRG] 4 RS, A PR
il 5 25 fh BE > 95 | L 1 > 350 em®/g RIARTE 1~
2 pm ZIH] BRI ZSM-5 3 ¥ .

(2)ZSM~=5 J3 ¥ i FE i 50ROk
it DA A AR IR L R A A R ) B
AR B 7K R R I, ZSM =5 4307 4 i 350 1 20
Al 122 AR AL s Bt AL RS O T R0, SRS Fh 2R
HLEARAE , ZSM =5 43 i 1) T R AR K

(3) I FHAE T 1 25 B Tk o 4 1) ZSM-5 431

F43EE3H

i i PR RE D ST, WAL ™ (N = R AR AL <
PR A A3 B0 B ZSM-5 4310 i 35 0 3 10 1
SN Y — PR TR 2R AR ZSM =5 o310
FHPERESE IS, Horh HZ - 14 AL S T 7=
TR rb 0 o o B e e, 20 9 Ol 24.89%
8. 66% 1 34. 8%,

S 3k

[1] Busra Karakaya, Bahar Ipek Fluoride-free synthesis of mesoporous
[Al ]-[ B ]-ZSM-5 using cetyltrimethylammonium bromide and
methanol-to-olefin activity with high propene selectivity [ J ]. Appl
Catal A-Gen,2020,610:117915.

[2] Wannapakdee W, Suttipat D, Dugkhuntod P, et al. Aromatization of
Cs hydrocarbons over Ga-modified hierarchical HZSM-5 nanosheets
[J].Fuel,2019,236(15) :1243-1253.

[3] RIE, 245, XU, A5 B AR ZSM=5 435 ol i i
BEFALT]. Tl A4k, 2018,26(5) : 151154,

[4] BRI, BRIRES RN, 55 RAh A R ZSM -5 K 7 F i 5
FAE IR )] AT AR T, 2017,46(2) : 151-156.

[5] FhELWE, EA R, FHIEMG S BRI K BB LR Rk 4R L ZSM -
53 Fif[)] AERRERE L, 2015,34(4) :1121-1132.

[6] Sun Yu,Ma Tong,Cao Shiwei,et al.Defective sites in ZSM-5 zeolite
synthesized by n-butylamine template facilitating uniform meso-mi-
croporosity by alkali-treatment [ J |. Micropor Mesopor Mat, 2021,
326:111360.

[7] Gao Yan,Wu Guang, Ma Fangwei, et al. Modified seeding method
for preparing hierarchical nanocrystalline ZSM-5 catalysts for meth-
anol aromatization[ J ] .Micropor Mesopor Mat,2016,226:251-259.

[8] Yue Yuanyuan, Gu Liliang, Zhou Yanni, et al. Template-free
synthesis and catalytic applications of microporous and hierarchical
ZSM-5 zeolites from natural aluminosilicate minerals[ J].Ind Eng
Chem Res,2017,56(36) :10069-10077.

[9] Kartick Prasad Dey, Sourav Ghosh, Milan Kanti Naskar. Organic
template-free synthesis of ZSM-5 zeolite particles using rice husk
ash as silica source[ J ].Ceram Int,2013,39(2) :2153-2157.

[10] FRIEZE, 34, KEnS | 55 TR — Bt it il ik ZsSM-5 43T i
Hil g GRALLT]. R AT CL A% 516 T ,2020,45(1) ; 14~
21.

[11] Majid Nada,Sarah C Larsen.Insight into seed-assisted template free
synthesis of ZSM-5 zeolites [ J |. Microp Mesop Mat, 2016, 239.
444-452.

[12] Yang Jun, Huang Yaxi, Pan Yuanming, et al.Green synthesis and
characterization of zeolite silicalite-1 from recycled mother liquor
[ J].Microp Mesop Mat,2020,303.110247.

[13] BR¥ALL, 5KkaR 224 X, % BEVE ' Na, O 1 Na, SO, X JCHLAR
EIRZSM=5 43 B9 S ma [ )]k B @ 41, 2015, 34 (10)
2775-27179.

[14] REZ B ZSM-5 20 T Hi K Pei iU 2 mF R [T].
PELE AR A=A L ARFAE AR, 2020,35(4) :102-113.

[15] Marjan Razavian,Shohreh Fatemi.Synthesis and evaluation of seed-
directed hierarchical ZSM-5 catalytic supports: Inductive influence
of various seeds and aluminosilicate gels on the physicochemical
properties and catalytic dehydrogenative behavior[ J].Mater Chem
Phys,2015,165(1) :55-65.

[16] &%, XHrE , 32 54 HATFRIR WA ZSM -5 70— Ui 14 422 11
A ) B RS, 2016,30(12) :111-139. 1



