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Cooperation route to prepare mesoporous pure silica molecular sieve by template

LUO Wen-bin, SHEN Jun, ZHANG Zhao
(C()Hege of Chemical Engineering, Sichuan University, Chengdu 610065, China)

Abstract: Mesoporous pure silica molecular sieve was prepared [rom inorganic sodium silicate as the silica resource and
by employing activity of the reagent under different conditions during the process of sol forming, gelation and aging, and drying to
gel rid of template . It is proved thal there is a cooperation roule exisling in the synthesis and the optimized conditions for prepa-
ration are as follows: concentration of the surfactant solution is above 1% ,and suitable concentration is about 3% ; pH value

should be controlled between 10 and 12; the gelation step should be kept under 125°C for 24 h and templale removed between

600°C and 800°C .

Key words: mesoporous pure silica molecular sieve; cooperation; synthesis

U5 A& R — TR AU AR W) R b i 7 L 7R
1 B A BB T AR B Y S R AR A SR BT
ST RE EXBREAT A TR BT AR o 1992
4E 36 [ Mobil 7 2% 7lia AL B 45 T F 4L
A4 1 02, % 00 1 0 (9 JRLAR R MCM 41 A
BT S BLAE R, LR TR ORI, HA B
Rk ARt B ATG A P AL T MCM-41
RIBF SR 2 MR T T A HLEEDR , A0 AR BR 7Y R AR
VU 2 W25, FoR S e 5 R T R T I A A
EH R AT ICHL Y RE AR B AF 8 AR YR ] A AL Al
O3 T U RVEE AR ot S N M R AT O R R
BEALEE, B T & B B A

4 %5 H 8 :2002-08-12

1 LEEHS

1.1 XwE#

TSkt = B R R A8 (CTAB) s RER 94, &
Na,0 19.3% ~ 22.8% (Jii & 43 %%) , n (Na&,0) : n(Si0,)
=1.03; SR, /KW, BB 4340 36 % , ¥4 R o B 4 o
1.2 ERTE

YR — i B 9 ke R ) D 25 8 /K T LA R AR A ik
U5 100°C 7K ¥ I 4, 53 ZU 4 B TN B 1k U505 in 2] 5y
CTAB KW P, R 2= R, A TH MM 2 E
1 pH{H . 4 pH IR G WH AKEEC(EH), 4
AR E N Ak 24 ho KUY HD LRV CHIUE, TR
3 MCM-41 43 AT BK Yy . B AT EK Y T4 Sk

fEE R B S, 25,1977 4840 B o/l s sk WY, 2, 1947 B/ 18 1 B8R, S0, 32 DAl Ah i < R BE R R & I 5 o



2002 F 12 &

SN ERNEROAHIEPLEEDFMEDEIFREL - 27 -

PSSP ER IR R R E IR B 4 h, A4l
fit MCM-41 51 L4375 B 145 .
1.3 FmBRIE

F DSC CDR-4P %I H 3 2% # 4 HT 4%, 43 HF MCM-
41 Hif By (4 A5 ok 72 B B s 4k, A JSM-5900LV 1
i HL 455 (SEM) WL 2% R TH B, I M1 V4150 X 9T 4k
T (2 Noran AF] =) KAETTR GBS, R
bt O 08 ) ¥ 9 R B 32, 726 e it kAT Lk
3T (X = 665 nm) I R 77 4 W i 68, I 115540 R0
Wt &, DL ASAP2010 H IR N, BB (38 [ 22 52
ANE )W E — AT R TN S B A A
antb R A . H X A7 554 (Philips 2 ) 77 ) 7E & 2l
S RT o e BT B LI R AR SR I R
S5 SR I %R

2 HR5H®

2.1 FREERMSEFEREBRR K
2.1.1 WmAFERAOERGERFANELRS R & ERA-
KAK & 8 R 5]

CTAB 75 % W5 Bl AR W 2 fa o~ TE K g
B 90 224 () oy F A R BRI BT, I 1 B
INo WAL MBS R, BEOR K REE B AW
ZABARBREE G TE &, WK ARG i T8 551k,
TE FOUIR A R e AR A, A R 18 A AR T o vk R 3
Bl — R AR B T 2% 1T I R A 2 T A B S AR
TEAS 1 I, 554 4R e TR 2R T T A A9 O LA 89 HE R
JIRE B, B IR B SR AH BT G HE R, B S T
HEZ 0 R i, AR B R 3R T ) 45 6 A8 K IR L e ol
ZTA) Y DBt DA K B R B B R L, N AR TR B TR
HOHT R, LN T IR HE AR A A A v T BE DX R
20 LUTE MU, BIVIE BSR K 22 AR B R R I K
£ 28 A TR A B BRI A

200+

o 150}

Z 100

50+

0 25 50 75 100
CTAB JREIRE /g - L'

K1 CTABREWRERE

HEMAT TR )G, HRERESAH TH
REVEE . A M AE H 2 B R BV A B 3R

EVERE W AT SRR 2 5 WL B BN AT B
TR, TO T A [ J38 % 200 2 TG 7% 2 50 8 9 DU WL 4
AFNFEFERBIR o X AT R i T A AR R A K A
PERT™ A 1 | A7 5 |k /Y, B AL i U 7K A 74 2 BY
Si0, K Wi 4iF A 7 HL AT, 5707 A IE AL AT 19 3% T 3 4 57
A 5 9 e AR SEBL T 2 1R A B (R L
TE R T R TR R € S M

N T e R A5 R A AR T RO DR A A AN A
i UK A 5| AT 2 5 )5 B9 U AR, 238 6 S
e YA SR T PR R B T R B S
HEPA X RS AR A AT RERY, ILIEL 2.

(a) JE AT TR )T CTAB
B A

(b) IMATERESN T CTAB
TR A

B2 e Nd R G CTAB W W & & B K

TR 7S A TR 10 VR A2 H /N S A TR 45 R R B
BIFHEBE B, 1 RE IR BT Y BB 1 R A
A A 4% /DN B 5 (] (] A e A 9 HE e £ TS5,
Hm ARG A H oA G, B8] T L SR T PR
Rl BI . N A I LR N
14 45 #4) B ST AR 2 R U 5 3R TG 0 R R 0 [) 2 2 A A
SN FaTE G540 K A8 by 2 ik 43 1~ 07 A 0 %) 485 AR A 1)
HMS e, EREIEEFER P IMAREZ
S5, SEBR A TE B R X RN . SR AR R AT LA
PR I 7 (o 45 % T 39 M R0 A I R M ROV B R IR
(1eCMC 5 lgC 2 AMLMERFR), Hl i k717
HL 17 9 2 5 5 iG] 8 43w 2R T 3 1R R 1 4 )
— BRI A TS, (0 T AR S5 A S bR R AR
JERREIE R (R E S 3% ~6%) , A5 I it
ARIEFR, 3% 85 5% e B BEAR HEF KRR A PR BT
BR M AR R e LA e
b 77 1) B TR TR AS
2.1.2 A@EBRANRENEZHILEBROY A

&1 3 i 65 BB A S R 7R Ak Y il 2 HOAR L A I
MEE N S REAREFE R MILE 1), /TR
RTFUEHA A 45 T8 809 2, T3 45 44 09 T8 1R
WHEZE/NE CTAB B CMC, XIFHMLEHE S
T H5HA P AR AR 1Y B R TR R o



- 28 - P T

2522 %25 12 |

28 /%

0 100 200 300 400 500 600 700 800 900
EEEERBAE /ul

22 i G R4 1—0.25% 32—0.5% ;3—0.75% ;
4—1% ;5—1.5% ;6—3% ;7—4.5%
il 45 21 : n(Si0,) : n(H,0) = 4:1350;pH {1 115125C
B3 XAFEREEENKENFERN
APV R 4R R Ml &

R 1 AEREE MR RE X R0 R MW E R

bR EARA RN
RWMFEEMERE 025 0.5 075 1 1.5 3 4.5
SYEL %
4 R B 1t/ 1.07 1.65 3.56 24 23.9 27 15.7
10'6mol'g'1
IlbFmf/m?g™! 61 94 204 1376 1371% 1549 900

1« DT BET N, W B IA% 11 b 2 ) BL, A A Bl b BUR 8
2 A iy e ol 100 AT 8% B b 0 LR BRI AR

M3 Jege 1 Al LA Y, 2% I o 50 ok B A
— 35 FE AT L N 34 ) DS B R R T R A R T
LV B B NAE R A2 B DA X LR T ALY
R B AN K o 75 33 He JE 0 [ oA 2 T 0% 1 59 O 4
HEBRGEWIF AWK, Fam KBEF L. H
EREEERWE B B LG aRE I TR, &
AW PERE A L R AR A BRI . X T RE Rt T
RELB P RAT & =0T, 25 FRE I PR R
1o P T o P JE SR A AR R T e 9 A R DA 5 4 D T
JE PR A 3R THD 134 FEL 47, S BB TE IR R A0 3R THD i 4 L K

L, DL BRORE 3% 445 R A FBCTIC T AR 3 38 o, DA TG A1

THREAR, FIA R R PR R &
BLIGE B 1% , FF 35 S 1 v I Y 1 P AB AT LA 3]
B ), 18 B R S BN R 3% A AT, T
TERH R B9 Si0, /3R I PR A A9 U1 .
2.2 BEREREREWK
2.2.1 pHAL# Hh

O R AR N AR Z B I HER T R A
W Z R FEM MBS L, ITHEEE T BX .
IMATERMETHEWRN pHEZE , HiERP M o1

WeBE R LT A4k, 2 5 UL LR A IE HL AT A9 OH - 2
v b UL J A 4, i T 2 ) T A U R A
BT A AR LR O, PR 2 AR 38 R, S i i
R BRI R UL WA 4.

0 100 200 300 400 500 600 700
W R R AR /ml

pH {li:1—8;2—8;3—10;4—11;5—12
W45 2640 - n(Si0,) : n (FMmTHHER]) 1 n(H,0) = 4:1:1350;125C
K4 AE pHME THE B GHEHERSE
B &

AR AR pH E IR R0 T RE-3R T 06 M R 1 45
B BRI AR 2 S R A B Rk 2
TF1) PR FEL A7 I R 055, B 2 1) 2 TR O M R E AR,
RHI AR, ~E R ETRRMEE . &
AR pH EHA, HERRE FHREFRNBE
AR A  TE R pH B I 3R A BN, BB TR 2 1T HL A
BRARMNERRE FESE S SHEERK, AR
JE UAAE B8 R A1 3% T % )8 3% 52 1Y) A 305 O L 2
K, X SE kA AR B BE B A, WS AR A, i
BAE BRI GH WIRETRERI. M
% pH EMBEAL, OB Z MRV RAE &, 4
WEE ARSI, SHEEATA T, BRE
MAR B 2 05 FE TR AR AN BE S 7E IS R R T B % 48
FOHERL, X REE B Y pH T 5 800 7= 4 6k 5 48
(35 50 P R 7 T B A2 057 R RE IR AR ME AL O =K
BEHLIR W, BL 2 X R A e e Tl RE 52 2 Bk 2. AR
2HLAEH, pH A m T 13 A RE A H R UL; 1 pH
BT 10 T 7= 5 i 32 B R B I, WA AR 2% 1 I
PEAE pH {H 10 ~ 12 ZJa] , A 2L 11 &tk

#2 pHEXMEHREHERLRERYZN

pH {H 8 9 10 11 12
WA /10 Tmol g~ 9.44  11.0 152.5 239 224.5
R R/m gt 54 63 875  1311T 1287

T OK ] BET Ny WA Y L 3 it B, FEAl AR s L 3% oo Bt
2L TR A bl S 0 T B A ) LR R AR

2.2.2 BBEYHYR
A0 75 2 B B B A, A AR AR O R A R T T R



2002 F 12 &

SN ERNEROAHIEPLEEDFMEDEIFREL - 29 -

AR R T B e s B X, AN T —JR KR 1
23 B DX I AL A 5 K A T A A B Y T 0 2 o, R
UL 2R (9 BEIBOHS 12K 35 W b BEAT W R A AR R A,
ForP AP TE & W MR- DL Mo I B2 B K A 45 i AR
TR R W R, BE TR LU, 7RO Y R AR
F 10 HL RSP A TR] 22 51 45 1T A9 2 K R
BB AR RS o LEA SCHT IR MR A P iR R &
TR it 3 T A ) ROBT VA AR L B O TE K TR P B RIS B
T HHT 248 242 157 45T W BRF A FEBT DU Y 254 e 4 1
ST HE MRy R GIR T E R R R b
AOULIE SR, = M B TS A+ s B TR &
TR ] ARAR A Y AL LA A SE Y MCM-41
T, BB AR A M T R AR K. EE
BARBLT SBLAY B 1 M EBLR WA S s .

& . y

Bl 5 fok ey B AR

T I R B TR, 5l R
ARG . B 6 WA H AR BETE 125°C N H

0 100 200 300 400 500 600 700
W EEB AR /ul

FRALIE :1—125°C ;2—90°C ;3—65%C ;4—165%C ;5—25°C
W45 2614 : n(810,)  n GRIGTEHER]) : n(H,0) = 4:1:1350;pH A1 11
6 f R &R E T /2 A5 4o
O R OR M &

2.2.3  fACE T

IR TR BRI RY) 2 RELFM, 5 4 KIF
TR B S I 450, B 55 8 KT 2 F I8 S 77
T B RIR R &, SR T 4% 258 B K Al Ak B () 2540 L8 T
TP WA & R e F & B R Ak e . SR
IR B IR R R R S, T R RS W A Y
A6 Fi T BB E] , 24 h 78 125 COK AL RI AT .

2.3 BEEERE

FUEAS 20 09 7 XY TE = VT A 3 L B A I
B oRL AL 3 BB DL A AL CO, R RN A P
fLEM R, 2 AR T A e Lk 7.
Tl SRy 4 2= PRt 2R DL IEL 7

(3 323.4C

101 169 227 284 340 391 442 492 540 586 630
wBE/C

K7 MCM-41 WEE 47 = #Hdh %

1E 20 ~ 150°C (i THIR Kk R % £ K4,
T 7 150 ~ 300°C 5 FF 18 X dek i 32 52 2 A ML 4 i A4 24
A3, BIBRBS A 51 2, 78 300 ~ 520°C B9 FHE X 38 A
FEEAET RIEH OH- MY 2 MALBE M UL A . A
B 7 AT LA 1, 300°C T A I E &I 46 e, 22 34
di e b AR T B R R BRI R A, A 8
F R a 278 MCM41 BTIRYI TR & &, 4 b
Fonsit 500°CHE: 4 h PIAE BRI TR G &,
MIC R W B 45 AT H 500°C Pk A LB RHRITE
Kota b, iR aT feck B T e Az 3
AR N R U 2 I R 1 s T

3 BEVERINLFARRENN

A C ALO; S0,  Cu0  ZnO
A BEATRE B % 35,71  0.13  62.39 0.98 0.78
500 °C BLAEE i/ % 9.53 0.40 87.78 1.33 0.9
Si
a
0
Q Al
Si
b
0
c . Al

0 3

1 2
EEE /keV

B8 500°C & B #T & BF 8k R 4~ 4 A



- 30 - P T

2522 %25 12 |

T RERE 5t A BB, % e B Y 4 I 7E 600 ~
800°C , I E#A L 1 100°C Al BEME F= ¥y 45 M HHI5 . o
B EHEVEA T 750°C IR E TR, ZIRET
SBBEARAT BT WA R AR HF T R R Y S T S5 M N v
AP IES . Bbed B b fLEE 2 R A s, 7 4
2.4 FaRIE
1€ n(Si0y) : n (RMEIE MR ) 1 n(H,0) =4:1:1 350,
pH H 11, FALIEE 125°CH T 2404 F Hl 48 MCM
41 BRI N, N SE g 45 R K BT H A A 3.286 nm
B FLA2,1.126 em®/g BIFLAE, 1 371.14 m*/g B4
PR AR, B SRR S 7 b B 45 A R 7 R 4544 .
XRD 1% 5 SCHR R B — 2o

&4 MCM4l HFHELZAK

B4 ALO,  SiO, Ca0 Cu0 Zn0
B AN % 0.20 94.87 0.34  1.76  2.83
3 g

SEH W15 ) MCM-41 likE 43 i & 76 1 3% 10 16
PRI R T R oML AE TR S5 3R 1 06 M CTAB IR

VR A2 BB AR R IR AR T RS 19, 07 B FRAR T LA,

I HAEW T B MK RGBSR, BT
B F LA MCM-41 ME B A BAMH N 6l
MCM-41 HfL 43 -1~ 57 B 2 T8 3% M 0 0T =t 2 b 20056
1%l b BN RES N 3% 4 ;6 WA pH
R I 7E 10 ~ 125 K AL IR E R 125C A,
fe Al B R S8 24 b HIT 3K 4 B AR IR BE 45 i 7E 600 ~
800%C o

& X

(17 sKB, 27005 XU B AU A4 1 2 IM] b 4k 2E 10l
Wit ,2002.103

[2] Kresge C T,Teonowicz M E,Roth W J, et al . Ordered mesoporous molec-
ular sieves synthesized by a liquid-crystal template mechanisam[J] . Na-
ture, 1992,359:710 ~ 712

(3] thoh, EWE. KT RMAZE[M]. b ot 42 100 s,
1997..167

[4] Abdelhamid Sayari . Recent advances and new horizons in 7eolite science

and technology[ J] . Studies in Surface Science and Catalysis, 1996,102: 1

~ 47
(5] A am, M AL 222 A IMT . b st b2 10l BA:
1996.234

[6] B, WHE . Bk 2E(M] . Jbut: 5 G 8F R, 1984. 186

(7] sKore . ek A B M6t 4k 1l R4t , 2000. 84

[8] fideni &M kL KIBAEIM] . bt Bl2f At 1999.
278l

(E#% 25 1)
RS N0 48 S, T P O T DAL TS P B A UL
257 515 M B 500 A 3L A B

260 30

240 |

220 + 125
5 200} E]
£ 180} 120 2
-
= | =
3. 160 {152
B 140 .
® 120 110

100 |

80

5 15 25 35 45
FERERKHEROAE /%

1—55 i 0] ;2—3 1 1)
4L & 3% AL SR 4% , kIR )E 15C
Bl HmwA%EKHwmEAEN UPR % &
F T 2T Bf A B B

Xof 5 Wi 2 ) B A SN, AR AL S — PR AR
PR AR . H PET B RHE S UPR,
PET WG &N X H AT 35% . M P9 H 45K
Hh Bk R AT AT PR BN, 2 UPR BA L=

AT O & (O ZouRE R R EE R BO AR T

30% o

FRBEE Bk A AT UPR, TEMRAE
SR BRVE 8, MR B a5 g & A HER
i B2 A 9 R LA B B IS T 4 UPR AR 77 B A 45 0] B
PP T PP L AT i

2% 0k

(1] JRyLs: . B MR R & R EW LT] . Wos 1, 1999(1) : 28 ~
31

(2] EVEH, Y BRSO A IR TR 9 S H e ef 7R [T]. 4k
R, 200003) :363 ~ 365

[3] WoBt 2B L B L2 (EA) IM]L 8 = b a4k 2E 10
HY R AL, 1997 .333 ~ 334,594 ~ 623

(4] JRLLE: R TIZR 6 B BT A Hu RO SR BB R (] A0 AR HE AR 5%
1,1994,30(4) :29 ~ 31

(5] M, XA, W KA, 75 PET Bk I A ) AN 180 0 3¢ W et A 1) F
FELT] AL TR, 1997,60(3) : 11 ~ 13

[6] Vaidya U R, Nadkarni V M. Unsaturated polyesters from PET waste: ki-
netics of polycondensation[ J] . Journal of Applied Polymer Science, 1987
(34):235 ~ 245

(7] Z& 45 .\l PET M 4 b 0O R0 TiR AL AL 43 1 b & L AR L] 1 2K
T K4, 1999,4(5) 21 ~ 241



