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Ho~ B

(4 9 A B 2 B a7 4R 3% ]

- AERRAMA—RARY SILAE - EERT AR
EREA -
[ Ar 44 ]

AT ¥LE S ERALYMHBEELZAERELBR
BB EE - SALEBRACD M B EA RS ARG
Fo B ILE LR 0 B b A RS e) LA N R B KR
@ cFAERAEILAHB AL BTDSLALTHH - &5
FBUARANEH R R, E % o
BREIELFLNAAFTELEHARIANB LG =4 TO, (
SiO,* AlO, %) B> prii TO, AU WGBS A LR & A
F o RUEMBARAFTEYw R AIO, W EHBRBEA GG & TF
o Na' > H & T4 «c SHBBHEF IR TUNAEHE
MHEE B AR EBRTHEEZYEY LR —F
A ERALA  BLEAERMIRAHBR_GBRER - a»
® S REREH S EAMEE A R AR
M BB A BEROBEME KA TUEFTRRTHREEE
M (US6162416, US4954325, US5362697) -
AEERZILBEFTFREBABELSR L B8 FHR
A 4 € ey B AR # (templating agent) R & # 5 & # R & &4
EHH B - BHEBIRE REHE & H (structure directing
RARIELY - XBRFTYEELAHTRS ®

agent) ¥ % A 45
& R E SR H - % R #] & US3702886 (ZSM-5),
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US4151189 (ZSM-5), US3709979 (ZSM-11), US3832449
(ZSM-12), US4016245 (ZSM-35), Zeolite,1991, Vol 11, p202
(Beta zeolite), US4439409 (PSH-3), US4954325 (MCM-22),
US5362697 (MCM-56), US5236575 (MCM-49), Nature, 1998,
Vol396, p353 (ITQ-2) - L & & Hh o 9 T EHH AKX L &
BREALCLTEKRALEEAR  FEEEBETLERY O
BREBRFITERABRYE o

[#eAnE]

A Mt

Bt AHAZBYN  HPARM - BENTOFHRY
Lhe  EFREBITLARAFAEY - RBAALAB YR
FomE A RABEEBRLE - HAFEL -

AERAZH —BH RERB-—HAEHAARY $
HHE B EmRT ZE -

ARAZIX—BY RAEARBZEAEARAD S B oA
#® o
BEERSENF @

EE -7 @ ABARBT AR LZLAE £
B A UT E F(molar)Mi 4 &9 & & * (1/n) ALO3 : SiOg.may °
mR:xM +» X, ¥ n=5~1000> m=0.001~1+ x=0.005~2 +» R
BRI B LR RO RETLEORE HARRATHE
Y- MBAEBRBEERSE -

Pl % % ey B 38 Si”’NMR B 3% % -80~+50ppm Z A & 4
2 —18 Si¥ iR E
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B B #) X-5F & 4% 45 B % (diffraction pattern) B &
48 & ¥ 12.4+0.2 5 11.0£0.3 » 9.3%0.3 > 6.8+0.2 » 6.1£0.2 -
5.5£0.2 » 4.4£0.2 > 4.0£0.2 v 3.4+0.1 3% (A) & d-ME &
% 5% o

AERBEAAWB AR SABE" RELESRE Y
HREEBFTLERAE)—BAARREAGOYREF OB %
MR ABBRARKEABFNREARE HEHEXEPHED
— 4 .

BR-EEZEOERFTE 'n B 10~250>m % 0.01~
08'x % 001~1-#%B-—REAELEFEEHYFTHRFIE  nhH 10~
150 > m % 0.02~0.5> x % 0.02~0.5 o

BE-—BEEHNTRFTE M RABDREBHRLEF
B hH 1~8 89K mETHA2~I0OHHEE XA Py
EV 22— BB RBEEENETRFTE > i R AH 2L E
EFE A - LHANEXEAFHELZ— o

ABEANFRY SILH BG4 L5 SHY-4 -

AR @ AEARBT —RHRANSRATAYE
MBS IH B H ko B

) AR~ BB R~ 42K ~ & (alkali) - & # &
# % # (organic amine template) fo KR & > UH K —# K
BRRESY RERLCHEA AL THEBARASE Ty ak
: 8i0,/A1,03=5~ 1000 % # & & /SiO,=0.001~1+» OH"
/Si0,=0.01~ 5.0 » H,0/SiO, =5~ 100 > % # B /Si0,=0.01
~2.0 £ Si0, &£ 7 & SiO, t+ &4 & B 5 &R
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by LA RERSHAE IO~200CHREBETFTRE |
~100 NEF AT B & & 2 W

OB KB TR )BEFHNEREN &Kk - R UFAH
wmestlhe -

BERD BB A ARG SiO; RE T U4E A fr il 8 % R
AARABRAYGFTHF - TARAEFAFT 20 8By REZR
REA®EB (silica sols)~ B 8 A 41t s (solid silica) -~ &
B (silica gels) ~ # 8 & ( silicic acid esters) ~ & % 1+ (
diatomite ) Fv K 3% 33 ( water glass) ¥ &8 % b — 4 o

TRARABRAFTZHN AR RTURELE BB K (
halosilanes ) ~ 2 £ % ( silazanes ) & %t & £ & % ( alkoxy
silanes) Y@ 2D —f - R EH AT RATH EELRRY
=9 3% &%k (trimethylsilyl chloride) s — F A — & & % (
dimethylsilyl dichloride ) ~ = T # & #® % ( triethylsilyl
chloride) ~ — Z # = & # }% ( diethylsilyl dichloride) ~ —
% #.2 ® % (dimethylsilyl monochloride monobromide ) -
AT A A% (ethyldimethylsilyl chloride)~ — % £ T #
# % % ( butyldimethylsilyl chloride) - BHRHERAAYE

dimethylphenylsilyl chloride ) ~ — ¥ % 2 & & & & 12

(
(
dimethylisopropylsilyl chloride ) ~ = ¥ A& T H A & % (
tert-butyldimethylsilyl chloride) - — ¥ & + (
dimethyloctadecylsilyl chloride) s F A X A H A AR B (
methyl phenyl vinylsilyl chloride ) ~ Z % & = & & & (

vinylsilyl trichloride ) ~ = Z % % — & # #% ( divinylsilyl



1344860

dichloride ) #o — X X — & # & ( diphenylsilyl dichloride) -
EEHO AR OLELERARANTE AR (
hexamethyldisilazane ) ~ £ ¥ % =— & £ % ( heptamethyl-
disilazane ) ~ mw ¥ & — & £ % ( tetramethyldisilazane) -

Ak w PR 8 &k (tetramethyl divinyl disilazane) #v

A w ¥ 8 & (tetramethyl diphenyl disilazane) o
FEYOYRAEXYRAEHOEERARN=ZFACTAXY K
( trimethylethoxysilane ) ~ — ¥ % = 2 & A # % ( dimethyl-

diethoxysilane ) ~ = ¥ £ ¥ & A # )% ( trimethylmethoxy-
silane ) » = F X = ¥ & & & % ( dimethyldimethyoxysilane )
R E=Z9F A A% (phenyltrimethoxysilane) v — X X =
Z & ¥ % % (diphenyldiethoxysilane) °
BERARBRBARABEBRETARANRETAY F &P
c TRARABRA ST AL REELEESB KM (sodium
aluminate ) ~ 1% 42 B 49 ( sodium metaaluminate ) ~ % & 45 (
aluminum sulfate ) ~ #§ & 42 ( aluminum nitrate ) ~ £ 1t 48 (
aluminum trichloride) ~ & # 4t 42 ( aluminum hydroxide ) -
4, 1t 42 (aluminum oxide) > § 4 £ (kaolin) s ZE MR £ (
montmorillonite) ¥ &4 & b — % -
TRARARABEAT AT RAERK  BEAHEAQ LA
it 42 ( lithium hydroxide) ~ & & 1t 43 ( sodium hydroxide) -
& % 1t 47 ( potassium hydroxide ) ~ & £ 1t % ( rubidium
hydroxide) #v & #. 1t 4 ( cesium hydroxide) ¥ &9 & » — #&

[
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FMBEERBEZEASAEAR =, (ethylenediamine) -
@ — B (hexamethylenediamine ) ~ 3 @ B ( cyclohexylamine
) 5% ¥ & % A&k (hexamethylene imine)~ + 3 ¥ & & & (
heptamethylene imine) » st =¥ ( pyridine) » » & 2 ( hexa-
hydropyridine ) ~ T B ( butylamine) -~ @ B ( hexylamine) »
¥ B (octylamine) ~ % B ( quinamine) ~ + = B ( dodecyl-
amine ) ~ + X B ( hexadecylamine ) # 4+ A B ( octadecyl-
amine) ¥4 £ — 4 -

R -—EEENTRTIE RERSCYHEAADTHR
Bl My 3 F b ey @ Si0/ALO3; =10~ 250 » F ¥ 5 &
/S10,=0.005~0.5 > OH /Si0,=0.05~1.0 » H,0/Si0,=10
~80 F #HA/Si0,=0.05~1.0 £ F SiO, 2~ %k SiO, 3t &
B RE IR -

ERBR—BEEHETRFTE & &It (crystallization) R

BEf£ 100~180CeH&BEAN > ERICRBEHFMA 2~60

e R E A

BR-—BEENTRTE  RERAHAERE Rz A
&£ & 10~80CH## T &4 (aged) 2~100 /8% -

LFE=F @ RERARBTARAEABR S LB LKA
BB RERILGHBILLAYBLESATHER -

ARAOARY S F L TRERKME > SR RE
AR PIPREBEUIORE DT BEELE) Ay
c ATk BB —EERTERBEARMT — Mo BEF X
AR ERER/ARERCUARE AN ERY AT
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BAE UAFAMUAARY S H 0 EBEHLBRMHERD
MYHWEY —Ray KK AELEDY —FapH otk
BALNMKRmAEARS P 8L L -

ABERAHN ARSI TANE RIS BILF &
T ool ESABEHANERY S BB BIALETUAR
RAERHEORBAEACRE  REFHEAHKX - Bb» &
B—BERTE  ABARBT —HBUBEREXYF &
ORERXRAAKALCLSATASOFTRY S ILH B 6141 B
FATHATRBREELRE -
AEPAARBHRBARA D FE AT AHLEHNAY
R BHERCARHEHN  ARTEAFHTLELEH
REABRBHLILFIE  BRETRIHORBHE -

U THREEARFNEH @A RETHZIRRE -

T 1

3 6.1 %428 4n(ALO; A4 8=42.0 £ &%)H 1.0 % & &
fbéafm N 288 KT  BR{HZRADUNEHREHE - Kt
EREHOFEATOZRED TS ImA 340 X &R
60 LB BAMCTF 55 R =FRAAK  EHREHLA
o TR FL

S10,/A1,0;=40 >

NaOH/ Si0,=0.025

=9 R A H%/S1I0,=0.05 >

N & w2 /Si0,=10.50 -

11
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H,0/ Si0, = 16

HRERLASMEHAHIR  EANTEEREEF P £
BHBEALTH 135CH &L 50 )8F - REHEBERERLSY
TBIE - RBRAKRKEBERBL LR LB EH -BEHA
#H 42.1 ¢4 Si0,/A1,0; ¥ F 1t -

MEEBRELOESHER SINMR % - £ B2
Si”’NMR 3 £ 15.1ppm H R a £ k% - £ X-S# 48 58%
BR&1-

-

% 1
d-rige (A) 20 /1,
12.36 7.15 100
10.98 8.05 42
9.31 9.50 23
6.86 12.91 26
6.15 14.40 21
5.54 16.00 19
4.46 19.91 39
3.99 22.28 50
3.40 26.21 86

B Hp] 2

% 8.0 % 4885 o9 (ALLO; 4 =420 €& %)% 4.0 % & &
e 360 AKY » ERFHFBZRLCHNEREHE - K
ARFAFEATOZLSh FRE LA 340 XA 1R
150 s (Rt 2§ 40 EE8%) 39 F 4%
it ERRENDEFE T EFL

Si0,/A1,03=30 >

12



1344860

NaOH/ Si0,=0.05 >

— 9 A = £ 8 % /Si0,=0.03 -

7 8 g /Si0,=0.40 >

H,0/ Si0,=20 -

HRERLGMBHHA%  EANFTSBREEF » &
BHELTMN 150C 4 &1t 55 heF - KRB BERERLY

BERHRARABRLERALES S A - AWML

% 28.6 #) SiO,/Al,0; ¥ F 1t o

BALBRBLESLHH SHEE Si”NMR % > LB 2
Si>’NMR 3 /£-18.4ppm S AMa £ k% - £ X-H 884 %
BR%k2-

* 2
d-fi e (A) 20 /1,
12.36 7.15 100
10.98 8.05 45
9.31 9.50 25
6.86 12.91 21
6.15 14.40 25
5.54 16.00 17
4.46 19.91 38
3.99 22.28 53
3.40 26.21 74

T 3

# 3.0 % i f 16.0 L B A1 A 450 H Kk F >
PHEHZRECHD AN ELRBEE - RALABHOFEATHZR
v N 347 LABFREE 60 LEREA‘LyH

13
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590 —FA_CAEAWKR  BHREWD

SlOz/A1203 =30 >

NaOH/ Si0,=0.2

— ¥ XK =7

£ A% k% /S10,=0.04 >

X PR D R/SIO=0.35
H,0/ Si0,= 25 -
FRERACHUB/HEHOIEL  EANFTEHAREET > £
BHBFATH 145CE &L 70 hofF - KRB HERERLALY
® EBIE o BB AR D KGR AN
% 30.1 & Si0y/ Al,Os ¥ F bk -

Rl E % KR

Si*’NMR # % -19.1ppm & 3 3 5% & 3£ & -

BEA4F EEFt:

E - ZEHE

rh ARG A S E# SINMR #% 0 % B

i
E X-stgse 5t #

#HR & 3
%3
d-FE (A) 20 /1,
12.31 7.18 100
11.12 7.95 36
® 9.25 9.56 37
6.86 12.91 18
6.15 14.40 15
5.51 16.09 13
4.46 19.91 29
3.97 22.40 36
3.41 26.14 78
T 56 4] 4

# 16.1 48 BA 49 (ALO; 4 =420 &

14
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it 5S40 ZAKY » ERFARLAHUNEHAEH - K
BRAEARBHFOFEATOZRS D PRAZ A 30 N 2F XD
B2 60 LERAIL I 32 AXNFRA_BARKE BHRE
MERTEFL:
Si0,/A1,05=15 -
NaOH/ SiO,=0.05 »
NF R R K/Si0,=0.04 >
X3 F R D RE/SI0,=0.3
H,0/ Si0; =30 »
HRELEDBRHEDOHR  EANFTESHAREEY 4
BHERTN 145C 4 81 38 o - KA B HERERZLAY
BIE R RARKRAEAKREIARABL LR L BEY ZEHE
# 17.5 89 SiO,y/ Al,0; ¥ F 1t o
MELEBKLESHH S E R SINMR # - £ B2
Si”’NMR # 4 15.8ppm H R a £ 4R % - £ X-4 4% 4 4 #
BRk 4

% 4

d-r2E (A) 20 /1,
12.41 7.12 100
11.00 8.04 37
9.31 9.50 23
6.90 12.83 25
6.15 14.40 18
5.54 16.00 9
4.46 19.91 41
4.00 22.23 63
3.39 26.29 89

15
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B 6] 5
3 3.5 %458 (ALOs 4 E=42.0 E B %)M 8.0 % & &
ft#m N 540 T AKY >  ERFHZRLSCHUEHREE - KB
ARHFOFATOZESCh TR MmN 30 g XBF A
' 60 LEBAILLTF 8.0 AANFHE AR BHREDY
EXH T EHFL:
Si0,/A1,05=170 >

® NaOH/SiO,= 0.2 »
X ¥ A -2 & 5./Si0,=0.05
/\BEEF /8102—03’

H,0/ Si0,=30 -
FAREREHBEHA IR EANTEHARBEF £
EHFERATH 135CH &K 35 o - RAHBRERS D
BE - EBARKABKLEARERE B LAY - REHE
A 68.5 &) SiO0,/A1,0; ¥ H 1t -

® e B iy B S NMR # 0 B &
Si”’NMR # 4 16.8ppm # B s LK% - £ X-H 8 46K
BALES-

16
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%5
d-Fige (A) 20 1,
12.39 7.14 100
10.96 8.07 48
9.28 9.53 21
6.90 12.83 24
6.12 14.47 15
5.56 15.94 17
4.46 19.91 39
4.00 22.23 57
3.40 26.21 79
T 35 6
# 2.4 528 (ALO; 4 E=42.0 EE %) 40 % & &
Ldn 900 LAY > ERAZRSURNERER - AR
EEFOBEATEOZRASA M PABABENAN 20 55 F 4K 58K
' 60 LEI® AL 485 R LHE AR BHRE
MB AR TEHFL:
SlOz/A1203= 100 »
® NaOH/ $i0,=1.0 »

—LHEA A/ Si0,=0.3

N % FHAER/SIO,=0.2>

H,0/ $i0,=50 -

FRERGCHBIEAHAR  EANFTEBRELETY &
BHEFERATN 1355CHE &1t 35 of - RABERELL Y
TBE - RBRAKRKAKLERBZELIE LB EY  BZAEHE
# 105.3 4 Si0,/ALO; ¥ ¥ it -

17
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BMEHEBRBLELOAE S B ® S NMR #% > £ 52
Si’’NMR 3% #£ -15.5ppm H B st £ 4R % - £ X-4 4% 4 4 2

#HREO6-
%k 6

d-rj2E (A) 20 /1,
12.41 7.12 100

10.95 8.08 57

9.29 9.52 36

6.91 12.81 23

6.12 14.47 19

® 5.55 15.97 25
4.46 19.91 43

4.02 22.11 58

3.40 26.21 81

BB 7

d 1.6 %, 4884 (ALO; 4 8=42.0 EE %)M 24 % A &
fedamAN 720 LAKF » TEFAZRLSDUNEHRER - R
ERHOBFATOZRED T BB AN 50 A NEFEADR

® ' 60 L EBAILLT I 198 A XRA=ZFAaAAYR BHRE
B K4 FEF:

Si0,/A1,0;=150 >

NaOH/ Si0,= 0.6 °

(R =9 aXwm/Si0,=0.1>

N E YA DT/ SI0,=0.5"

H,0/ Si0, =40 -

FRELGHB/HYOK EANTFSHEREE Y £

18
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BHBELTH I35CHE KL 35 [6F - REBBERERS W
@R RBAARABEIRBLEE  LBLEY - BEHE
A 142.0 & Si0,/A1,03 ¥ F 1k »
MEEBREESHE S EE SINMR 3% 5 % B 2
Si’’NMR 3% 4 -45.1ppm S A a £ K% - £ X-H LB H K

BREX T
%7
d-rjge (A) 20 I,
12.43 7.11 100
® 10.94 8.08 57
9.29 9.52 36
6.92 12.79 23
6.12 14.47 19
5.53 16.03 25
4.46 19.91 43
4.01 22.17 58
3.39 26.29 81
K 6 15 8
¢ # 3.5 neeEa(ALO; 2 =420 EE %)M 8.0 L AR

0 &

AN 540 ZLAKF » EHRFZRESHNEAREHE - A4
ARFBOBEATOZRESC D FPRSEHOAN 30 LN FHDE
60 LERAICH I 1.6 A XNFER AR ZBHREW
BEAw T EHFL:

Si0,/A1,05=70 >

NaOH/ Si0,=10.2 :

NP AR & H/Si0,=0.01 >

19
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N %P A H R/ Si0,=0.3

H,0/ $i0, =30 -

HRERLACDHHEDHG%  EAXTSHEREEZ Y 4
BHEFATMN 135C 4 &1t 38 8 - KA HHRELAY
PBECRBAKEABLERBLER L HEH L EME
% 68.0 &5 Si0,/A1,0; ¥ F ik -

BMEEBRBLESHHE LY E R SINMR #% > £ B g
Si”?’ NMR # % 163ppm S A # £ E% - £ X-HEL LN K

® HAKS-

%8

d-rige (A) 20 1,
12.37 7.15 100
10.96 8.07 48
9.26 9.55 21
6.91 12.81 24
6.12 14.47 15
5.57 15.91 17
4.48 19.82 39
4.02 22.11 57

o 3.46 25.75 79

F 4] 9
BSOZLE®ES 1Rt RAES > A 150 £5 IM @
7 B 4% ( ammonium nitrate) KE R X% 4 kR > BE > &%
c 2t BAEEBRHERA 20 AALELSRES > A
120 % 5% (£ €) #ith - FSHRAEHELS - -HBEAAA
01.6x2 E Kk eh sk ikt > KA A 120C - % » 520°C i (

20
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calcined) 6 BF » HERE Z H BB -

Al RArARALRE -

RIS EELHABRCHEAABDELARRERE ¥ 5 &
BRABNAKPRGREHH -  REKG A AR EF TR
(WHSV) =6.0 )05 Xfhom b EELSL 2.0 R EEBE
165C ~ R &6 & /1 3.0MPa - REZEHL 6K - BRAW
BIERH % LEFREMWALAEARE 04 (EE) % X
438 (E£&) % BEAKX 466 (Z2E) % —ERK80(FE

@ E)% ZEAX 05(FE) % EAK 260ppm (£ ¥
)
H k1

4 6.1 L 48B4 (ALO; 4 E=42.0 £ §%)fv 3.2 % A&
oo 288 Lkt ERHZBAHAERDE - A%
ERHOEAXNTaZRESHFRE A 340 5L X HwEH
60 R B MAdY > SHREHLEA L TFTE I

Si0,/Al1,03=40 >

[ _ NaOH/ SiO,=0.08 -

X B o2/ Si0,=0.50 >

H,0/ SiO,= 16 «

HREREGMAHDIK  EAXEPAREETY £
BHELTH 150CH KM 45 hoF - RAHBRERLY

BIE  RBAARXABERBEER LAY  ZEHE
#H 42.8 #5 Si0,/A1,0; E F 1k -

-

MALERERGHK SN BHE SI’NMR #% - £ B2

21
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Si*’NMR 3# % 50 ~ -80ppm A H A M L E % - £ X-4 &
e HERLELKI-

%9
d-rigE (A) 20 /1,
13.66 6.47 59
12.51 7.065 83
11.29 7.83 47
9.23 9.58 40
6.92 12.80 24
6.18 14.33 16
5.65 15.70 15
4.44 20.00 48
3.98 22.35 59
3.54 25.19 42
3.40 26.21 100
3.31 26.92 53

H b #] 2

BOSOLHLS 15RO RESL A 150 ZH# IM#
B EKBERRIE 4 R BE BB 2k BAEBE
BB RS 20 LAMEBRYRA A 120 % 5% (EE)
B - -FEHYRCHWES B ARAEBO6x2 BRaGHK
Moo RIEAE 120C st 3 > 520CH%E 6 8 EHARATEY
4 16 & -

AP RArAREILRE -

BRI10ZLEEHEHRLBEALBDRTRRRES T » &
BBABNAHEFOROR SN - REKHSB  AKHEHF TR
=20 o' KA HBEFS 2.0° REBE 155C - &

22
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RBRAH 30MPa- REZZHKER 6 R - HHRAKBILES
97.5% > £ B A LM EAAKOS (&) % X439 (F %
) % BERAX 463 (EZT) % —EREXBLI(EE) % =
ERRXOS5(EFEE) %> fniE&H X 255ppm -

APFRAET TR EA - EHFF - FFAH B
FRRFEBRBIALESEAX

A LAt RAABRAZBRGETRAME » £ X
e AL R A AT HZEER > P RARAKRKERP F L4
RBARBTARNPAARATHAAEIMRESERELAEH S
BABHAEMNZEZHEBR -

(B X ERA]

1 A1 P13 %% 6 XRD B 3%
(2 A#HFRAA]
#

23
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B PXRARE
— AR SZALFE RS RFTERERER - KA
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