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EAIFA4 FORLT IV I
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= b L EREEEAND

SERICEDOFEFHA

PBrPREIG, 0T

A

JeEESCmA AR RFEBERSE MR SER

Y474 L OFOEKERNE, Bk, 14 RREFOEL OBRIE, BEHETO4ERT
VI LICERT 50 €D720EF T 1 + OYBHEHCESBEDRERFOBEDL, B

BEPLDOHETNIZILRTII

= ADOb DI 3 i AWIZ4HOEBTELEA L

A5 07 ABIEOAHICET AHMAMERITONTVES, T2 Tk, THME: LTHYLR

TWAEREEEDEL 5 MOR, MFI, FER L U'BEA ¥+ 54 hOELT IV I

=7 LEE), RO

BL7 VI = ABEEDOYF T A4 N EFIH L7 pHFRE Post- synthesxs B 5 EHEE~DE

BUFEADTRBEIIOWTEZRLDEREMA L. BTV 3

S LADRI Y RT EIE

BEA >MOR >MFI >FER DETH 1), BEEPOTREFO4ERICHFATAEELEL—
Lo $72, BHOPpHERETHI LI VT VI =T AICL VR EN TR (L F

OF AR N IZHEBENBESIZTIVI
f:o

1. EC®IC

ERMT NI ) T ABREOBKRTHLETF A b
i, FNFEOGTF5HLWER, 14 rRHEE, B
HEEE % EOWEHR LR 2 E0 L, BE
H, A4 A, MRS L TRA S5 TAY
LR Tnd, LAL, KERDLVIEHRTIZES
FTAIPEHEINB L BEEEPODORTVI =Y
LHEITL, ¥4I 4 F OWEB{LENEE DL
&I, T2, B7VI=T A0REITKE
RIS RBEEFOLDOPBIEEINLEZ EBH S,
FD1%, BS54 FOBLT VI =y 23O
HECEAEEDREEL V) BAILRA YL
FA4 PZDWTHIZEE SN T A 15,

F72, A= aORbYIZ3fidH BV iZ4
DERBTHEEA LA 7 0y A BEORBAER D
Y474+ OYERHE OB R, LBRAIThR T,
B0, KEEHIZ L HEHBEAHIEZEETHEOEEIC

T923-1292 AR fEEEROAES 1-1
oS 7 sy N iy N 7 e

e-mail: t-sano@jaist.ac.jp

S LRUH) T LEFEEATELILIHAL P E Lo

IoTIRRERIBEI DL, 22T, BTNy
LB L72EF T A P RFIALEESBTROE
F 74 NEHEE~DEA (Post-synthesis ) HE
L ATbhTwa, T4bb, AICL;, TiClL%ED
£RBELWHERK R U NaALO,, NaGaO,%DKiEH
(7 vh ) ) MIEIZXBHEIFREERLTY
5612, UL, BREENESRERILYIOERSCF
g (Si0,) O—HBEBEFHEL > Twh,
AETIE, TEMEL L THWORTHWEERE
ENDE% HMOR, MFI, FER K U'BEA ¥+ 5 1 +
DRTNVI =y 1288, RUBT NI =0 L0 H%
DEF 5 4 b %FIH L7 pH %5 Post-synthesis %12
L BBES T COEREENDSBTHFEAILD
WCEE S ORRT PO T 5,

2. BE7INI =YL

21 €471 MBIRIEBEDRE
RUMNPET VI = LAEEM L BL N6
54 b DV 2 Si/AL L, BET R R OSHIFLA

B#ERT, BEAEFTA MO 7 VI =7 AIZHCI

WL DEZIZHEITL, £0200 7 SifAlLIZ894
IELT. CThIZBHBERDIILALDOT VI
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k

()

F1 BETNVIZIAIRIZTEL T4 M EREEDORED

B7v3 = RS

sV BET hKERE HILEH

No. ¥x+J4 b BERL HCI1 %380 ) N
R RNG AEM BEm St e lmy
1 MOR - - — - 10 483 0.21
2 y - - 8 24 35 449 0.20
3 ” - - 10 24 57 451 0.19
4 2 600 8 8 2 67 - -
5 ” 600 12 8 24 81 - -
6 2 700 4 8 24 153 - -
7 ” 700 8 8 92 - -
8 ” 700 16 8 2 135 467 0.21
9 » 700 16 8 24 209 449 0.19
10 ” 800 16 8 2 39 - -
11 MFI - - - - 71 360 0.19
12 ” 700 16 8 24 75 368 0.19
13 FER - - - - 7 346 —
14 ” 700 16 8 24 7 339 -
15 BEA - - - - 21 625 0.27
16 ” - - 8 2 894 584 0.25
3) Dubinin-Radushkevich IZ & D &H
TANHEL-Z L ERLTWA, MOREF T A
PV 7 SIALIZHCI LB X D & TR L7
#%, MFI RUSFER ¥4 54 D23V 7 Si/Al HidiE
LAY L e ho Tz, I THCIER OBERD
BB OVWTHE L7z MOREFF A MDY
Si/Al I BERUREE L BERICK & CHRFEL, 700C -
16 BERIBER#E SMHCHLEIZ X b Z DfEIZ209 12 %
ok (B7IVI=y AKHS5 %), 2B, MFIRY £ @
FER ¥4 5 4 kDL 7 SUALIIZZ S DRLERIC é (b)
FoTHIEBEALEN L Dol LITAT, -
1'DMFI | UFFER ¥+ 5 4 + D27A1 MAS NMR
AT MV SHL R L HIZ, 54 ppmfHEIcBiEE
ENLEREBEPDARNT NIy AIZHTLE ©
— ZEEEIXT00 CRRIC X VIRA LTB Y, BT @
IZYVLHFEITLTVS, o T, HCIAEED ) . , ,
MFI R U'FER ¥F 5 4 b D23V 7 Si/ALEEAZE{LL 100 50 0 -50
LhlrolDid, BREETFOTIVIZTLADLIERD ppm

ALOHKED ) b—RMOEE DR L PRI > THEH
T, DR LA LI BRIEEIEE LIRETHE
LTWB I ERL TS, SOBRT VI =Y A%E)

OECIIICERT 200 T 2HL AT VDS,

BHEETOTRFO4RRCFET HEEICBR

X1

BERHTH O MFI R UFER €1 5 1 P D 27A1 MAS
NMR AR Z b V13, (a) RT L ¥ b MFI, (b)
700C - 16 hBEREDMFI, (¢) ~¢7 L >~ FFER, (d)
700°C - 16 hBEHED FER
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13610

3745

@
3670

(b)

Absorbance

(©
3782

(d)

(e)

f

4000 3800 3600 3400 3200 3000
Wavenumber (cm™)

X2 #4DMORKUBEA XL Z A FPDIR AR Fib13),
(@) X7 L >~ FMOR, (b)700C - 16 hBER#% MOR,
(c) (b))% 8M HCl (80°C - 24 h) MLH, (d) T L~
}BEA, (e) 8M HCl (80C - 24 h) WHf%DBEA

THLHAEHRL TS, Thbh, 4 BRICHFE
+ 5441, BEA (75 %) >MOR (33 %) >MFI
(17 %) >FER (0 %) TH»HY, BTNV I= I LED
FHlE—B L, 4 BRIZIKERBAN DD T
B, ABBRICEETAT VI =T LB ICE
HEEIOHETLLEZOND 9,
K217V I = LEE % OMOR R U
BEA ¥4 5 4 b OKBREFHEBOIR A7 ML ER
Fo BTN 3=y LR OMOR ¥+ 514 FDIR
AT FVIIZIL Y T /) — VR UAEHNT K BR3E
Si(OMAL 1230 ¥ — 7 25F NN 3745 R UT3610
em-UHEICBl Sz, —J7, 700 CREREDE A
S RMDARY P VIZHE, ThEDZDOE— 27D
23670 e IS - ¥ — 7 BBE S,
Mry5 ) —NEICESY— V7 HERIIEALE
Lo 7278, FBHNIKEREICE D ¥ — Vil
BELIBALTBY, Blck->TEFF 1 M E
BHEEPSOB TV IZT LI o TNALI LN
birb, &P, 3670 cm~H{PEDE— I HBED LS
LKEERIZED D DD ERICIEHS P IZShTw
WD, ¥4 T4 PERBEFOTNIZ T L4

1/2{(1/A)2-(1/Ag)2} X 105

0 20 40 60 80
Steaming time (h)

H3 AF—3 7R & 1/2{(1/A)2 —(1/Ag)2 ) DEAFR 16,
@®: P(H,0)=10 kPa, a: P(H,0)=25 kPa,
& P(H,0)=50 kPa, X: P(H,0)=100 kPa

RDOALOFEED ) H—HOKEIER E N T
I LTEOKEEICERT A2 LHEER S
NTWEY, BEREHCIRETAZ LIZLY), 20
3670 em~ ! DY — 73K Lz, IS BREREESN
ANTNI =Y AETFFBEESNIZZEERL TS,
IhERRHC, oL (NE8) BLUKEREMES T
J —VEEIZHET < 3700 K U3500 cm- M PED Y —
SREEOSEA L2, 72, HCULEEOBEA YL T 4
FOIR AR MUAZBWTH, I (RE) RUK
FEAMEY T ) —NERITE T - 7 ENEL <
WAL, ZOETILI oy AMHEBOMOR RO
BEA ¥+ 5 4 F®3500 cm~ 1 fHED 7R — Fir ¥ —
713, @BRTROEBANE R L KBESHOFET
L FOFXF AR MOFEERTHDTH A,

22 RF—ILTHPIBICLBMFIEAZA FOBET
WNIZIL

F3OICHEL DKERTETFTTOAF—I V7
(600C) MIHEDOMFIYF T4 M EBHEET D4R
MT7NVIZTLE (A) OFERO-FEAF—I 07
R & OBIRE R, WTNOKERTEDHEIC
BOWTHBRBEPOIEMT VI =T AEDHH
DZFDBALBEAF— IV 7HEMEOBICIIE S
5 RIFRERBEBRIE LN, T2bb, 1%
AF— 3 2 TIIREEE, Ag % AT — 3 U VUERO
BREEROABRMT VIS LS, ARBREICE
FAEREBETOARNT VI AR, kKERT
VI AORBNTOEEERE T



136 ¥+ 5 4 b 4)

(172) X {(1/A)2 —(1/Ap)?} =kt 1)

EXAPILLT0B, &2 TN E e TR
g,

—dA/dr =kA3 (2)

Lleh, LIzdSoT, KERSE10~100kPa DA
EBEGTTIRAF— Iy 7UBRICL AMFIE4
FA4 MOBET NI =y AEEL, RENT L EEEE
HFOABRNT VI = ABDZRICHBIT A2 &8
HohrEhot, HHL AF— IV 7UHEED
MFI €4+ 5 4 + OBEE % NH;-TPD I L Y M L
FRZEREBTVDLIND, CZORTVIZTLE
EDEREET D47 VI =y AR L T—
RTRELLVBRORBeFHO L VIHERIE, A
RN % RS IEHN T KB SiI(OHAL O 7' b V48
Y454 ML E BEICEBIX@ Y, Si-0-AlES
OMKTRRICOME & L TRV TV 5 720 L HER
LTWwh,

Kz, 7NV I=y ABEIRIZTELTA D

#2 n-BuOH RUSTPABr # W TAK L/ZMFIE¥ 4 5 A
k OYtEfE S

BEES
= wmm Si/Al K/Al LR W(H0
¥R REE RS o2
No. ﬁﬁgﬁﬂ (©) (Zay) H Ha (cmd/g)  (cmifg)

17  n-BuOH 180 3 37 095 0.18 0.057

18 TPABr 160 1 39 092 018 0.069
19 TPABr 90 8 38 092 0.8 0.075
a) K+ A A U 5TH%

b KO LRSED Dubinin-Radushkevich 71 v b X ) EH

EREDOLEETHALPICTE0, 7S TuEN
TYEZYLTOIF (TPABr) RU1-7%/—)
(n -BuOH) #HWTMFI¥ 454 F2FBEL 7,
F2IO|ZZEDOfLEM, MILAERR KOS D S
RKDI=Wo(H,0) 2R T o KGTFIIEDOmBHENSEA
T4 MERBEROBHTKERESI(OH)AL RV
VT = NEIGERNICRET A0, EF 54
M DK DUAE B & (IAFEN T KEREE R M T 7
J—NVEIIHETIMAZELILNTE L,
Wo(H,0) 3G BEMic K& {HKFEL, n-BuOH %
BOTARLESF T4 b DWy(H,0) i$ TPABr %
AOWTER LA D L) /N Ehot, 2hHD¥
FT4 MEIWTFRD SUALIAIHITE LW LD,
YA T4 PENEEY ) ISFET DI AKEREA
ORERFTFIEITIZIZH L WEEZORD, 5T,
ZDWy(H,0) DEVE, ¥4 T4 MERBICER
FTAEMLY T/ —VEBOEIRRAT EELON
%o Thbh, n-BuOHZHWTARLAELS
4 FDOWo(H,0) PR DMEDo722 b, TOD
YT/ PORNEEL Y ITHFET ALY T/ —
WEHIITPABr 2 W TAR LAz DIk~ 4 %
, BTFRMADBE LS HVEFF A P ThHHrLED
519,

BI419i2iE, Th o OfEREDRLR ZMFI 4 5
1 F#600C - KERSES, 10 K125 kPa THLEL
L7BDOEF T4 MERBEFOARZT VI =
LR LB OBERERT . KERSTES
kPa DE12iE, n-BuOH ZHWTEEL-EF T
4 FDOT IV I =7 LFRAFFRIL, TPABr 2 W CTAR
L7z DIcHBE L TE»o7ze LAL, KERRGTE
DEMEFIZT VI =y AREROEINELRY,

Time (h)

£
€ 400 100 100
ob A) B) ©
280} 8o | 80
=
ES 60 60 60
2wt 40} 40 |
°5
92 20| 20 } 20}
25 v
g’m o 1 1 i 1 0 1 A 1 ' o 1 1 1 Y
Of "9 5 10152025 0 5 10152025 0 5 10 15 20 25

Time (h) Time (h)

F4 AF—3I VIR LZMFIEA T4 FOBRT VI =T A RITTREREOZE ),
AF— 3 v 70IBEME - P(H,0)= (A) 5 kPa, (B) 10 kPa, (C) 25 kPa; Temp.=600C
@: n-BuOH ZF\WTAR L7 MFI, a: TPABr (160°C) %V TAB L7-MFI, [T TPABr (90C) Z W TEH L Z=MFI
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#£3 MOR RUBEA ¥+54 rDYTINIR—Yavic
Rl § pH DFE

Si/Allt
No. €454+ HEOpH vz EE %}%g ML

(by XRF) (by XPS) (m?/g) (cm?/g)

20 MOR 3.0 114 - - -

21 ” 4.0 68 - 466 0.21
22 ” 5.0 13 - 488 0.20
23 ” 6.0 12 1.4 462 0.20
24 ” 7.0 i1 - 485 0.21
25 BEA 1.0 782 - 593 0.26
26 4 3.0 112 73 603 0.28
27 ” 5.0 27 24 614 0.27
28 ” 7.0 21 - 426 0.20

25 kKPaDFEICIIEEZAR N o, TDI LI,
5 kPaRBE DRV AKERTSTET CIEMFLI ¥4 7 4 F
DTV I =7 AFEEIRZZFORESEICKE FET
AZLERLTWVE,

3. BIIBEANDLBITROBEA

AlClH;, NaAlO, %% HVvi-¥4 T4 METREE~
DT NI =7 LAOBENINEL R EN TN B,
BETN 3=y AERIZ Y A U BB 7 v 3
Y ARBOEREE~OEEA (VT NVIA—T 3
V) oV TIEFRIEERET S LTz, NaOH,
KOH%E % HWA 7 VA ) KBHRMREIZLS) TV
IR—=Ta VOTEESREIN TV, BiEHE
ED—EERRH TR S TV 520,

31 UFPILIx—Y3>

Eiko X912, 700 THERSMHCI LIS 5\
SMHCIMEIZ X D, BFXRME (e FOF U AR })
2HT A5 IMOR RUBEA¥F T 1 b % Fi5l
FTAHIENTELILPHLN IR, £2T,
BEGZ YL T 4 b EERE OB TICBRD pH
22L& (80°C, 30 min), ¥F 54 MBS
PHOBHE LTV =Y ABEOBELSGET TOBERE
ADTEEMIZDWTIRET L. 2B, BEOpHIE
2MNaOH K&z VTR L 72, 4 DpH TH
51M72MOR & BEA £+ 54 F DXRD /8% — i
R7VYMEFTFTAL PER—THY, FEDOE~
YBRELF L THolze RIDIZINLDEF T A
F OYHEAEE R T o MOR RU'BEA ¥4 7 {4 P\

(8)
J \ (e)
(d)
-
A

Intensity

(A)

/ \ \ (e}
M
A ®

A (@) (a)
700 50 o0 B0 100 80 0 50
ppm ppm

X5 4 DpH THLN (A) MOR RUYB) BEA ¥4 5
A4 FD27A1 MAS NMR A7 F V13, (a) BTV 3
=17 LALEE%, (b) pH 3.0, (c) pH 5.0, (d) pH 7.0,
() RTVY M MELTTA b

NOBE b5V 2 DSIALLIZpH DHEA L & b 1
B, FbbBEAZSNLETVIZ Y ARIIEIL 7,
HSzInbDEF T4 FD2TA1 MAS NMR R
N7 MNVERY, 2B, ¥—7BERYFIA M
gEUDIZHBIELCH D, TRTCOF U 7VIB
WTABRE 7V I = A2EDT L E— 2779554 ppm
FEICBE &N, FOY— Z7BEIHEEROpH O
WAL EHIZHEAL, pHS TELN/ZBEA EX 5
A4+ D54 ppm ¥ — ZBERRT LY b EIZIZEL
Thorze LHL, pHSTESLN/-MOREF T 1

FD54 ppm ¥ — 7 DHEIIEL HEL, TF
MHEENORL TV I =T AIZETE—2 %0
ppAPEICEE SN, ST L, BT risy
LB DOBEA ¥+ 54 MERBE~NOTIVI =
LOFBAZIZIZEEIEI 5> TWAHY, MORE
54 b CE—LAEIT LRV EERL TS,
%38, pHT THESLN7-BEAEF 5 4 }TiZ54 ppm
Y- 7 OBIENIEL o THBY, BEBEFOT IV
32T LORNHEOBETRLERBEEDEALNPEL T
WA Z ENbrb,

MOREF 54 FDET VI =7 LFEAEIL, K
BRIEFHIRDIR A7 b Up 5 bHER SNz, K613
121X pH6 B U5 THE 5 N7 MOR R U BEA ¥+ 5 4
F OKERESEBOIR AR IV ETT. MOREF
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310

(a)

Absorbance

3782

(b)

4000 3500 3000
Wavenumber (cm™)

H6 pHFRERZICE SN (a) MOR (pH6.0) KU (b) BEA
(pH5.0) EFF A FDIR AR PV 13)

54 FDOIR A7 M VTR ABREICET
3610 cm~ fHED ¥ — 7 BBEIE TR L, X
TLYMIHBETNEE LN E Pl T2, 7
VIZTLAOFEANRI 2KE/EHEY 7/ -V
E (L FOFIRRA L) 12#E0< 3500 cm- fHED
Tu— Fp¥—7 dEEIN/, —F, BEA¥LT
4 FDOIR AT PV TIE3500 cm—1 DY — 7 135
EIHR L7, F7-, fBENTKEREICED 3610
cm-lOE— 7 PFFUEHEIh, FO¥—-7#EEIL
R7PLY FEEBIEFRLTH o7

FNIZY LAOFEREHAIZBIFAMOR £ BEA £
54 MOEWIZDOWTIE, BEUTO LS ICHERL
Twh, BIEiCTHh~7- & HIZBEA¥F T 1 B
BEFOTIVI = AIBEADRETICEINT
BY, BTRKE (& FO*I R 2 b) I$HCHLE
TTESICEEEND, —F, MOR¥FF1 D
7NV A TEERCOERPLETH L5720,
ALOKEDUIRNIC L W —ERER INI2v T/ —vE
AT28i10H —Si-0-Si + H,0 I2 & W —ERimA L, oD
MRETVIZTLAOEHBARINS S hofzbEX
Lib,

R, TVIZYLAOBRHAICE o> THBEEN:
EF 54 FOBBEERL-0IE) VU REE
FFole T RTL U, BTN I = A0

Absorbance

1600 1500 1400
Wavenumber (cm™)
K7 BECEY P VDIRANRY pJL2h, (a) T L ¥ b
BEA, (b) 7V 3 = LEBHEDBEA, (c) pH5.0
TELNZBEA

#% (F1, No.9) RUpHS CHELN/-BEAET T4
b (33, No.27) LTOREE ) I DIR ANRY
FVERT, 7L FBEADIR AT hL ik
KRERHEME H) YT IEIPERE—S
(1448 cm=! £ 1592 cm~!) LIAMZT LY A5y FEE
= B) ROUNMA ABESE (L) (WL Dz
EILE -7 B FNRFN1546 L 1641 cm—! U
1456 £ 1618 e~ IZEAZE S N7z BTV I =AML
BHBOBEA¥ L+ 4 FDIRANRY M LZIZE—Z
SOOI /NS VWKE/EHY Y U LiciEoK Y
— 7 DAPEEIN/, —7, pH5 THLN/zBEA
FF T4 P TRTL VAT Y FEEER UL A ABRS
CRFE LY DI -2 Rh, #
DMEEIRT LV PEFELTHo72, %8B, pH6T
BO5N/IMOR¥F5 A1 PTIIT LY A5y FEEE
& AR R SO RGP N :E2 3 (WA
FOREEITE L L NE Do Tz, H82VIZKFEpH TR
LNZBEAXF T4 MIL BT X HRFIDDFER
BT, 7 AVELFRIEBHEASNRLETIVIZT A
;L LHITHAL, pHS THON/AZBEAELFTF A b
DY A SREEEIRT LY FEEEELTCHo 120
IDT L HHBEAYT T A MEREERTOT L
DT LADEHEAPELIBI > T0AZ L%hh
%,
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60

50

40

ao\\.\.\kr
e

20

Cumene conversion (%)

%.0 0.5 1.0 1.5 20 25 3.0
Time on stream (h)

X8 4 DpH TELNIBEA YA T A MILD 7 A U5k
RO, UGSt : Temp.=250C, W/F=24.1gh/mol,
O: _T7 LY MBEA, & BH7VI=T LR,
4A: pH1.0, B pH3.0, ®: pH5.0

(A) ®)
(@

(a)
(b)

(b)

Absorbance
intensity

(¢

©

4000 3800 3600 3400 3200 3000 150 100 50 0 -50
Wavenumber (cm) ppm

9 MFIE4 T4 FD (A) IRARZ MVRT (B) 27Al
MAS NMR A~XZ hL22), (a) X7 L ¥ } MFI, (b)
600°C - 48 h#ERTE, (c) (b)%2M HCI (100 - 120
h) 3

F 77, BER - BRLEE T ALO A DOUITIZRES
S>TWAEPEF T4 MERBENNDT VI =T 4
DFEHANTE A EEITL R D2 72MFIEL T 4 M
DN, BELAGETCOTLVIZ Y AOERADT
BEMEIC DWW THGET L 7o ZOERHCLLESER)T
BB ENbhro7z, FYA)DZIE, 600 CTA8EF
FEZALER L 72B 7V 3 = L BH#) 54 % OMFI B+
T4+ (BHREEDOSI/ALLST) OHCHLERH%
DIR A7 bV ERT HEHNTKEEEESI(OH)ALIC
#3610 em—1HED ¥ — 7 3B £ Y RS
L7285, #OBOBMIBIZE VAL, SO &
X, BREENT VI LEOEF T4 M ERE

F4 HWAOpH THRLNF) 7 LEBEBEAELT 1 b
YtEfE

_SiMewallt BETHRMERH MIHLAH

No. H#HOpH SUAl SifGa  (mYg) (cm¥g)
15 ~7L> }BEA 21 - 625 0.27
16 B7LIZvaMEE 894 — 584 0.25
29 pH2 893 86 565 0.26
30 pH4 929 38 548 0.25
31 pH6 826 36 527 025
32 pHO %04 19 477 0.24
33 BEA(Ga)® - 2 594 0.27

A KBERAN - 135C, 14 days

EHERANOFEFEAOTRER LT RELTWD, 2O &
RHLPICT B0, BREZOXA 71 MERE
EROTIVI =y LE% Al MAS NMRIZX Yl
EL7Z (F9B)) 22, IPSHELPD LI, B
BEPOARMT VI =y LI2ETL 54 ppm DY
— JEEIERLEIC X DAL, BRHEET O SI/AL
Hid70 L ETRA L7z BRBEIIARRET VI =Y
LMBBIZHWLNAD, ORI, MFIEF S 4
MEEEICEAE L VL EREEN T VIZ T A
OB L VBRBATAZILEZRLTW
bo BTV I = 2IZBWTEBHNTAKEEZE Si(OH) AL
O7a b rPFEEFIA MIILAE BEHICEE@E Y,
Si-O-Al#E & DR EIC O L L T T
LeEZNE, B7NVIZYLOMRICIHT25)
TId—Ta ilBTHESMEIC 2528
BHIZTETE S,

3.2 BEAHEATA FERBEADHT YT LEA
FROFEREE T 2, pH F# Post-synthesis |2
L BBEA YA 74 MEWRERENDAT ) 7 LEADT]
BEMEICDOWTRET L7z, T0bh, BRLEBERE
S8 ) ABEA YT T 1 b F Ga(NOy); KB
WIZNE LSO pH 2L &€ 7 (80T, 30 min),
F4HE A4 DpH TE O N2 EF T 1 P OWHIESR
RT e THWIZTLDOBEHADRE LFERIZPH D
WhkEEHIZEAZSNE T Y Y a8 38mML 7275,
TIVIZ Y LAOFEFEARRD EZ0RIIETS R
Mol 72, M1 ZIZBL-EEFA b
7'Ga MAS NMR A7 MVERT, &8, LWEO
T2OKRBEEE (135C, 14HE) I2X W EEERK



140 ¥+ 54 ¢ (8)

>

‘@

c

g

£
(a)
(b)

400 200 0 —200

ppm
10 47 AEFBEAEL T4 FD71Ga MAS NMR R

Y MV, (a) pHFIE Post-synthesis i%, (b) KE
B

L7-BEA(Ga) ¥4 54 FDARY MV TR
T2, WFRDARY FIUZBEWTH 156 ppm fif
WZEF 54 FNEREBERO4EMTY) v LACEDL
E—7 %, £720 ppm FEIEHEHEESN 6 B
T LIZETL -2 PETHESR, 2OV —7H
BERIFLALRLTHo 72, 2D LI, BHEOPH
REICL DAY T LB BEAEF T A M EEEESIC
BEIEATELZENFHEL L o7, KBARK
WEBEEETAIA IO ABIEICBWTIE, pH
FEEPost-synthesis IIIFEEIHFR 2 HiETHLH LV
Z 5o

4. bW

YA 54 MERIIEREHTH ) FREBEP LD
BE7 V3 = 3BT L, FRE W TIPS
EHPDRERFETH D, EELDINT TORKR
POEUTOZ EPHL PR 272,

(1) BFF54 FOBRT IV I =y LI BHEREICKR
XLEIET Do Thbh, BREEFOTETD4
BRIHETAEETRELRELF T A MIEBT IV
I AIHET LRV,

(2) ¥4I & EARERAME S U THRTERT
BEAITIE, BHEHEED OBHIT KB Si(OH)AL

D78 b ¥ HSi-O-Al kA OISR RIG Ofilds &
AT AOBRTVIZ T ARESITEI N RT WV,
Fh, ¥4 54 M OBEMT b bIEFREOL %
WEFFA MEERT LI T LEEININT L
iRy i/ R A

() BMDOpHFEE (BRMESRM) ICLVEFTA b
BFRBEPEBTR LB HITEATELILZR
WH L7z (B3 Post-synthesis 1)
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Dealumination of Zeolite and Reinsertion of Metals into the Framework

Tsuneji Sano and Yasunori Oumi
School of Materials Science, Japan Advanced Institute of Science and Technology

The physicochemical properties of zeolite such as thermal stability and catalytic, sorptive
and ion-exchange abilities are known to strongly depend on the number of framework
(tetrahedrally coordinated) aluminum in the zeolite structure. Dealumination from the zeolite
framework and isomorphous substitution of various metals for the framework aluminum or
silicon atoms have therefore been a matter of scientific and industrial interests. In this
paper, the dealumination processes of MOR, MFI, FER and BEA zeolites were investigated
by means of XRD, 27A1 MAS NMR, FT-IR and N, adsorption. It was found that the framework
structure type is one of major factors that influence the dealumination behavior and that the
extent of dealumination decreases in the same order as the number of T-sites in four-
member ring: BEA >MOR >MFI >FER. From a study on the reinsertion of aluminums into
the zeolite framework of dealuminated zeolite using a post-synthesis liquid modification, it
was also found that aluminum species in the solution, which are eliminated from the frameworks
of BEA and MOR zeolites by HCI treatment, are easily reinserted into the frameworks by
controlling the pH value of the suspension below 7. The post-synthetic galliation of BEA
zeolite was also conducted using this method with acidic gallium solutions

Keywords: dealumination, post-synthesis, pH control, alumination, galliation



