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1. BFED B/

AHFFE0 B a9, MFL B4 54 D370 -F ) A — )L TOBERITW, FEEkE
BROBHETHZEThD, 7, MFL B4 A4 DIVt -F )R r— A COLE-TE

EOSREE I RIETEEBIC DN ThHhhb Y TR ZE1To 7,

[

2. MFI BZF A4 OE-KRFE

A CIE, MFL BATA S OA BT EA B AV, £9°, MFI P45
rOERRIZEE L= K% Table 1177,

Table 1 Reagents used for synthesis of MFI zeolite

Reagent : Producer
Water glass No.3, Si0; 28~30 wt%, Na,0 9~10 wt% Kishida Chem.
Aluminum nitrate enneahydrate, AI(NO;);* 9H20 Kanto Chem.
Tetrapropylammonium hydroxide, TPAOH 10 wt% Acros Organics
Nitric acid (60%), HNO; Kokusan Chem.

INHDEEIEFEREAS L CRELZZ NV OMBERE L TICRT,
Si0,: 0.020 ALO;: 0.32 Na,0: 0.098 TPAOH: x H,0: y NO5”

(x=40 or 110, y=0.40~0.60)
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ASEIOARTIE, KOEZEZ T, H0/810, LT 40 BEW 110 L7z, ZDMD
AT OWTTR R R — BT Uz, TAI=D A&, Si02/A05=50 2725 15120
7o TRIDABIZ DWW, KFTAFICEENDI LN EEZFDEFHMEAL, T,
SDA (Structure directing agent) T3 TPAOH 1%, TPA/Si0,=0.098 £725X0ITL 7z,

Table 4-2 12 MFI PF A4 D& S EEEDTRT,

‘Table 2 Synthetic conditions for MFI zeolite

Gel composition and pH value Crystallization
No. _ + .
Si0, TPA H,0 I Period Temperature
/ALO;  /Si0,  /SiO; P /h /°C
b 50 0.098 106 9.72
2,4,6,12,18, 24 175
c 50 0.098 40.0 9.76

RICERFNEE Fig. 1 ORT, AR T AASZREZHWT, BiZkE—
DIREE (4°C) TIT o 77, T, BEEZHRMLCVIEEIT, A EORSEOMEEICK
X EBSAILNMLNTWBDT, HICRAIERFATICLz, BANEE, S Var
F—T T —bh—=K=>TAR—pH FEHR (BEEE) ThD, ZNLDRET Ve 1
B — 7 U1, 100 ml 77 RV EBNRIA — ML —7ICBL, 2zl
HoK BB R BOG 2 B (KH-02, HIRONCEY {472, A — /L —7 DEIEGEE Z
20 rpm {ZRRTEL, 175°CTRERLE T o7, LI DLE, F— 7 OEEITA —b
IV —T7Z RO IIREE T 1 RER] 40 00T T, | D 175 CETHIEL -, Kk
b1, BBLTELNREEE 80 COBRAKERWTIERL, ZOBREZHERYIEL
Tro D%, 1000C DA —T L O CHRESE T2,
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Water glass (No.3) in 500 mi Teflon beaker.
«— 10 wt% TPAOH agq.

<« Distilled water
< AI(NO3)3*9H,0 dissolved in a little water
Stirred at 100 rpm with a mixer in an ice bath.
!
Added 12 wt% HNO; to control pH of mixed gel.
l
Aged at 4°C for 1 hin an ice bath.

!

Crystallized for 24 h in an autoclave at 175°C; heating rate = 1.5°C min’!. rotating

rate = 20 rpm.
l

Filtered with hot water at 80°C.
J

Dried at 100°C in an air oven.

Fig. 1 Schematic diagram for synthesis of MFI zeolite.

3. MFI ¥4 7 DRITALE

ZITIE, ¥ TIFVE L al BT ORBIORHLEIZOWTIE D,
(1) ERBRNICEFEL VBT ELT 7 AERET DD, Vi—F— A2 H
VT 80°C DIEAK T 15 R L, Z0H#, 3 BT RET THRET
St ZOWEE 3 EFIRLTZ,
Q) FERAIZEAENTVWS TPAT I F AL ERETHDIT, ERFERG T

OBEFIF T 535°C, 12 R DBER Z1T o7,
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(3) Tt —F—32% T IN-NHNO; KR+ T, 80°C, 1 B o< HAEE 5
El0IEL T, N MFIL L LT, ZOH T, <y 7/WFRT 500°C, 5 B D BERY
2T, HY L MFI 2457,

W OERTOSKETEIC—EICRERDDIS, Fhitfc MFI PHIA T v —H
— DO TRIFT Do

As-made MFI zeolite
I

Stirring in water at 80°C for 15 min and washing for 3 min by ultrasonic cleaning

and repeated this operation 3 times.

!
Calcined at 535°C for 12 h in a furnace under air flow. (TPA" cation elimination)

!

Stirred with NH4NOj; at 80°C for 1h (cations —NH," ), and repeated this operation

5 times.

l
Calcined at 500°C for 1 h in a furnace. (NH,— H") .
I

}F-MFI zeolite (Keeping in a desiccator)

Fig. 2 Schematic diagram for pretreatment of MFI zeolite.
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4. MFL AT DX F77Z)E—av

LFLT MFL B4 54 NOWBRLER B I DWW TOFX ¥ T 7Y B—aid

WOEBIZOWTITo7,

4-4-1.  XRD (X-Ray Diffraction)

R DPFTANEERET D20 XRD JEEIT o7z, HLIIRER
RINT2100 Series, AFC-7 (Rigaku) T 5, XRD DOl E§AF% Table 4-3 ITRT, 4

|, BEL7-3EHI T T, as-made ® MFI BA7AMTHD,

Table 4-3 Experimental parameters of XRD

X-ray Cu Koy

Filter Ni

Target voltage 40 kV

Target current 20 mA ‘
Scanning range 5~30 deéree
Scanning speed 5 degree min”
Scanning step 0.04 degree

F7- AL ETTERSD Sherrer DR(Eq. 4-1)E AW TRER FROEHBITo7,

KA
D, =—- 4-
hicl Bcosd (Eq. 4 1))

Dua [Al: &ESTFEE, A [A]: XROWEE, Blradian]: EIFT#RIE, 6 [degree]: E3TA,
K [ 3. CEEIES 1,0 L5K=0.9, TS IBADEEK=10 |
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4-4-2.  SEM (Scanning Electron Microsco

MFI B354 N DT REO B ERI1E SEM & Ve, AL ERE L, EEET
BHANAS, S-2150 (B STBUYERT) ThD, SEM BIERFDIEE L F% Table 4-4 |TRT &
7, BB L THER YT IAMCEER I ETole, BB ITHEA VS,
E-1030 (B STHUERT) Thb, 2R S Z 3B O % Table 4-5 17R9, 4,

e 7-3BHI T, as-made O MFI B4 74+ THD,

Table 4-4 Experimental conditions of SEM

ACC Voltage 15kV
Emission current 20 pA
Working distance 5~35 mm

Table 4-5 Experimental conditions of sputter coating

Coating material Pt-Pd
Current 15 mA

Sputtering time 60 s (twice)

4-4-3.  FE-SEM (Field Emission-Scanning Electron Microscopy) *EDX (Energy

dispersive X-ray spectroscopy)

MFI PATA O B OTGRER T i<, iR -PWm oS - L 85
37 ®I7 FB-SEM ZH\7=, AL %EE L, ERKHEEESE FBEME,

S-4500S ( B STHEUERT) T D, FE-SEM BLERE DB FH% Table 4-6 (TRd . HiT
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B IZ, MFLEA 54 M0 RATRIZ R A 25729012, EDX & Vv i, BlE& Mt
I, FE-SEM LEIE&HETHA,

AME, BRI T T, ass-made D MFI B4 A Th D,

Table 4-6 Experimental conditions of FE-SEM

ACC Voltage Sor15kV

Emission current 20 mA

4-4-4.  ICP (Inductively Coupled Plasma spectrometry)

A RELT MFL BASAMIEEND Si & Al D&EZDEIE (Si02/ALO0s) Z7i 5
729512 ICP JEE{T o7, R LR X, B E3 ICP FEIotmiTEE, SPS
7000A (B =1—) TH%,

ICP FIEEZFTOBEITIZ, as-made O MFI BATA MWz, £7, #BZ#7 20 mg
I ED, F7a e ——b LEPE HE — 7 —I2B T, 228, HbUh#HR
7= 4N-KOH 7K ¥&¥% 5.0 ml LB K% 10 ml FREM %, Ay b7 L —h ETHMELR
W5, A IA NI T, 10~20 3T 2B TA %73%@%‘5@“@, Tk 100
ml AAT7ZA2BL, BEAZROWTEET S, ZORLEEZ{T> TRLNIER

B SiBLENAl DES, ICP 2 AW TRIET 5,
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4-4-5. NH;-TPD (NH;-Temperature Programmed Desorption)

BFLLTE MFL B4 A hOBME 1 L OB ER HIE 3572012, NHs-TPD Z17-
7~ AL 3EEIT, TPD-Mass+AT-1(HA~L) TH D,
SEHT H MFL B4 54 M AWT, £ 20 mg % TPD HIERROH T A R/ITES

HTC, BIEZEIT). BIE LM% Table 4-7 1287

Table 4-7 Analysis conditions of NH;-TPD

Treatment /T;;n; Teml/)tz?ture Rﬁ/‘r:‘é’izﬁnr_?te Gas Gas ﬂc/>w rate
1 -— - 500 10.0 - He 50
2 Pretreatment 30 C 500 0 0, 50
3 - - 100 - He 50
4  NH; adsorption 30 100 0 NH; 30 Torr
5 Evacuation 30 100 0 - —
6 TPD - 700 10;0 He 50
7 TPD 10 700 0 He 50

4-4-6. [E{K NMR (Nuclear Magnetic Resonance spectrometer)

SRLT- MFI PASAROFEEAD Si BLO Al OFFAREBEZMLIDIT,
PG.NMR BLU YAILNMR BIEERITo7, MALEE, &0 eI
BB GSX400 (A AET) ThHD, PSi-NMR TIE, 7 —MNELIZRR-R—F)E—3
Aep)IED 2 OB ER T T2,

ZOPEEIT-T-3ABHT, as-made D MFI ¥ AT h&, BERLE D MFL 24 71D

2FEETHD,
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4-4-7. BEWEBE (Nitrogen Adsorption)

MFI P4 54+ 0 {.FEHE (BET &), AAREH, /o, AV ALBFEBLIUIR
AR, MILBESHEOREREBI O TERERWENEET o EALE
ST, B R IR L AT I 25 &, BELSORP 28SA (A AV) THD,

B O L7 A REHC L, BERRL T TPA A F AL % RELT MMFL B4 71 M
5, SREEET, 0.05~0.10 g FBREZ LY, BERIEROH T AR/ ANLD,
= A 300°CC 2 BRI, BLZE - MEVAEE{To T, BATAMRICEENTODARD
BB S, DORMER L REE E R E T D, ZORESRAE R
4k LI T Table 4-8 17§,

Table 4-8 Experimental conditions for nitrogen adsorption measurement

Sample weight ca. 0.05~0.10 g
Pretreatment condition
Evacuation Temperature 300°C
Evacuation period 150 min

Adsorption condition

Adsorption gas N,
Adsorption temperature 77K |
Air bath temperature 313K
Initial pressure , 10 Torr
Saturated pressure ‘ 760 Torr
Pressure difference 30 Torr
Minimum P/P; for desorption measure 0.1
Maximum P/P, for adsorption measure 0.99
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4-5. MFI B4 5 A FOfREETE 1 O FEAf

4-5-1. ZAD77% 4 [Cumene cracking]

BT MFL B4 T4 RORBEMEZ MBI, FA DIFyF T RIGEIT>
7 ERL-EEL, TCD M A7u~vhrT77(GC-8A, BEEIEANBLY, 7=
<h$w2(GC-R6A, BEEBUERT) THA, RIGE R BEL, Fig. 43 IR 3R
BRI T, TOEBITIE, CO, 2R TERII R TIDT AT LI LT,
= U, CSVREEANE 2 A LTt C, MRS I 1T B SRAT 333 Z Dt 2395 b
FAIEREZLNBEDT, FHLRELZERL TRETLIERVDDETITIZL

ERELTND,

JRDITR Y DHANNE, FXVT—HATHHNIY LESISE 1 1OHT A
1 1L, BISB DA D= va bk ) PN TrA i, 7 VA
T3, S EOER T VVABREITT T 1.0 pl £L7

F7r. CO, DB HOERIIE, ~VTLERISE 1 hHAT 5 2 [T IO # 2 Y]
WLz B, -, FFHBREORECLERBEL, TRV VEAVTER(AINE
M, VR TD,

- DEEBRITER LI MFL AT/ M, BILEIC > CTHRIER-Tob DEEHL,

Fir, RSO SR IO IESF% Table 4-9 (TR
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Carrier gas: He

e
1 2
g
-
Reactor
Column 1:
Bentone 34 + DIDP

Column 2:
Porapak QS

Fig. 4-3 Schematic diagram of pulse reactor connected with TCD-GC.
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Table 4-9 Experimental conditions for cumene cracking

Catalyst weight

--- SiC weight (with 5 mg of catalyst)

Pretreatment condition

Temperature

Period

Flow gas

Flux of carrier gas (S.T.P.)

Reaction condition

Temperature

Flow gas

Flux of carrier gas (S.T.P)
Pulse volume of cumene

TCD condition

Injection/detector temperature
Column temperature
Current
Diameter of column
Length of column
Column 1
Column 2
Reactor

Inner diameter

5.0 or 20.0 mg

ca. 133 mg

400°C
1.0h
He

60.0 cc min™

250°C
He
60.0 cc min™

1.0l

170°C
135°C
80 mA

40.0 mm

15.0 cm
Bentone 34 (5%) + DIDP (5%)
Porapak QS

6.35 mm




ERIGER -ER

BEAE DA TIL, A EIHREL THDEET VIS MFL B2 T AR S0 52
EREBILTEY, £z, TOBENRERDZLE SEM ILXIABENLHLIER->T
Wh, TIT, R TIEINLE, FUVEER b 0B 515 MFL B4 7/ M coffin
B MFIL B4 F40, £ VK ¢ B0 D ERIED MFL B4 7 A REFES,

1. AL MFI B4/ b0 RREERORS

5-1-1. XRD IZEBERM DX YT 7F2VE—Tay

T3, BBRFIETHR I, Table 4-2 IR LIZE R GEHFITH D, MFI B4 5 AR
DEFREFT Tz, TNENOE G T MFL BMERELITCD R E 572012,
FE R LR RS B2 3R E AR €, ZORBHI DV TH XRD HIEZ{T -7,

ZDFERZ coffin B MFI ¥4 FAMZOWTIE, Fig. 5-1 12, ¥£7-, BRIED MFI ¥
FFANIOWTIE, Fig. 52 IZENEIURT, F2BEIZMFL £4 7/ O FE725[E]
RN N DR R T b L DBIfR% Table 5-1 ITR7,

Table 5-1 XRD data of MFI zeolite

h kI 26/degree d/A h k1 26/degree d/A

1 0 1 7.95 11.126 ] 5 0 i 23.18 3.836
0 1 1 7.96 | 11.105) 0O 5 1 2332 3.815
2 0 0 8.83 10.011 | 1 5 1 23.74 3.747
0 2 0 8.89 9950 3 0 3 23.99 3.709
1 1 1 9.11 9.711 | 1 3 3 24.45 3.640
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F7°, coffin Bl MFI B4 ZAMMEONA T NVMLEL b DB A NLRLIL AR
POV, FERALEERD 2 BRI CIXERE T EA 77 A ThoT, LinL, fEft
FFEIAS 4 BERIC/258, MFL BT A MNEA QRIS RONDI0IC2oT, T,
FERRLRER 6 RERIDIE TIE, FEd bR OB E &1 MFI B4 74/ MBI
BB REL e o TV e DTz, ZOZEND, coffin B MFI 474 N, 2~4 Ef
BOMTESFAMORERIEAREED, 2D, fErmfbRefH 18 B £ THERIWD-<
DERERBREL TV EB LR,

WolE), BKIED MFI B4 A MBI ELNDT VR ¢ DIRE Vb Ebhic A
R4 D XRD 7357 — T, fEa LAY 2 BRI O L & 1T1E ML B4 7 A MO BRI #
FEONT, TENAT 7y AROFEN RSN, FEi (bR 4 RERILIRIC 225 L,
MFI B2 74 MEF ORI RONDIT 257, L, ZOERMDBEITI,
FERLIFR 6 BERECIXEIFTRIREE OB ROND0S, T EORE LR
T, ZEACRITTRAE I UE RO 0T, ZOTEND, EEOMFI YA
AMTOWTIE, 2~4 BT MFL €474 hOFE R LA EY, b bikef 6 B
Bl ECHBREERRENBIY, ZhUEORK R TIERELR<2>T
WHEEZBILD,
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5.1-2. SEM IZXA AL MFL P2 I/ O ESI2

(1) coffin B! MFI ¥4I/ DR 22

9, R LR OR 25 coffin B MFI ¥4 74 MO L%, SEM & AV TfT
oz, HFERALEER] 424 BRI TO MFL B4 74 M &0 I AR &R OB R
% Fig. 5-3 \T/RT,

i LR 4 BRI T, 3~5 um BEDORES (c #i71H) O coffin B2 L7k +
EBIT, TEAT 7 AL BONDRT NS BES N, LU, i LR OfE8
LEBIT, TEAT 7 AOBIIR A THD LTNE, fEMRLRFH 24 B TIL, 12EA
CBEINRD 0T, F, MFL B4 74 H:%i%%bé coffin B DKLFI1X, FEdmfbiF
FORIBEEBITHR 2 ITRKELIRoTNE, 24 BFREITIL, 10~15 pm OREE (c B
) DRI EL T o, ZOBLEND, i bRFHE 4 FROLSIZRLNEZT
NI 7 ANLIRELTZT VRV —NED, MFLBA 7RO RICHEESNZ
EEZ2HND,

F7- SEM B 240°5 coffin T MFI €4 T A hD R EE DR E(LZRIE LT, TD
FER%E, Fig. 5-4 1T, 2OV T71%, BRERICMFL B4 74 R0 c B DRI Z LY,
EREENCIZF DRSO TD MFI B4 I 0B &2E T, T, AR
coffin BFER D c Wi H& b B F RO T AIMNEER T, $iz, B FEamLRFF TO
T AT LD IFEHEE Table 5-2 1279

IDTZINLET, fEERfLREHE 4 R0 18 R O TIE, BB R AN B
TN, RN BREL QWAZERNDMoT, Fiz, TANIMERZLAEELIN
ZEDn, FIENCARLIZRERD BB EROTOEE, RELZEEZDND,
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Table 3-3 Aspect ratio of coffin-shaped MFI zeolite

Crgi?gézfgon Average of aspect ratio
4 2.66
6 327
12 2.60
18 2.89
24 2.70

(2) ¥#eL 7= coffin B MFI BAZ A hOW i > FE-SEM 22

RIZ, FEROREOKFEEETI720IC, Bt 0R25 coffin B MFI
YA TA DR E DBEEIT 77, MFI PA T OfERITHE 2 72012, D ED
BB AT RN TESERY, R,

F7, fEan LhERE 24 B O coffin B MFI ¥4 7/ ORI EE £ 4% Fig. 5-5 1R
T, ZIVETOWFENS, ZOREEEEREIC 100~200 nm D RKEIOEEE, [ #
1 | NFEIET DI EN D> TOH(Fig. 5-5a, b), i faWim O 22 (Fig. 5-5 )T, =
DIF 4 | DFERBREIZOAZTFEL TNDIEN DT, fERNERITIE, 30~50
nm FREDOREIORIFREEL TWDEE, SOICRBNTIE, R TR RLNZVIED
REPBIEINT,

AFRICTIE, ZORBEENEBICBEINT 30~50 nm BEDOKEIDRLTOILE
T IRLFTERESTEET D,

T, i bEER 24 BRI coffin B MFI AT ARNTIL, Z0“F 2R F 7 ANE4E
LTWBEDOESIIH 500 nm F2E THY, Fig. 5-5¢ 0>bIIY OfE S i2h 2 D23
HOZEDHERIEND,
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WIS s RS 4 BERA O coffin B MFI B4 J A MRS SRR - W8l R 21T o7,
Z% Fig. 5-6 (TR, kR LR 4 BERICIE, T ZRLFIMBRESH T, KRR
i - Wi e IR DR R A D > T, ZOWEDIREFEEZS D coffin BUDRE ML,
R AL R 24 BR R OO MFL B4 7 bOFERPTICB RSN, BRI BT
BrEZLND, DEY, MFI BATANOFE R BB THDLM R T ZD D
coffin B OFE S MAER LT, 4~24 BRI OB T AL DS EB 3 52812d- T, #&
EBEEL TV EEZBND,

(3) _coffin i MFI PAIAOEAREBROBRS

S DBERE R, coffin B MFI B4 74 hOFE R E 7 v B ADIUE S E I,
Z2C, FESRLEER 6~18 BRI O coffin B MFI €474/ hOfE i Wi Bl42 <13, Rl
HECE B LU TRESR T, TORKREE Fig. 5-7 1 0RT, ZOBERRND, ik
{EEERT DFRBE EH 1T, 50 nm(6 h)—260 nm(12 h)—450 nm(18 h)— 500 nm(24 h)&
AT IR DREHRELI2 o T ZEB 2Tz,

ZIT, REWRFEREEORESEFEHNZR T JRF7 B ORSIZONT, K
{LBERI & DRBIMRE Fig. 5-8 \TR$, ZDF T 71X, BRENCRS S L iReH, #Emhic b sy
FOREGREEDESE T IR BOBEELo TN, ZOZT7 00, Ffh LR
4 BERALIET, “F IR DRk & 2B T2 > T ERFFIZ, M OIRLY
BELEZ, rx B R TUKIERboTe, ZOZEND, ELIRBITHEL
T RTINS, BEDOT AV — NENERE - BT RV IR T IR T
“FRIF B H DO BA~LEBL TV EEZBND,

TNETOREREELDHBHE, coffin B MFI B4 T/ b0 AR EEBE DWW, Fig.
59 VR T IDRET NETLTHIENTED,

R LR P T H AR LR 4 BRI CE S, REAEDH2 dense () 7227
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L% coffin B OFEREMER B, 0%, fEMR{CRERH 6~18 BT T, "1/ HL
F23 dense RATICHEBL TV, 20X, MBLE“F HLF7IE, /v F—Fn—
AU THERLIRBALEBL OO AR EE NS, L TREARRRICHE
7R R S TR B SILA L, ik TiT Ostwald-ripening (A AR IVR-ZA
F= ), BNET AR ) — NEOER - BT IS T, REREICALILD
coffin B DREEEHZTERL TH<,

FEL, “FORFAHEEB T AT, WIRT TRAELEZ T K77 A
coffin HORERD EITFEDREL T FTREY, ZHEb SR IR LI
IR D 2 REERAEDE I > T JRF BERENDATREMEL D3 E A bND. &
7, T OBRECIE, i bR 4 BRI AR T ARBAIEDHE coffin BLOREH D
A R DWW TR NI R 2 TR,

UL, SEM BEnLELNREBBROTT VI, FbiRICx 425 XRD
OEFEBRE DT — L TQNBEIENE, RETTVELTUIR Y THLLER
LD,

(4) B MF1 ¥AFA DO HER £

Wiz, RO MFI A I MIOWTh, kLR OR2IBB O ER R L,
FE-SEM % A\ T{To7z, BRI MFL AT A MNE 2~5 um FRE L BRI/ NS OT,
IXU®NE FE-SEM B8 E1T o7z,

EF, B R LEER 4-24 BRE TO MFI AT A hOBUERE R% Fig. 5-101077

LR 4 BRRECIE, RIEICERKI F 0355 1~4 um BRE ORI FIBESH,
Lisl, fE S LERRT 6 BRI DD 24 BRI OV THE, ERL TWARLF D RESIT 2~5

um RBELF LA T Do TR oT, 22T, BB MFI B4 51 hORE i LiF
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R AR FROEEFET VS 7% Fig 5-111CEK T, 207 771%, BlhcE Rz
B RELFEA OEAPRFRELTEY, HECIITORSICAT TS MFL B4
SANDEIREFET, 0T TT7b, FEmit 4 BT, 2~3 mm BEORIZED
B F ST L TVBR, FEEIL 6 BRI T, 3~4 mm BEOHICOM T 5412722
TV, ET-, SEELEER 6 BERAL 24 BER I, R PRAMICITIZEALE VR
Behs T, ZODEIND, BRI MFL P4 54 M, fEd LR 6 Rl £ TIThE
WENETY, FRLBITITRELRI2>TWDHEE X DD,

70, B MFL P4 T4 bOREGBERFBETHE, #ERILIER 6 R LTI,
o T F R ) BRSO F R RO, ZOZEND, 6 KEHLIEORE
S4 Tl Ostwald-ripening 23>V EBETNLEE X LD,

(5) BRI D MFL A A OB HE O FE-SEM #8152

= 2T, 24 BERIFERALLIZERIB O MFL €247/ hORE S WTE OB B % Fig. 5-12
\RY, Fig. 5-12a) T3, FEREEICRONIF/HE L, R\ 1 B THEL
T, FERFNIICIE 30~50 nm BEOKRESORIF, “F BT BEEEL TV Dokk
FABESNT-, E, Fig 5-12b)Ti, “F /BF" OWRERE AR O T LE ETh
WTWBZERDH T, EBIT, “F RF 7 BSFEROHLF MICREP>TA S —7
n—AL TWA kb RoN T,

(6) D MFIL PAI7A -0k Mk BB OBRE

THETITRUEERFE O MEL B4 540 SEM #7535, Fig. 5-13 ITR T K72k
BEETVPRETES,
BRI MFIL A T4 N, Faia (b 8B B OfE R Lhe i 4 B E T IR
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PREEST A LIk TAER TR, 0%, 6 BHE T A7 BAEEL TVIE
CEoT, ERRENEDD, LnL, fEE(LBAb 6 RfRE 5L, FEHRD T
BB TN — NSRS TEL TUE, FEdR BRI 672<72D, Fmt
R 6 BRI DU, FESREE T coffin ! MFI B4 A DEELFEFRIZ, T/
) b NE DR - BT H I X5 T Ostwald-ripening 2320, R D J /& 23
TR STV, STz, ZOLERERNETIE, T BT EILOA T =7 H—AD
FRFICEE TV,

T, FERACEERTICRTT S XRD OEIFTHRIRE DA 6 BEFEEE TRLL2S
AL EEZ DL, TORETTNVNEE THLI LIRSS,

5.1-3. EDX 2XA MFI 247 A DOME D Fi HlE

coffin B MFI ¥4 54k, B D MFIL ¥4 54 bENZIUTDWT, FE-SEM TO#HR
i - W B 22 S R I, EDX SR AMRR /A8 ORI EEAT > 70, RELIZITRIL Si
BEOAITHS, BIER, fEGEE, &I T oEms LR R m LW o5 B
FHECDWT T o7,

F9, coffin B MFI P4 I A MIOWTORIERER% Fig. 5-14 17T, ¥z, FE
h IR ALEOSELILE Si & Al B2>HRD 72 Si0,/ALOs bR ELTRL
Thb, ZOREFERID, R iR 18 BERTR L 24 R ORS & TIE, REED
45D Si0y/ALO; FEANEE EPIEVE /IS, DFY, Al ZIVESEATNDIED D
DroTe, WVolED, 4 BESR{b LTz coffin B MFI B4 7/ M T, SRR - NEC
IHT, Bl Tholn, ZOZEND, dense 727 DEFILSIICEATEY, £
MITHL T IR BIE Al 2 S EATWAZERE 2D, OFEY, “T R+
I3 ALICEB A TWAIENREBRIIND,
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WolFD, BRIED MFL BF 54 MZOWTORIER R% Fig. 5-15 &7~ 7, ZOKT
HBEE P OBFOMBICRIGLE Si0/ALO; HERITRLTHD, BIERRND, 4
RERTE ffb L7 MFL B4 T4 & 24 BERTRE S L7z MFL B4 A FDEBHTH, 18
B KITT- o T Si0/ALOs LANEIE—TE ThoTz, ZAUIFERERE -AETO Al
IRIELIRNZEERL WA, £z, M RN R 2o Th, iR - o
Si0/ALOs FLIHIZEA LB DI h Tz, LU, B VR D Si0,/ALOs FETH
STeDITH LT, EDX 2264551172 Si02/AlL 05 m 30~40 FRE ThH-o72DT, BE
O MFI BAFAMIEEANT Al IKBEATWSEBZHZENTED, 21U, “FT /KL
F71 212N Al ZZLEDLILEERLTRY, ZOB LI, coffin B MFI B4 74
NZRLNZ“TF JRIF7D501I0 AL ICE A TVl e E LW BE /LD,

SFEY, “F KT R0 Al ORI REITIEL, ZOZE0D, “F IR DFHAEITT,
B Sy I HHRREL ED Al ERLETHIIENEZIOND,

5-1-4. XRD [Er@E L RO R FERE T 2R DEE

coffin B MFI B4 54, EED MFI 474 M2 HUZ-2W T, XRD BEIHfr#D
AL —2 55 Sherrer DE(Eq. 4-1)2 FAWT, fEdFRERD -, EOFEERIC
DU, coffin B! MFI ¥A S DA% Fig. 5-16 12, Fiz, B D MFI 27
DA% Fig. 5-17 1T T7E L TR, FI713EE 1, BB ISR R LR,
B I EP S RO TR R FRE LTV,

INBOBERRD, EH50D MFI ¥4 74T, FE-SEM BLZ& TH L2072
JRITFOREELFERFEDBRBIZ—HLOWEZ R biroTz, &I, REO
MFI B4 FARTIE, “F/RiF"1 -0 1 23 MFI B4 74/ hOFE R EZh > TV HT
EILEZ AL, “FIRTF DOBELRN MFL 47/ NEA OET#RE 5252 L11%
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B THDLHENZD,

¥77, coffin B MFI B4 I A DBAITIE, &R ILEEH 4 Befi] O MFI €4 77T,
FOEBETFORISE, IVEWVFERERTELILZ MFL B4 I RIZEAL R
59, 30~70 nm BEDORKEXETHDHZEN D07z, 2D MFL B4 7 ~D FE-SEM
T, FEBITIBLNRRE ThoTds, Z0aT ko CNAESbER, Hit
nm @k%é@%a%%@ﬁ%%i%@%:&ﬁ%i%héo Fiz, ZOHHBRODR
FHEHODIT, éﬁ%bfr_%%%%wﬁ%ﬁ&:é<4:ﬁf-—ﬁ‘m»~xbﬂ\57”:@7’:“
EEZBND,

WolED, BRIED MFI PA AT, F& T Cha T /R BB EWCEET
BEEN, BELFBICA L —a— A3 HEEIVEENOT, fHfRfieE 4 B
BCIE“F R DREB N ZEOEE MFI BT/ OFREREERL TNDHEZE AL
N5,
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5-2. AREL7 MF1 474 O BB FrEE ORRE

5.2-1. MFI ¥4 7A4+D ICP BIE

MFI P4 54 hOFEENICEENS Si & AlOREE, 2L 7L LT Si0) ALOs k.
FIARABEOIT, SRR LT MFL ¥454h0 ICP JIEE{T o7, B L7 MFL B4
ANIFTEETT> T HEIZL b D THD, ZDFER%Z Table 5-4 1T, £22Z
2, BHNTE Si0y/ALO; B HROGILA, MFL B4 T4 D=y /L (unitcell)

HIZVICEEND Al BEHHDOE TR,

Table 5-4 Si0;/Al;03 and amount of Al site of MFI zeolites

Crystallization .
Morphology period S10,/AL 0, Am?‘;nn:nzfg_ll site
/h
4 554 0.580
6 394 0.805
Coffin
12 53.0 0.606
24 45.6 0.700
4 78.9 0412
12 69.6 0.465
Sphere
18 59.6 0.541
24 50.0 0.641

BB L ORER T, coffin B, BRIED MFI PATA R TELIT Si0./AL0s Fb% 50
LLEDR, Bz MEL B4 T A0V OREUTE TRz > T, £72, BRIED

MFI 454D H R, coffin B D MFI B4 T AN EEEL TEV Si0,/ALOs B
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%RUlz, ZHUE, EDX BIE OFEROL/ONI T BT Al 22L& T2 0E
g2, MR TABRETHD, NI OWTE, iR LRER O coffin B MFI £A4
SARTIE, BAEETCIHBRELEN TORWT BT 7 A5ICEEND Al ZBRFIS
BIEL TSNS D, FRERED MFL BATAMTh, fEdfRldit Al Z22<E
oS, TEALT7FARBIELD, BT E Si BENELleoTWbHEEZLND,

ZH945L, AL MFI ﬂz“z‘?zr%o;/s;w@%ﬁﬁfui, 1ZEAE BB ATRENE
3D,

F7, FERREEICRAEILTNS Al TR EL TIEeb<D T, NH;-TPD Z41H
LT, PATANEBNICHD Al ERDDBZIENTED, FEEND SiO/ALOs IXZ DS
R TEZXDLLENRDD,

5.2-2. ApRLI MFI ¥4 5410 NH;-TPD #iE

AR L= MFI P45/ MO E B L O EE 572012, NHs-TPD #IEZAT

STz, AL MFL B4 M, BIEIZEY NH, BT L2 D THD,
coffin ! H'-MFI P4 54 hCEALI- NH; DBBEA 7 L% Fig. 5-18 [TRL, ER
0 H-MFI 45 A D A~TML% Fig. 5-19 TR,

A FE LT MFI 454+ NH; BER TNV, 2 DORERE—IR RO,
AL DOEEBEBOE—IN, PATAMDT VAT YRBERERTE—IThh, &
E &R L= MFI P54 NIT T, MFI P4 T4 NEA OBHEEEF L TVl en
DT,

WIT, FRENDARIIMNERD - MFL A TA DTV ATy B ROEZ

Table 5-5 IZE & TRT,
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Table 5-5 Amount of Bronsted acid site on H'-MFI zeolites

Crystallization Amount of Al site

Morphology period Amc;unr';rc;fo?cx_cll site (ICP)
/h g / mmol g'l
4 - 0216 0.580
6 0.242 0.805
Coffin
12 0.311 0.606
24 0.402 0.700
4 0.403 0.412
12 0.629 0.465
Sphere
18 0.666 0.541
24 0.789 0.641

F4°, coffin T MFI ¥4 TAMThHDH, fEm LR OREBEL ICRENHE A TV
B LNpG, UL, FOEEEIT ICP THRLN Al EX0bDipolc, ZHUT,
bR 19T, KT CIBRELENRD ST BT 7 ACEEND Al B
B CNBEE L BNA, ICPHIETIE, 7ELT77A00 AlZBRICFHHL TLE
HOIZRLTC, NHs BBEA~Z ML T, BN OELTAMOEEIIKTD Al THD
DT, TR IVBENT LT 7 ARG FTWRBIE, N AlITER T 5
B - TLEY, 20k, 20 2 DOER—KL TNRNEE LD,

W lES, RO MFI BAIAMTIE, BT ORREITHLLOD, NH; BEEA~TH
bR RS, ICP BIENORD - ALIZ—KL TWHEEXLNS, L, K
D MFI ¥ 254 M Crks bR L T RIS h VAL LW EmIZH o7,

D157, NHs BEER 7 MLbRO - RIT, SRR EBRE R TD8572
B BB, OEY, coffin BT, FERLMBIBRFETIT Si 1T Tl f 0 ERL
LThb, LR ORBELLIT Al 2ELE0 T JRFBIEBL TOW<RD,
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FEE DS AIICIE 2 TV, ZAUSKIL T, BRIED MFLE A4 Tl b L A8 B
FEpsb ALCE Lo TR 2NEEL TV DT, MR BEHICH L TR OB E
XZEAEEDLRN, LEZBND,

5.0.3. AR LE MFL 474D PSi-NMR -2’ AILNMR HIE

as-made O MFI B4 54 RERTLEE D H -MFI B4 74 MZ2WTC, PSi-NMR 3
FOPAINMR JIEZAT>T0, ZORED B, ATAIROEERIZE> TMFIEA T
AMEREAO Si BLO Al OFFGIREBICEEL B O EERHLOT, e fi~
HZETHDH,

BIE DR/ BHE, 4 BRI L0 24 BERS S L L7z coffin B MFI €45
A+, RS RCUIZERE O MFL B4 748, O 4 R THD,

F7°, as-made D MFI B4 51+& H-MFI 4710 7AI-NMR % L7,
% Fig. 5-20 12777, coffin B! MFI B4 74 N Tl da (b Ic L6, BERULELC
A BFIAVERPLDOBT A= MIIEEAE HONIRN> T, VolED, BRED
MFI 2454 T, BERAEICL > TETOBRT A=Y 203 R, L<IT 24 R
FERELZ3BHT 6 BRI T AR =0 A0 — 7 BSHBRIZELILZ,

Wiz, PSi-NMR % Fig. 5-21 (2R, 4 BEERSa L L7z coffin B MFI A7/ hT
I, QF IWEET A —rEibic Q@ IR B TN H I — /b 0N
7273, CP DAZI S EBSBANCHNZE — 2%, IANCER T30 THDH LS
% HIVB, I ORENTIE, BERERIC L > CIEAE KM A E L TORN D
D3z, WolED, 24 BefFE S LL 7z coffin Bl MFI B4 7 A MNTIX, BERLEIZL-
THEE RN ELEBICENALY T ) —/ VTR QB —B Ao,

E7z, BRIEO MFI AT A MNIOW T, fEdbiEficios, FEl#ici>Tv
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5 )— R TS Q v —r i3 Ebini,

TNEDREREHDOETE2DE, coffin H MFI ¥4 74 hOFEsNHIZHD dense
T OEASIIREELEREWDITH LT, “T R BLIOF0RERE L, HEiE
IR AT o R B LB OB R A LB LB 2 G, T0
%5215, XRD OEHEHRENDER LR L —FT 5,

52-4. ALY MFL BAIAMDEERSHE

HRLIE MFI BAIA DAV, I704l, AAREHE, ILEREEZH LD,
EREWELFToTm, ZOLE, HEALEZ MFI B4 TN, RILEE L TREFLAN D TPA
AF A EREUE, HEIZLEHDTHD,

AE L TELNTRE SRS coffin B MFI A4 7 MI-DVTik Fig. 5-22
\RL, BRFE D MFL A5 A MOV T Fig. 5-23 WOR T, Z 7713 nE N, B
(BN DR LY, REBIT IR B (STP) O B R UL B R L
(A

9, coffin il MFI P4 IA DR EZEMRIZOVTIE, fEsn{biFfE 4 BB X
W6 BT, AAXHED 0.1 LT TOREBDEMDPHEVEE CVRpoTle, 2D
A TOREBOEANIR 0N ~DER G TOREPEILLSNTNDHIED
5, ZORERALEER T, BT R TR MFL B4 74 L THER{EL TRBT, 7
FNTFASEELEDIENEZOND, Tz, HREDN 0.5 BEDLIATORE
BOEIE, AVFLOFELZRBL TOBESITWAR, fEda e 4~24 BFHO
REILSLELNZERBRTIE, ZOBRHEV LN T,

WolEH, BRIZED MFL B4R Tid, 4 BRI RIELZREDG, I7nficER
45, HXHE 0.1 L FCORBEBOENL LN, T, fBxHE 0.5 fHE TIIls

P29



EOTRBOIT, SHICEE LS OSRBN— B TICe T T UV AEHINT
W T ORDES YA, A2 RO A TLOTEER T LS TV,

Wiz, TRbORERIERENLRD bNA EERE B L UHIILERE Table 5-6
R L, AV LA, ML 125 nm OFEEICATEL TV HMITLARE
RS T AL TROLNAS, S EITMILAES A (D-H 15) QiR OHE
HETZOER BN,

Table 5-6 Specific surface area and pore volume of MFI zeolite

_ BET External .
Crystaulzatlon surface surface Micropore ~ Mesopore
Morphology period area arca volume volume
/h /m’ g’ Jm? g’ / mm’® g’ / mm’® g’
4 79.1 69.4 10.1 187
6 101 34.1 499 140
Coffin
12 300 11.4 171 62.6
24 277 24.0 149 71.5
4 277 17.1 166 893
12 318 35.4 162 146
Sphere
18 364 379 192 127
24 291 449 157 203

F73°, coffin B MFI ¥A T4 T, fh b OfRiBE LS, BET KEMH, 17
OILAEAREAL TS, ST, 424 BERIOM TR ICEEPEREL TW<ILE
REEL TG, LAL, SR 4 BRI LN 6 BERI CORBIO AV AT, &
SR AL A D TR EHI R T, KEREEESTND, TR EIEBRRE D
SHRLCIE, BB TR ELENRP ST T BT 7 A OEERBENTVDHEE
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Aoy AN

WolES, BRI MFL AT AT, k5 LR 4 BRA5 150~200 mm’® g7 12
BEOIV/OILAEEERLTEY, 4~6 B ETTREREMTTRD>TNDEEAL
B, EFAVFLEATEIT coffin B MFL P4 T4 MIHA~ATREL, el 24 FFHAE
A 3B CIE 200 mm® g REOMALAE Tho7,

==, SEM BEIC Lo THLNI R REOBREE 2 DL, “T R ED
TE1ET 5 MFI PAIANCIEE VAV LB EL O ZEhb, BEL T \BCF JRLFT
CHLDREINR AV e TNDEHEREIND,
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5.3. BREEL7- MFI €47 A MO TS O Tl

5-3-1. JADITTF T

MFI PA T4 NIBEEBARELL LT, 7A 2B e 7 ae L AR5 G
DIEME S EB D, 2T, & RLT coffin B MFI B4 7 A KK D MFI 474 MZ
DNTIRALDIT X T EATV, FE BB SATE I 5 2 DB OV TR
Uiz, Zookx, AL MFL P4 T4 N, RiEZ2 L THRIZLIZBDTHD,

. FNENO MFL BASAMIOWT, A REEICRHT 27T yx o 7 iEE
DEfbERT, Fig. 5-24 1213, fEd LR DO RS coffin B MFI 47k 20 mg
TR L X O RERT, F7, Fig 5-25 [ZIXRRRICL TERIE O MFL B4 A1
DEAITHOWTRT, 77510, B O MFL B4 74 20 mg ERLES AL, 7
AL DAL 80% 2L EIZR2 o> TLES7OT, THEES Smgl, LIVavh—3A
R (#13.3 mg) THRL CTEREIToLERERLTCND, BIE, BT A D9
AR, R A DRI OB r~DiR{EEE LY, Ltz ~7Y
TN NG ARkl

Fir, A OEBLEB I OB ~DERLER, <T VTV T RTROEUT
TR, O EDTD, HENLHHAIBTIITAPLBEND A 1 1l
DY — Bz RIL,

st &zﬁék&f‘/@%ﬂ/ﬁ

JA D= 1—
TA 1 W DFELE

FInBICAER LB oA #
ARUBU DR LR =

JA 1 ul DFEIE
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(R UT- B oo 8) + (RIS ST A DEIVED

=TT L RT A=
721 Wl DFELEK

F7 FNFNOREROYL T, i birHE THRLNTC MFI YA IA DB
s DI TR A E LT/ T 7%, coffin Bl MFI ¥4 7 MZ-DW T Fig. 5-26 1%,
BRI D MFI P AT A MTHOWTE Fig. 5-27 {77

ELDTTSTINLELETHE, coffin B MFI B4 TR TIE, LR A RS2
CUE, FOEETRLNE MFL BAIA DI T7yF VT EE NIRRT TCIE
oot 7, 12 BRI L0t 24 BERIRES (L LTz MFI B4 7 RTH, AIHIEE
23 5002 FE DERAL IR Th-o7248, 10 [F B O/ UVATIL 30%REET FA3->THEY,
LA (LS E TV,

WolED, RGO MFI A FA T, fEdfbrfIicEod, EEE—E T
Fte SRR ERTHIZEALEBLRITE T, SR -T

5.3.0  TAVDITYRLT ORIGEEEROBRH

YR DY TR DEERNG, S ENEHENEECE B LT MFL €47 bl
W OIUEEFT o7, £F, 770X B VRIS ThDLRELT, 5 1 BIH O/8
A TELIFELRND, BT 0 1 REISEEER b ERDT, TORERE
Table 5-7 [ITEEHTRT,

DT, AL RISERE EEE, MERHEDIRIRELT, MFI YEIA DI
SNTOATRA—Z— LU T, ZOMRBEOREEITI.
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Table 5-7 Apparent first-order reaction rate constant K
for cumene cracking on H'-MFI zeolites

Crvstallization Weight Apparent first-order reaction
Morphology B riod /1 of catalyst rate constant at first pulse, £’
petio / mg /10 mol Pa™* g~1 o1
4 20 0.016
6 20 0.432
Coffin
12 20 1.19
24 20 1.41
4 5 0.171
12 5 2.56
Sphere
18 5 226
24 5 3.67

5.3.3. MFI PAIA b0k E L fgEME L OFEBE

MFI BA 51 h DI T - F )R — L TOFERTGIER, I A DI Fy% TS
ZBEBIIOVWTRE LI, 22T, coffin B - BRI, W70 MFI BAFANMIOW
T, —HELTEOFMmE T,

9 LR ORRS coffin BB MFL B4 T A M~ TZOWT, gk
Wi BT LT, TRk T4 (Fig. 5-28), BET E@EM(Fig. 5-29), SR EH
(Fig. 5-30), I/ ILAM(Fig. 5-31), AV LEM(Fig. 5-32)2 &A1, T FNE
1., K& MFT B4 I ORGSR R TIRIE LD/ T A—F — 2R, Wi
IZ MFI P35 FOREIEEDOIELLT, 5 1 7OVATORMAT O 1 RIS EE
EHOEERT,

TRBDISTOHET, IVEENELNEEOERIL, AVILAR THoT, Fig.
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5.30 Th, AVILAREOEMEESIT, FGHEE EHDHEZ QO IEPRSNI, T2
L, R LEERT 4 REREI B L 00 6 BERE O coffin B MFI €4 7 MZ2W T, 778V
S 2L DEBT A LA EPBRNCTES N TV BEEZLNDEDT, ZOERD
BIEERA LT,

22 B E R C LD MFL AT A MOFEEMOBIC, SEM BIEORE REHDE
Bl BELTWAST JRIT EILOREB AV L ThHD, LWIBFRELIL, £IT,
“Gm T LERTEMEOBRICE B LT, ‘TR B ORSERROMEERT
S5 e L TS T, 20757 % Fig. 533 \ORT, 777 ORI, "7/
5 7 B OB %R TSR, coffin B MFI £A 7 hOHEIZIL, dense 72T D
ek BT B O R EEN LN EIC o TONES | ORFEEHVT
Ei, BRI O MFI B4 AT, A= Stk T JRIT IR TWBEEZLBILZ
HDT, %@*ﬁ%@i&ﬁiibf:k%@#@%*ﬁiﬂa@fi@i&bf:o WolED, fEEHTIX
FLHNT O OGS TERE EEET

ZOFSTTIE, “FIRTBOES LG /%‘f B ORICERORAEIED
N7z,

TRHDIEND, VIR TA LN TDI A 57 S FOIEE N ER TH LT
B, “F BT ORER I AT IR TE DSy, B O MFL €A TARDOTTRLY
ENTALDITER T TEEEL DEEZLND,

=TT, Fig. 5-34 12, FRIFRBOUREE Y A SigiEVEL OBk RL, Fig. 5-35
i T EOESE, TR T BOBA RS O I A G FRTEIEE DBILR
R, Y5 7I3FNE N, ST AT R OB LIRS ELY, eI
A G FRE N £ TN,
F5 Fig. 5-34 TiX, TR FIBES OEBEBEN T HICLIZh =T, 747 TS
MR 22 o TV T E DS o T, UL, HARED T /R FREHRREICET DL, 7
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AU FRIEMENE E A E B DI TZ, TS, MFL PAITA R FOFLETIA
VR TR ZERE X BB,

7~ Fig. 5-35 CH, TR FBOBESHETICLER-T, TR 1 25V DR
DT DI AL IREVRB LTV, DI AT EILRDIERDNoT, TDIE
b, SEORISEMAETIE, 7 /R FRBOESH 1.5 um BEFTORISOEEITHE,
F BT BECNI A DIFyR L T ERORINCE 5350, 7/ RTEFIN
Ll OESIT B EEICIET A5 FiE MFL BA T A ML F ORI E TN L TH
B, EEIZ A DITyR T DRISH R0 TNDDNE, BT MRS OT
JRITFBE S DB THDHIEREZOND,

COBREDD, [F /R TORE =AY BT A FOIERICEFEFLT, 7245
FRTEME R BN S EAZENE 2 HNAN, @RI T BT OFFEISTEE OB INCE
BN AR DA ERbh Tz, ET, T /AT — AL L TOELTA MO
RS2 2 592 TR, MRS ICE IS LT B2 b0 B2 7 hOERIZH T
72, BRI R R DR S AFTb E, BISLIZ A FA MR ORGP EE THD

ZEDURERSNIZ,
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Fig. 5-1 XRD patterns for coffin-shaped MFI zeolites.
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Fig. 5-2 XRD patterns for spherical MFI zeolites.
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Fig. 5-4 Particle size distribution of coffin-shaped MFI zeolites crystallized
at 175°C for a) 4 h, b) 6 h, ¢) 12 h, d) 18 h and ¢) 24 h. OAspect ratio.
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Fig. 5-5 FE-SEM images for a) coffin MFI zeolite crystallized for 24 h,

b) high magnification view of a), c,e) crushed in a mortar, and

d) a high magnification view of c).
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Fig. 5-6 FE-SEM images for a,b) coffin MFI zeolite crystallized for 4 h,

¢) crushed in a mortar, and d) a high magnification view of ¢).

P42



Uz (Ppue ST O 4zr(qy9 (e
:portad uonezif[e)sA1D) “ILLI0W € Ul PIYSNID SAI0IZ A padeys-ugyod oy sadewrt INHS-Td L-S "S1q

wu 00g twu 00G

P43



‘SIX®-(q Suo[e [B)SAId

3102 JISUIP JO SSIWPIY O ‘[eISAId [N padeys-urjod o sixe-q Suofe SSOWPIYLO dN0Z [HIN
podeys-uijjod ur sixe-q Juoye zZIs [ejsA1d pue J14e] Superowoe[dde sopnsed-ourd,, Jo SSOWPIY], §-S "]

Y/ pouad uonezieysli
vz 0z 9L 2l 8 14 0

T i { 1 I ! O.o
|
~
. -
D
10z o
QO
] (@)
| g¢ @
o
: d
X
¢ 10y @
[ E
© 1 06

P44



"»".‘...Q..

'<...“‘..‘.. ...‘.......Q

>_m“ E_mm

UONIS00ap 9 Uonn|ossI c,o:_woamn % UONN[OSSI(




Fig. 5-10 FE-SEM images for spherical MFI zeolite crystallized at 175°C
for a) 4 h, b) 6 h, ¢) 12 h, and d) 24 h.
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Fig. 5-11 Particle size distribution of spherical MFI zeolites crystallized
at 175°C for a) 4 h, b) 6 h, and ¢) 24 h.
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Fig. 5-12 FE-SEM images for spherical MFI zeolite crushed in a mortar.
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Fig. 5-14 Distribution of Si and Al in coffin-shaped MFI zeolites
crystallized at 175°C for a) 4 h, b) 18 h and ¢) 24 h.
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Fig. 5-15 Distribution of Si and Al in spherical MFI zeolites crystallized
at 175°C for a) 4 h and b) 24 h.
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Fig. 5-18 NH,-TPD measurements for coffin-shaped MFI zeolite

crystallized at 175°C for a) 24 h, b) 12 h,c) 6 hand d) 4 h.
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Fig. 5-19 NH,-TPD measurements for spherical MFI zeolites
crystallized at 175°C for a) 24 h, b) 18 h, ¢) 12 h and d) 4 h.
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