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Novel zeolite syntheses
focused on starting reactant mixtures and their application
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it WEM . EEEREMEIE L LT Z<OTESEF TSN TWDLEL T A F
ThHM, BIREACTEBEEA 74 NERRRET D 240 UL EOFHH 2SN #E SN
THEY ., SHIZHEUEEICBOTHEHAT 2R OB ALT /R AL-CH B L 72 S
REXCHEORRLR LA T A MIAAFAI T THR Y | FLEEEREE Lo LimET
DEHEO—DThHD, ZDOL I RFHREL T A MERDOT=OIZIL, 2GR I7EOR
WREE 2D,

TATA VARTIEEH R A T4 FOMERICOWTHE T 5, K 70 FRilic
Barrer 512XV O TALTRNCRRIHFET HAMEDOEA T A bEHFHR L YV, 2D
%, BUED TENICEHETHDL AREL T A MR XMEAT A R IV ST,
ZD%, BAT Ak BY, ZSM-5972 EOBUEO Ay, BBy P A FfiE s LT
D CHEBE/R AT A MG ST, TNEDOEAT A MIv U 7/ (SAR)
DED, WhWwbEI IV AIEFTA N THLZ EDFFETHY, 2oL o2mT I e
FT7A4 PPN 1970 FRICKELS BB LI, &Y U IELTA MI, ZHETORS U D
AT A MTHART, BRI ZR L, FZEMHICKH L THENLIHENE L,
MUEELEIHETH L Z LD, M, WAEM, EEREREME & L TOREBIEN T,
INEDEVIAEBEFTA MI—MKIZ 4 kT B0 LR E OSSR EHA
(Organig Structure Directing Agent, OSDA)&ZfEH 9%, AR, XHEDK ) H+¥
ZZ 4 ME., #%. NaOH <° KOH 72 EOBEMIE I AR T 53, ZDIENIT 4 #&7
VEZY MEEOGBERAFERTORMETH L, mRWARERERZERT L L
IZR YRR LTS T OLAICHAR T BEA T4 FOMANICB W TALS HHET 5729,
BATA NEERT DD TF AU BB L, 207, EDOAF AU HITHY T
LET =4 E2EHET D Al BRI T 5720, SAR BHIINT 5 EEZ B,

1980 iz n e, T ) 75 A7 =— MAIPORE AT A FidAE STz 97,
Znblx, T2 — M EATA R EFERIZ, AlOs & PO MU R TH R 2 S A
LCREA L, BRIHPEZ RGNS SR EA TR T 56D Thd, 7V /)
r—hEFEED S DUIMNI, TNV ) T+ AT 2— NORFET HHEEDO LD HE
REN, F1T AU r— AT A FTIEEB SN TR VP58 & Ol
18 BERMIER EORABEDOHEED DO b AR I, SHIZTHEF & LT, Si, Fe,
Mg %, #ix MO E2EANT L2 ENAHEL 200 . WaEMERE, fiitrERE7 YA
HFHICHIEH CX D RREMERH DL EATA N THDHEF 2D, AIPOREAF T A FOEK
OFF#E LTE —~ A NMEZREIE TR ERIEERRENT VI ) T 4 AT = —



NOKFIZNVERIRAT D EMBERTH LN, VU BERCD =0, —EIZ HFR KR
TNMIBEZ R T HGRE L. 20 pH BN EERRKRFO—D2E 725,

1990 FRTIX, AV ZABOSENRE LT, BRTABEO T X~ A N & Smis
PEFN 2 BOG SE D Z S X 0 BRI 2 Y fLE FF o | EWE 2 A3 2 8l 7ie AV R—
TAVY BIBERT D Z ERME SN, FSM-16 &4 AH1F iz 910, [FEREIZ, Mobil
5 MCM-41 ED A Y R—=F A2 Y Ba@WE LW, 26D A Y R—=F 22 FlZ
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WY, TOH%, TNETHRTERDSTFAYDELFT A MZONWTHEKRTE D L
WO RENREN T, BRI T 5 seed & seed ZfEH L2 W A IC IR DD
BRENDELT A R EITBWT, HET 54k~ = (Composite Building Unit,
CBUMNFET DI ENEETH S &9 CBU EBNIREBE SN TV D 1D, HIEIEEY
ICEMEAE BN E LTAT e R FE2REG SECOKBERT 5 HiE b5t STV 5,
Ti ZBHIEAN LT MFL AT 4 FTh 2D TS 1 IZHFREVOTERIZ B\ Tk
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FED T A b~O~T v il FORLEOHIE HITHOIL TV D 20, HBIRGWIZK TS
JEEHZ B W T b2 DIFFEPTHON TV D, BHIITEL T 7 ALY ABRHANLNDS &
THE YWEFTA Nl T A b HHBIEBHIH W 5 G RFIEERIFIE S v T
Do ZOXIRIFIEICZLY  BE TITARTERVWELT A FBGHATRE & 72 2560
Ho 2, Ftld, FEHE AT A4 bbF 2 8= R ER L, BIOEBA T A 03K
HEINDENWIEBAT A MAKBMEHLE L0 D ERTIENMER SN TS 2, B4 T4
FOJFENE LT, BIRE AW ZRIERR & LAY 5 Tk, #ilziE PLS-1 &) @ik
U I HIEEMA &2 BERRIZ L Y topatactic ICHA#A S D Z L2 LY CDS-1 (CDO) 47
A FOERRIR EDRERE SN TND 29,

A TA MERIZBWTIE, A— b7 L—T Z AW KBARIEN R TH 508,
1990 4FE(Z Xu HIZ X W &Mk E & W) B4 T A4 MARIENEHE Sz 29, Tk,
iz DT N—TNEEEZR AR 45 L, Dry gel Conversion (DGC)AX> Vapaor
phase transport (VPT){%, Steam assisted conversion(SAC)ER L H B b I T
% 2520 Z 3 5 D FIEIFRLEIE 7KK, B D WITKAAS & OSDA 785 % i
SHDLZEERFELE LTVEN, FIAITBEOKAGHTIITERNWT FT2F AT
FT=UAEREFU R%EZ OSDA L LI aT7 v U D BREAT A MGl TE D7
ClFEDOKBERTIETERNELTA NOBRNATREE DG ENH D 20,7272 L,
RS FE 7 T LT 2 DK ER B L o TRIGHMER 72D DO TIERninis Lo
A 5,

YA AEDTRNF—EHNTEATA P2 T 2 HEBIES TS, T
FTIZ AR 2D YR 28 ZSM-529 AIPO-5397p E Dk 4 7B A4 T A MEINHE S
TWD, ThbOREIT, W DRGNP OB AP D DI LT, vA 7
A RIIBSRRECERTEA2HENH DL EThHDH, Z OIERBIEOFERIZI S )
TRV, BHTH MBI LY ZHOERAENEL TWDHTED EHEIND,

~A 7 AT SO FTREMEDN S 503, v A 7 aRBEEENLETHDH 7
EDOHIKIND 5, Filt, Fa—7 M bamz HWTEA T A b i@ s ks 5 5k
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MIC X0, HEFEARA ATHE & 72 > T 5 818D,
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SYBEEE S LTI, TCIREMbLISRTWE Db H D, BAFT A My SIZ B\ T
X, BUEPENEE L 5720, TOMBREFIENEE L 05, —RIIE, 28T
IV F g EOSTFRHRICTERE B & A1 S8 i HROKMEIR G &2 F D TRERE S B O
FE AR 2 BRI S 5 2 kAR (secondary growth i)W EHTHD L& Z
BITWD, ZDO LR FEIZED AREAT A MNENEK SV, =% /) —/LDORiK,
A VTR = DORFKICERES TN D 39,

1—2 AWFEOEW

YA T A MERFEDE TR L2 OB 4T 4 MERTEL, TN EhREL
BT TS, ERHIEICED AT 28BS T4 Mbkkx L7220 | 2orEE, Ak, %
B EMBE2 BN Z N, L L, ENOOBEIZOWTEILT LN & &
o TNV, KVEHLZR, HDLWVTAERRFMEEZR TS T4 M BT 2720
I B LWEBA T A MERGIEORI L. ZOERTLBAT A~ EDOEEIZSNT
FEMIAZMIE L TS MEDRH D, ZNHLDOBRESE X, AR, FilEL 74 MG
BB LY BT LWREZ R o T B AT 4 FEAA L. S B8 LWISH B 4 Bith
THZELEEERNET D,

X0 BRI BA T A4 MERKICZEIT DB ONREWITIER LTHEZ1TS 2 &
EHWET D, BEIIT VI ) ) r— NPVRERS L 2D OB R EA T A b
IZBITDHEBKINEEM TH DN, TICA~AT vl T0EAL, 71 Tid7z< Clear
solution & L72GA 2 EICHOWTHIZE LT, 2O XL 9 RHBIEAMIZE W TIE,
secondary building unit (SBU) =X° composite building unit (CBU) 72 & DA FIRRE R
EWBEDOT NI )V r—R N STL D2 ERMRFIN, 2NE TR TE
RIS ATA MO RAANE RSP ATA PR TE L AREMEN D D L& 2
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Structure Direcitng Agent, OSDA)IZf & EHE TH D . OSDA I[Z DWW TIXZ DOffiE & 4
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1—3 AKFmLOMK

K STLL T DR E 72> TV D,

FH2ETIE, BATA PERICBT 2 EREAD Al USNDO~T v g3, B4 74
N ERIBE, ARISNTZEA T A MTBWTED L ) 72&%El, Rz~ nconT,
In #5A83T5Yrav ) r— AT A4 FEWRARET L LI TTo 2, B
AT Zn 568 T 58872 BAEA T A4 OGP L CIT-6 (California Institute
of Technology Number-6) &£ fFif7=, 2D CIT-6 DX+ F7 7 XU E¥— 3 BT\,
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— T AV Y AEFERE T O LWERFELIT) 2 &I Lo THIEL T, A Y R—F A
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KGR L I1ZRRLZFETERT A2 LI L @O KASHTITELNRNE LT
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ARLTEEATA FOXFy T 7 X2 VB = a&247H 2 LR EIC L VRN,
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F AT 2= MUDORAT A MIERZY T, TV ) T4 AT =— MEA OKEKBAE
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AT A PERRICEBWN T, @H., U BERL TV TIRBHS T L0 ) JEE, A8
2 U CA R E R E©#)(Organic Structure Directing Agent, OSDA) % & A/ 72 /KD
HBEPOSEGM AL ZNE2KBEGHTLHZLICL>TELF T A M 2G5, RKEID
BOTE. TV U =T A IFEEOPD D ITMO~T v Jfi I LIGE0E
T 74 NEMVERES T A S OYE~DEE L ~T aiF L LT Zn ZIBOMG LT,
bW T, MBBKINEEMDEE D7 NLAMIREY & 720 | Clear solution (2725
BT OWT DR T,

fhmtEy ras Vr— 474 hEIX BEOT VI )Y 5 — R DOEBAF T A FD
FHTOAl ORI In DES D7D TH S, Al 28 33 LT, Zn i 2 ff
ThO, AT RO In O P REV R ERL D REFFSZ D, Mttty v
22— NI, PR A A M EEIC R W T @E 0T VI v = b

CIXBRRDMREPHIFFCE D, EEE LICBW TR AEFFSLAERZ W, K118
F 74 MTBITDEREKT 2&D T RKF (B4 74 MEKEZKRT HEBELSNO 4
BANLD SiC Al 72 E D) OEROHY A X (minimum ring, MINR) & T J51@ 1000
APIZBIT 2 THLDOINLBHREE (framework density, FD) DOBIfRZ R L=
V. MINR 2/hESviEE, FD 2N EL 2l madH 0, Zhnb, 3 BRAFOEA
T4 IR ER ST, FD OEFIT/hS W, FillEOEL 7 A4 FBEKTE LA
REMEZRIE L CTWD, BHANICEBIT S IniREomWYrav U r— MI3BRE2AT
HIBEEFIHL0T V), ZVE TOEME & LCiE, VPI-727, VPI-95® RUB-179%:73
HiIFonsd, by rav ) r— MNMIZn #5851 3 BERZFOMETH Y . VPI-T,
RUB-17, VPI-9 I N ENEEEA T 1 | F 2 (International Zeolite Association
IZMIZ L A= — K& LT, VSV, RSN, VNI TH Y, VSV & RSN |3 9 EERM1L.
VNI i 8 BERMILCTHY ., Wiy Si/Zn<s TH5H, 7272L, FDIZ 1TRETH Y,
EEFD OBA T A MIFoRTHRY, = AT, sy I ovravr—helL
TIE, 12 BER. 1 WooiifLiEE C, #r#i 72 pinwheel unit #7435 VPI-8901013)73 5 1k
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BRUEOBRIAREETLEL T4 FOGHROWREMESNRRE STV D W,
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FEHTND,

FRLO X9 R RICESE AT ERAE R, IR EHRNIC Zn NEAI LT —
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Institute of Technology Number-6) &#L CW\5, RETIL, ZDOEMKGIE. Zn BifL
RERGOIN . EHICCIT6 LR LTHADX A TOR—F2HELTF 4 hDE
RN FIREIZ 2 > 7o DT, ZABHIZHOWTHET 5,

2—2 SEBRHE
2—2—1 ¥BAHI7A4 FOARK

vrav ) r— MNEERT2OICHWZRIEE, GUTER EOFEMIL, SCEk 16, 17
IZFLHE L TH D, U AEEE LT, 2aA XU, fumed ¥V B, Zn J5iELE
LCid, Welgdish, LiJRkkE L Cid, LiOH, NaJgkEtE LTix, NaOH #HwWi=, 7
N V= Gl 2560 ALREHE LT, M7 V=082 Hne, A
RS EA] (Organic Structure Directing Agent, OSDA) & LCik, 7 h 7 x=F /v
TrE=U ALt Fux R (TEAOH) =MWz,

PATA FOBAKTIEZ., TPTEEOT LI 2 KIS, #2112 OSDA ¥
ML, BAE LBIC, BiBHE Nz, TO%., VU BFEEZINZ T, 2 KE#RL T
HRIREMEST-, ThEzT 7a Wit & 04— 7 L—7I12 A, #EREICB 0,
TA—T UWNTIMEA LT, AW, I8 X0 Bk, Kk, #8 L T assmade
172, A T4 NNOEMEINBERE S D720, 225 F 540°C, 6 RO BER %
1T-o7,

F7.CIT-6 0 LA ZRESE L IEE LCUIMBEET =7 LA/KIEIR T80C,
10 WELER S 2 051k, BEREKEEIR R CHIEVLER+ 2 ka2 1T o 7o, BERR/KEIR C oA
HOLAEOMAP 51T, 0.1g OBA T A b, 6ml OFE#E, 10ml OKERA L,
60-135°C, 2-3 HOMEETH D, T O OMEREL, Az X 0 B, Kk, #EL T
Bt Eni-¥47 4 &5,

2—2—-2 EBAETA FOHHT

BoNTZEA T A MTOWTiX, XRD, TGA, [Ef& NMR, JoHE08r, KA, A%
MW FERIE . FEEHEDTZ O DM EELZIT -T2, 7eBEE MAS-NMR ([ZFBW\W T, #
@ Bloch decay D4 D M, TH-29Si cross-polarization(CP) A7 kL MLBLZIN T
THIE L7z, 2D OFEMZeREIT OV TR, 3CHk 16, 17 IZ5E# L Th 5,

XRD iZ Cu-Ka #D 1 =1.54184A % &, B\ T4 7=, £ 7= . New York ™ Brookhaven
@ National Synchrotron Light Source T= i synchrotron powder X-ray diffraction



patterns (SPXRD)% 1 =1.29861 A CTHIE L7,

0 By T (thermogravimetric analyses, TGA) (% Du Pont 951 thermogravimetric
analyzer TITV), H 7% 10°C/min. D HIE M. EXEMAK F TiTo 72,

[E 4 NMR 1% [E AH8]E F @ high power assembly 234> > TV % Bruker AM 300 %
FHAWTITo 72, T _XTOH 7 /11X magic angle spinning(MAS) % 4.0kHz & L CT{7-
72, 298i(59.6BMHz)NMR A-X7 /L% 90°C pulse width of 6.5 u s, U A 7 /L delay
60s TITo 7z, H-2981 CP-MAS A~X7 /L3 tH 90°C pulse width of 6.5 1 s, contact
time 2.5ms. recycle time 5s T{T>7-, Tetrakis (trimethylsilyl) silane % 29SiNMR
DIFHEWE & LT,

VI a~F YU ORKWHAEEIL, MceBain-Bakr balance Z VT, 25°C., 30mmHg
TAT-o 7z, WEOHLE E LT, HZ22 T, 350°CT 5 REfRIINEA L 72,

A AU THRERIILL T O XS ICHIE Uiz, NHa & L7237 0% 500°C THERL L
THE Lz, 2O 7 V% 25wt% NaCl KEEiH T 25 CICBWTE L, 7L
Z AR LT A% 0.0IN NaOHaq TIEET 5 2 & TA AU RifrdE a2 R T,

2—3 REREBE

2—3—1 CIT-6 D&HL

1) BHABKNH DY as ) r— OAT

12 BB 1 kooEo Y a3y ) 77— b VPI-8 12 TEAOH % A\ CA Rk &5 A3, Lit
& InZ Ol 7 G EIZIZINETH D 12, VPI-8 O #AI) 72 7 VAL AT, 0.2 LiOH © 0.4
TEAOH : a Zn(CH3COO): + 2H20 : SiOz : 30 H20 (a=0.01-0.2) TH 5 12, ZD L7
VPI-8 OHHIES 7 /MIACRD TV THY . ZOTNANE FEIZEMREDOISIZ XY
VPI-8 &b &5 19, VPI-7T R VPI-9 R Eozofioyrav ) r— sy Ay
D OFEFREEE & ATRE TRt S id 9, B4 T4 b o LRIz oW TH
FIBGHORREIC L BARZG508H5 2 LMo Cnb, =2 T, AFZETiE, ¥
yavr— R EAT A MEERIZOWT, #10 CEREIRZ AV TRE Lz, RS
W#AR% 7S b LiOH : ¢ TEAOH : a Zn(CH5C0OO0)2+ 2H20 : SiO: : 30 H20 (a=0.03, b=0.05.
c=0.55) DG, BIEIK L 705, ZOHIIREW A VT, 150°C TH R 22 b &
VLA OMRER IR LT, £, AV ER D HRIEAW/ER 0.2 LIOH ¢
0.4 TEAOH : 0.03 Zn(CHsCOO): * 2H20 : SiOz : 30 H:0 OA L A TH 1I1TR
Lo AR50 150°C3 BT VPI-8 AR SN D DIzx LT, BRI S I
150C3 R TR—ZBfgED Y v a v ) r— b Th o CIT-6 BF bz, S HITiEE
RS EL b HEIZIX CIT-6 & VPI-8 DRSNS L., HEMICIZ5E4e7: VPI-8
DfELTe (7TH%), Zhbo XRD fREAXK 2 1R L, 20X 51, EfigRL
7o &9 BAWEE S £3 CIT-6 BB S, £ D% VPI-8 IZAH S Tn 2 &
MWHOND,
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—fRIZ, R—=FBL AT A N OKBA K TIE, A13+75§ﬁ*a%ﬂ: (CHBE AR E R LT
BV, @ TEAOH 27 > 7 L— k& LTHWEEA, Si02/A120s b3 250 BLED~
— SR F T A FOERUTES TiTlen 19, _mﬁﬁ,ﬁ _kb\f%\ CIT-6 [ A8 8D C 542
BRYETA N THDENZD, T T, CIT-6 DEREKMITHONTREX DR E1T> 72,

2) CITG/\EijﬁFO)ﬁ”E“

BB E DEEIZONTR Lz, MBIEEWMEIX, 0.06 LIOH : 0.55
TEAOH : 0.03 Zn(CH3COO)z-2H20 : SiO2 : 30 H20 & L, & kIRE % 135CH 5 170°C
(CEZTERZITV., L Z XRD TR/, ZORER, 175CTIETE/LT 7 AD
REEN BT A0/ VPI-8 MF B4, CIT-6 1315 bhieinotz, Tk LT, 135C
DERKTIX, CIT-6 1 ISRHEF CRFFMZETHDL Z DN bhol, ZbH LD,
CIT-6 A pklzix, KR E L2 ERb o,

# 312 TEAOH BEDOEEBIZOW TR L, HEBRAWMAIZ, 0.05 LIOH :
TEAOH : 0.03 Zn(CHsCOO): + 2H20 : SiO2: d H20 & L. ¢=0.45-0.65, d=30-40 C
ARIRE % 150°C TfT - 7=, TEAOH/Si=0.45 DA, CIT-6 35 bn2hoT-, ZTh

2%t LT TEAOH=0.65 ®&1%, CIT-6 (X3 Hiv, MISEHRT OLEMES @mh-oiz,
i, TEAOH BEN SR TIZEBIT 5 CIT-6 DLZEMICH L TEHEETHD Z &N
Dotz

F 412 CIT-6 BRIZHE T D Lite Zn2tOFEFENZOWTITHARTFE R E2 R Lz, HIIRE
W#AEk & LC b LiOH : ¢ TEAOH : a Zn(CHsCOO)2+2H20 : SiOz : 30 H20 | j’ob\“(
L+ GA . Litad NatlZZHE LGS, In? DN EWGAIC O W TR L7, Litd
HNNTInDOEL LBRFIELRTH CIT-61 i% Lo Tz, F£72 Lita NatllE &
WZTHTELT 7 ALDMELNRDoTe, ZORKEND Lite Zn2t O OFEH
CIT-6 OftdbiiZvETH D = &73)2/)73)‘071:_0

Lite ZnZOEBE S HICFHELSRRD 720, HIEIRAYOMEEZ b LIOH : ¢
TEAOH : a Zn(CH3COO)2+2H20 : SiO: : 30 H20 (b:0 01-0.1,2=0.01-0.05, ¢=0.6-0.65)
EREANCEE LT AL DWW TEREITo T, MRER IR LI, Zn/Sitba /&<
(0.01) & L7256 Mt O EILE L <EL 20 | RAEMIZIE MFL 2345 L T, CIT-6
IGO0 72, I Zn/Si th A2 K& 2 & CIT-6 134T 253, CIT-6 7> 5 VPI-8
~OEENHEL 72 o 7=, Li/Si bl :ou\f% ZDE/NELT5H E(0.02), HE AL
IFEF L, CIT-6 135672 o7, WIC LifSitba k&< +25L (0.1), XRD (2B
Tl unknown Z2fH2ME H L7225, ZiuiE TEAOH 238 < | LiOH OBE R m WA
HF O, 350 CTHEAT HZ LICLVERTTELT 7 AERDLHEOTHY, T
L— FORP TSR E SN TOWRWARELER L B, 2o OfERN G CIT-6
NiE b SN 5720, Litd Zn2t 0 critical ZRIEEEENH 5 Z E 03D,

0.05 LiOH : 0.55 TEAOH : 0.03 Zn(CH35COO): + 2H20 : SiO: : 30 H20 O HFEIEA W
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FLREN DA E Tz CIT-6 DR E1T-7- & 2 A, Si02/A1:05=800 TH -7z, %
B0 Al oHix, BFEE LTHWTWS U Y (Ludox HS-30) 2 & £ 5 &
D Al R OFRBELEZ BND, ABEIR—XAL AT 4 FOERLICBWTEET
HY . W, TEAOH % OSDA & L THWAEAIZ, Si0/Al0s He7s 250 LLED & D
DERIIHEG TIEen 18, 22T, CIT-6 O LI\ T, A EE A& E 2137
L TCWRWEEEND D T-OIC AL R E L A Y720 fumed 3 U 7 (Cab-o-Sil M5,
2-4 ppm Al EHE)ZHAWTHEA OE&MT CIT-6 DA 21T-7-, fRE2£6(C
wLTo, YUY VEETEWAEEK A 5% 0.06 LIOH : 0.65 TEAOH : 0.03
Zn(CHsCOO)2 - 2H20 : SiOz : 30 H2O O HIEIRAMIL, fumed > U B 2 AW 25E1T.
BRI 72 59, BEO cloudy 2IEAW Th>7-, LIOH X° TEAOH £ % H /N &
FCHBHBRRICIT R Do Tz, T U BV AFORMM E L TEZ LN DHMED
Na+® A AL TH B2 cloudy ZRIEGMTH Y . BIRIRIZIZR BTz,
ORI RIBEVNOLAEK LTS CIT-6 (3G9, 7ELT 7 AR VPI-8 A5 bi
7o L2 L, 2D XL D 72 Nare AR E £ TV WAL cloudy ZRIEAM TH-TH,
80°C3 WFFIMEARTALEL 21T 5 &, BINARMS DLz, Z OBEWER % 150°C TKREG
95 E CIT-6 BNFbNiz, ZNHDRERMNS, VU Y VHICE TN A MO Al
2 Na*7’ CIT-6 fii b D BEBE /B 2 LTV D Z LT 2 L3N B, 7=, H
RGN EEIR T 2 X 5 7o — 2 HFAEA Y CIT-6 fEffbiciTnETH D 2
NI,

FED L 91T CIT-6 DEFREHEICHOWTHE A RS 21T o T2 fE R kD Z L NboT-,
Lit: In?*OW G ANAEATH Y, Litk NaticfEE L T CIT-6 (2 b\,
CIT-6 Df L34 U5 Lite Zn2OREIZIL, H DR E - KN H 5,
e E Y TEAOH 2 (TEAOH/SI b8 0.55 LLE) MAMET, Z DEBMEWS
AL VPI-8 LS 720,

@ BUSIRFEIE 185~150°CHMF £ L < 175CD & 5 72 iR Tl VPI-8 LvE S 720,

R=FRTNANI )V — b NETNV AV BRA T U 2EERVRNPLEEKTED

HINLEZDLE, In WEKRICAST-_R— 2GR TERT DB, BP0 Zn 12XV

BLD OOV ATAF Y —VEMETOINERNDLLZEN,. TAI U r— Rk

DEELERERMEL 2D, TNETORRENG, X—=FAav ) r— FOARKIC

BT, BRMHEICBVT, TEAHIIZ T, /NS WEE D F 42 Th 5 Lt a2

BNTWD ZENRBIND, ZDEHIc, YravVr—hr=4r& TEA", Lit

ORI ORI EAER A CIT-6 FEf LD 7= O RIBATE I A E 2 K7z LT

HEZEZBND,

U EDFERD G, CIT-6 DG HAEM & LT, MBEISEGYM O 0.05

LiOH : 0.65 TEAOH : 0.03 Zn(CH3COO)2 + 2H20 : SiOz : 30 H20 OB HEIR % V>,

150°C., 4 HEDOKEEGREIEN Y Th 5,

©® e
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2—3—2 CIT6DXxZ7 27X VE—T a3y

0.05 LiOH : 0.65 TEAOH : 0.03 Zn(CHsCOO): - 2H20 : SiO2 : 30 H20 O HHIEA Y
25 150°C, 4 B TAR L7 CIT-6 IZ oW Tl &1t 7=,

TR ORERIL, Si/Zn=32, Si/Li=35. SI/TEA*=10.7 Th -7,

as-made V> 7L L BERLY L T IO T D SPXRD iR A X 3128 Lz, Z DGR
MNHH CIT-61E_X—FBDOEAT A N ThHH*BEAEEZ A L TWNWDH I LR T,

X412 CIT-6 L BATA FX_X—% (TN /U r—F) OTGAFREZR~LT-, €
AT A4 b R_R—=H1L In FEEIO 02 AIINOs)s + 9 Ho0 % [Rl U/ L TITWV,
REG RS BRI CIZ Lz, CIT-6 ‘B#0 5 O TEA*OHEKITH 600°CIZHBWTET L
TVLHDITK LT, BATA FR=F DA, K9 TOOCTET LTS, 2D &nn
HTEA*E YV av ) r— A EDOHAMERIIT A ) ) r— MEK LY b5V
ENDOND,

298i-MAS-NMR % H\\\ T Zn N _R— 2 HEEOFEHRNICH 5 Z & /8 L7, as-made
CIT-6 @ 298i-MAS-NMR #E B A X 5a IZ/R L72, -90ppm 7>5-105ppm DHIFHIZ IS0
T, BAROE—I7 PEMEICH LD TWD, 26O E—271F Q1 hH, Si(1Zn)
A MZIFE D 9, assmade CIT-6 ® NMR ® Z OfEHIKkD v — 7 (% 1H-2981
CP/MAS-NMR O FEZHWTHXBITHZ EIETERNPST, ZOJRKO—> L LT,
A T4 FAICH D TEADEL TVD EE X, HRT VE= 7 LKER TS 5
Z L2k, NH4*CTE I TEA* Z e S 7= o v 2Fi8 L=, TGA 546
ZOEIZE Y, BAT A MFALAND 656% D OSDA 23 frESiz, 29 LTHELILE
BT AZONT 2981 MA-NMR #HIE L7z, TOMEEKS5 blzRrLz, QWA b
B 5 WME Si(1Zn) Y A MTIRIE S 42 fEIkIZ-98ppm & -102ppm D 2 AR D B — 7 73 ELH
i, ZoH 7 %A 1H-2981 CPIMAS-NMR CofrL72& Z A, -98ppm B —7 1%
HHAVT, -102ppm B — 27 OABHER L THHI SN (K6), ZOFEEN S, -102ppm
=7 N QYA MIERTL2HDTHY ., -98ppm D — 7 M Si(1Zn) VA MZIFE S
NDHENRDNSTZ, ZOFRENG | Zn2) CIT-6 D'EMICEAIINTVND Z EPMRS
i,

NH4 "zt Va2 L C HALLE L, MBI L DA 4 BB EEZRT,
CIT-6 > 6 EHF A RIC L 0 A S E 72 VPI-8IZOW T b [FREIC A 4 v AR B A i~
T iR a2 TR LTe, CIT-6 DA A AR #1% 0.24mmol/g TH - 7= DIk L T,
VPI-8 X 0.02mmol/g &R T/NE o7z, AU VPI-8 @ Zn |E pinwheel unit O H
DNZHFET D720 B, LN DOA 4 EDRZER LIZ W=D ThDH EEZ LD,
ZAUZXF LT, CIT-6 X EHNICEAN SN In2Hl K-> TE UL T =4 U 703N
DOWAEWE EMASERNRFRETHD Z 2R LTV D,

BEpk CIT-6 Z HWT, v 7 ua~dHhroWEEE=lE Lz, koo, B47 4 b
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R—=HNZONTHITo 7Tz, fEREFK 8 IZ/R LTz, CIT-6 O #1X 0.16ml/g (2% L T,
AT A h_—%(30.22mlig TH 7=, CIT-6 B0 AE RIS VDL, Zn 2SFERK
MR C—EF R OMEE L oI HILERZ S SN TNATZD ThL LB bILD,
LML, ZORERNL S, BHEANO Zn A SBHIILNOGHY L H#ihcEx 5 Z L 2R
LTHEBY BT A bR Z A THOERIREE DA 2N 22 A SOS 72 &~ ] O 7l Hg
PEPRIBE S LD,

2—3—3 CIT6 OHEIZ & %5 OSDA frZ

1) AR K EIRALER & Si-CIT-6 DA AL

FRUCAR LIZ Z DT, W7 v =7 LOKEEIK T ass-made @ CIT-6 Z 445 Z & IT
X0, KD OSDA MREIND Z EBbholz, ZHUIK 4 O TGA RS 7L
VT —FBFTA MIHART, Yrav i hr— AT 4 DA OSDA LD
HHAERPNENWZ ERRERDO—DEFE 2 bild, £ 2T, CIT-6 DAL, WIEIC X
LI X U OSDA 3LV BRIF 2 D TIZ7e W in &35 2 Fix O 1E TR X 5 CIT-6
WBLZATV, 30N EBd T A MZOWTHT LT,

E’Fﬁz‘%7k‘2§«§f‘ 135°C. 2 HIEAH L7 DD TGA R AKX 7128 Lz, as-made @
CIT-6 OfER, €47 A hxX—% (TN /U — 1) @ assmade DA, [ UL
HEfR KIRTE T 135°C, 2 HIEALEE L 72 b DD TGA #ER LK 7 I2h b TORLTE,
as-made §h® 150 CLL EOEERE DT, CIT-6, ©4 T4 h_X—FX D& H5 18% T
Ho T, i S 47z CIT-6 (extracted CIT-6) (X 1.5%LL FTHV | 1FL& A ED OSDA

DERETE TV, ZHUZK LT, BATA bR_X—=FDEEIX 10%RETH Y, OSDA
DFREIL A0%FRRETH 72, ZOFER B . assmade @ CIT-6 H D OSDA XL
BTt s d L) Z &b oz, MENREZ 100CIZ L7568 b [Fkk7e
FERBF BT,
flix DM TO as-made CIT-6 725 D TEA 71 F 4 > DFREHFIZOWVWTER 9ITR LT,
FOIZIL, SVZn BNV, A F U BBAREIZOVWTHEDE TRL,

extracted CIT-6 @ XRD R4 X 8 |2/~ L7z, fHHIALEL 2 U 7-1% & *BEA 515 & #EFF
LCWDZ DR Sz, gl LT, assmade, JEpk%& D XRD #E R L X 8 iI2hH b
H TR L THh 5, extracted CIT-6 ® XRD 128\ T8 D7 o— K —27 D 22.5°
FMED Y ¥ —T =7 kT H58EL) assmade fnk W b RE<RoTHRY, £
14° fHEOE =275 2 KELRTHDN, ZTHLIFEEKMICBOTHRKRTSH Y |
OSDA NREINTWVAHZ EAERL TS,

CIT-6 @ as-made #h. BERAh. extracted fh @ 2981 MAS-NMR O#E R %K 9 1Z/R L
770 -105ppm D ¥ — 7 13 Q4TI E S5, -90ppm 7> 5-105ppm D ' — 7 1% Q3. Si(1Zn)
ZImB S b, BERGAL (0 9b) 13X assmade fhiZ & > 72-90ppm 7 H-95ppm D B — 77
2AER L. -95ppm 7> 5-105ppm @ B — 7 BEEE (I LTV D, ZiE, Zn BEIRT
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DOBERRIZE D . BT A4 MEBTINOBBEL, B4 74 MEBIOEMICBE L7
EEZBI, ZRICHED, MIALEESRA AV HBREENED LD, 2R LT,
extracted CIT-6 ([X]9¢c) DOFERIT, KESEipoTWD, Q¥ MELAND Q34
A MR SIAZ) VA FOFERIZIIE— 7 BB T, QA b b Yy — R EEEE O
E—Z 1R LT 5 (fitting 12 L 5 &, 6 FIEHICHOH L T\ 5, 728, *BEAD T
A MIIOFHETH D), ZDLIRANLT MLOFERIT, FIEGMSC, miRSM T Tl
FECHLALALERE L7 SiXR—FEBA T A4 FEFLIL TS 2022, Z DY 7 VD ILHESHT
DFEFRIT SI/Zn>2000 TH Y, A AU ZHWEFEREIFTE R Tholz, ZHUL, Z OfmHEIE
2LV, OSDA NprEEND LR, Zn b S, 512, HHWHFIZ, OSDA
RZIn DREIZIVAELDZTHA I R A RV T /) — VLT =— LS, R
(R DD T EEICEK R E 2T ) hOR—ZFIY 4T 4k Si-CIT-6
DELNTZFEERL TS, ZO X 51T LTI S 7z Si-CIT-6 IX K a7,
800°CLL LD IR TRERAIR 21T > CHEE TH Y . XRD 11T Hf5 AL EEITZ b L 72
Mol

2) KIRFER KIS & Zn BN RE 3552

F 9I1ZR LTz & 912, CIT-6 1% 60°C DIKIR T & FEER KA 2 W - fh R EIC L v |
ITEAEDOSDANRETE S, ZOHAEH ZnlTlT L A LI 15,2951 MAS-NMR
@ Bloch decay & 1H-298i CP/MAS D A7 kL% 60°C DEEEE /KA Chli L 7= CIT-6
EHHERT =T LK Z VT 80°C T L 72 CIT-6 (I2-2oW\W T K 10 TR LTz,
60°C DEFFE /KA T L7=% 7L 2981 MAS-NMR (X 10c¢) (%-100ppm 75
-105ppm (27 12— R —7 ZFf>, TiUd Zn DVERE S BEE L 7212 TX 72 Kz
BT 5 EE2HN5, TH2981 CP/IMAS OfEH (X 10d) 128\ T, -100ppm 5>
5-105ppm O E—Z7 B R L TWAHZ LD, ZOFEMO Y — 7 NWRMBIZHY T 25 Q3
A RN ThHDHZEERLTNWD, BIET T =7 LAKEKROUIEOBEIZHONTE 2 —
3—2TRL7ZLDIT, H-2981 CP/IMAS O#fEH (X 10b) 75, 2981 MAS-NMR (X
10a) M-98ppm D E'— 7 3 SI(1Zn)IZJF)E &4, -102ppm 23 Q3 V1 MIIFE S D,
Z 2T, Zn OENIREEIZ DWW THELET 5, -98ppm D B — 7 M 4 Ffd Zn(ZnT, X 11
aIZBEEE L TWD e LCEEAET D & BP O SiZn=59 L7 d, LRSWTNG
Si/Zn=32 THDHZ b K/ ® Zn 13 Zn®™ OIRFETIE/2 < X 11 @ Zn? DIKFE (Zn
1 2 8 Si-O-Zn #5A(-98ppm) & F5 6| Bipid 5 2 50 Si-OH(-102ppm)iE &2 A5 5)
ZhH D ERBEEIND, InTIX 2D A A ARWY A NEFFD, InP I3 A A &Y A R
BRI, — T, 2OV U TN DOA A U RER T 0.24mmol/g Th o7, b
OFERPOFET D L ZnP/ZnT™=3 LH#EJI S D, ZD X 512 CIT-6 @ Zn (XX 11 I
R LI 2HEOBNREEZ R L TWDH EE X LD, 12720, ZOHEIEIL, CIT-6
DIERIR PN K> TEILT D,
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2—3—4 CIT-6 ZHIBMRL L7-fix O_X—ZBL AT 4 FDERK
1) CIT-6 BiEMAIC L AFEA DR—ZHE 5 A4 FOAK

F 918 L7z & 912, CIT-6 1% 60°C DIKIR T & FEER KA 2 W - fh R EIC L v |
ZLAED OSDABRETE D, ZOHAS Zn iz A M5, LAl 60C
DOFERE KR THI L7z CIT-6 @ 208i MAS-NMR @ Bloch decay & 'H-2°Si CP/MAS
DFERTHLH, K5D e, d b, 60°CHIHED CIT-6 1%, 135 CHIH MDA & R
D.QILRBEINDLE—7 NEHIEND, 2L, 60°C & KR THiIH L7284 13, OSDA,
In NREINDDIXFERRTH D03, Zn BIKT T2 OWNEY T ) —VERZ O F 5%
LTWDHHEEZRLTWD, ZONEY T/ —VEEFIHT2HFICLY, Al B, Fe, Ti
LEOMDOEBIEF 2 N—FFHANICEATLZENARETHLEBEZHND,

2Tl Al ZEAH L7 CIT-6 OOV THRT, 60°CD extracted CIT-6 D K[
AT Al ZEAT S, HEET LI =7 L9 KD KIEIK & 60 Cextracted CIT-6
%Z CIT-6/fEEE T VX =7 L 9 KFnn//k=1/2/50 OEELTRA L, 80C, 1 HMLEE
ATV, Al Z_R—HBE~EAN LT, ZOH 7o 2981 MAS-NMR A7 kL[
12a (R L7z, ALBEAAFRIZ LV | LU -104 ppm O B — 27 BBUHI S L7z, Al 23VE &
ICAS>TWBEEAT A b_R—ZBER LD 2981 MAS-NMR 227 b L% (X 12¢ 1277 LTz
N, BAT7A b_"—F $-104 ppm (2 —7 ZFH | ZD-104 ppm O E— 7 1% Si(1AD
FARE QYA FOWGIZEESTIE—7 LIRBEINTVS 22, Zih D NMR Off
B, ZOX ) RBAEICL Y, Al 28 CIT-6 OBEENISEASNT-Z LR SR
%, 27Al MAS-NMR OfER b, B4 74 MEHENO 4 B0 Al IZIFRE S 415 52 ppm
DY —7 NEIZBH &, BRI Al O 8ENL Al IZIRE S5 0 ppm O E—7 [THT
DI LB SRR Do 12N S Al BR_R—F RO CIT-6 ‘BHNICEA SN Z &N
b, F£72. 60C extracted CIT-6 131 4 KK ENINN, Z D Al 2 HEHIZ
ALY 70 0.20 mmol/lg DA U REREZFFO, ZOMENS HLIKIETO
AP Z 0 Zn SFRESN T, EOXRMBERITHRAEIZ LD | Al BVEHENIZEA S
NT-Z & DNHERTE 72, 7B, AL ILFRT% D Al-CIT-6 @ Si/Al HideHBE T OFE RN S |
29 ThH-o7-, F£7-. assmade ® CIT-6 7»5., OSDA & Zn OFrEL . Al DE A% [FEF
AT 28Ik, ZoX 572 AI-CIT-6 #5752 & bAMEETH D, HARMIZIE,
as'made CIT-6 CHHfET VI =0 AGH OHIRKIERZ 1 © 2 DEEIL T 60°CHLLEET
HZEIZKVERTE D, ZOHEZ, BEREZITDRWZD, OSDA DU H A7 1d
AIHBIC 72 D,

2) Al &4 CIT-6 RillMRIC L DA OD_X—ZTILA+F 4 F DAL
Al NVEBHNIZH D CIT-6 &2, HBEKINEAWIZ Al JEENZ N2 T, KEEKRT 52 &
2L, BHEAKRTAZ ERAETH H, BARMIZIX, 0.05 LiOH : 0.65 TEAOH : 0.03
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Zn(CH3COO)z - 2H20 : 0.01 AIINO3)s - 9H20 : SiO2 : 30 H20 # HI&IRGH & LT,

CIT-6 DRk E [FAERIC, 150°C, 4 HEOKBGRIC KLV AR TE D, ZDO XD IREHE
A Al &4 CIT-6 ¢ CIT-6 & [FEkIZ OSDA. Zn O R[RETH 5, Al &4 CIT-6
% CIT-6 DA L [RERIC, 135 COFEKIEIR CRI Lo/ R AR IR LT, T
D Zn & 80%LL ED OSDA 23 krE 4L, AIFCIT-6 MG H L TWA Z bbb, Z0
7@ 27A1 MAS-NMR OfE R 13 4 BEA7 ALIZIRE 415 52 ppm B — 27 O A3 ELH]
i, £, 2oV 7o 298 MAS-NMR A2 ~ V%X 12b (2R L7z, ﬁ’i‘% Zn

CEET 5 L EZ BN 5100 ppm Pl EOFEICIZ Y — 27 3B SR otz -
ppm ZHLE LT o— Rt —7 38l &z, Zin oo —7 7ﬁ>§f£ )
HFoTTETEY, @V A Me SiIQADY A FEVAET WD EEX BN, FoocHk
SIHTOFERIL. assmade @ Al &4 CIT-6 i% Si/Zn=22, Si/Al=56 (Zxf LT, 135°C THh
H &7z AlI-CIT-6 1, Si/Zn>2000, Si/Al>57 ’C“Xboto B DORERNG, 135CO
FHLERIZ LY | Zn T BEERE I ND D, TFEAEEGFL WD Z Enbn
%, Z D 135°CD extracted Al-CIT-6 A ﬂ“/ﬁ&iﬁw % 0.04 mmol/lg & FEFIT/IHE
WV, ZHUE, AL TCWAD TEA I T4 U EIC Si-O-Al EMHAEEHA LTS 729HT
HoHEEZLND, TREOPOFERLE TGA OFERNL, AUTEA I 54 OV
1:0.8 TH Y, ZHOFRND b LFLOFRHEN S5, 135°C OHl HHALHL 2 £ [m]#k D ik
L720 . 150C L miRAEEZIT o720 R E B LN TEA I F A IXZNTH 2.5wt%
FEHRAF LTc, Lo T, 00 A F o RWMBENMERG S, BERERIENLE &
2%,

ZDOXE I LTHELNT 135C extracted Al-CIT-6 & i@ ﬁODAEJ‘Zji‘Yﬁ LB AT
A FR_—% D 2981 MAS-NMR A7 b L&D E(X 12b, o), BHAROEAF T A
h_R—% O QHEIE DO Y — 7 37 1 — K7D |Zx%f LT, 135C extracted Al-CIT-6 ® Q4
RO =27 13 BEOE— 7 IZ3H LD Z Enbhd, o, QA MEkOFE
BlZONT Y, 135C extracted Al-CIT-6 O F R FEEKRDEALT A F_X—% LV /)
EV, ZRHDOERO—>E LT, &R Té%m@ﬂ KBz EY, QYA
FOT ==V U TIRZEZOND, TOME, BHEOEAT A F_X—2 L0 bBUKAITH
HZERTRIND,

3) CIT-6 ZHiEMAL Li-fEx ODR—2HIEF5 4 N OWEEM

CIT-6 O RER L. 135°C D extracted CIT-6, ¥4 T 4 b_X—Z D7 a~FH o D
EEIT. TN 0.16, 0.19, 0.22cclg TH o7z,

CIT-6 DBERL AL, 135°C D extracted CIT-6 D /KRG B LR OB ERE R 2 13 12
RLUTZ, TR HBHBLO X D12, 135°CD extracted CIT-6 X & b TE/AKKITH 5
ZENbnd, ZhuE, 281 MAS-NMR 27 DK 9c DFERNL L hbHTE X
%L CIT-6 HABRIZ LY . BEICKRMBPIEFITD RO E WK EE © D Si-X—
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ZICEBINDZ LR LTS, — I, B4 T4 F_X—% X TEAOH % OSDA &
L CKREAE KT 55613, Si02/A1:0s tbd 250 O HDIFAKT 2 ONE LV, OSDA
% 4,4-trimethylenebis(N-methyl, N-benzyl-piperidinium) hydroxide &4 % Z &1C
O a7V IDOR=FZMEFTT A e GRTHIENTESL, LNL, 2D OSDA
FIIEFICEMTHY . FRBERC L > TTLLRETHZ L3 TER, SHIT, Bk
LT SirX—F%21G5KZ, OSDA [REHKTELLORBENTE 5, 14 |2
4,4’-trimethylenebis(N-methyl, N-benzyl-piperidinium) hydroxide 2 OSDA & L TH&
B L7z Si-X— & @ 2981 MAS-NMR A7 V&R L7z, -102ppm T2 KX 72 Q34
A FOE—7 BB, RGN N2 Enbing, £, 151220 OSDAIZX 5
Si-_—# ® as-made, 550°CHERLM. 800CHEMM D XRD fER A R LTz, Zhinbb
FEHRBERIZ X U | FERMENME T L TWD Z e bnd, TNHRENRZNTEHEELD
N5, Ziuzx L <, mii L7z & 912, 135C?D extracted CIT-6 X Q341 FDOE—7
DBl T, KEa D7, —Fh, BUKIR Si-_X— X X F 2 KEA RIS &
HIEZEDEKRTHZENTE D 29 HF KED F 2 WD ARFIETTEN 2 I
BWTHERERLAT =T v 7OMERENRH Y | 715 0NTBKIZR Si-_—Z X
BI 7o LHBHRENE WD GBI EIZEHKATTL %,

135°C D extracted CIT-6, 4,4-trimethylenebis(N-methyl, N-benzyl-piperidinium)
hydroxide Z OSDA & L CAK L7 Si-_X—% | FIEIZ L D Si-_X—F OKAKR WA S
BAROFERZX 16 ([T L1z, 20 b b extracted CIT-6 & F 5 Si-~— & 3 I 1B
KB TH D DIZHk L T, 4,4-trimethylenebis(N-methyl, N-benzyl-piperidinium)
hydroxide Z OSDA & L CHRK L7z Si-_"—Z [T KRN L\ T2 DIZR0RBUKIIZ 72> T
WL ZENRDLND,

Z® CIT-6 Z#FIH LTz Bk — 2 BB AT A s DGR IT LT HF KRS 246 837,
OSDA HEMXOAIEEMENH Y | FIBRN/NSWEL T A FEONHE VNI HT, LV
FHThDEEZOLND,

1312 Al EH D CIT-6 DKRAKWAEERMZ R LT, 60°CD extracted CIT-6 |Z
Al ZH%WEIZ L VIEA L Al-CIT-6(K 13c). Al &4F CIT-6 % 135°CTHI L7z
extracted Al-CIT-6([X 13d), % OKEGIZ L HEAF T A b _X—Z (K 18D DFEFR %
RLTHD, Zhhnb, BHEOELT A F_X—H 2T, 60°CD extracted CIT-6 |2
Al Z %R L W E A L7 AI-CIT-6 O NBKFITH Y . Al &4 CIT-6 % 135°C Tl
i L7z extracted AI-CIT-6 28 X W BUKHICTHH Z EBxbhrolz, ZO X512, CIT6 %
AIBRIE E 2 Z L2k 0 fx DWAERNZF > Te_X—2 TV )2 ) r— AT
A MBI FRETH D Z bbb, £o. ZOHEX AL DS OMO~T v JFFIZ
HWHAEETH Y, CIT-6 2Ofix OWEDORX—FBA X0 r— FOERNBARETH
Do
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2—4 Fi

CIT-6 L4fHF7-HLnwW_—FRI as ) r— P F T4 FOBARICHL LT,
CIT-6 /X TEAOH % OSDA & L., LiOH Z7 /v V& EJ E L THW, Zn & T
WIRDOHRIEAM NS G TE D, CIT-6 1% VPI-8 A ki e o kP Chbdib 95,
CIT-6 OEMBEFING, HBREHME L TE, Li & Zn BMETHY . ZOREIZIT
CIT-6 AR D 7= @ critical 7RFEIRAH 5, ET-HBIEREMZEIRIKETHZ LNE
HTHD, CIT-6 TR THRISRHEPICHEBRRBRICOIZV LETHY | MIETOE
PSR TIE, HERAY I < VPI-8 ~ii#id 2%,

CIT-6 IZBW\W T, Zn WEENIZEAIILTWD Z &% 2951 MAS-NMR # W5 Z &
WXV LM LT, CIT-6 13 FHO Zn NEE LM TX DO TOEL T4 N ThH
Do

CIT-6 IXFEFEA KA K DM KA CUEET 5 Z LI12X VW, OSDARZn e &%
KOCHHT 22N TED, ZOMEZRM LT, flix OX—=2BLFF 4 M EHk
THZENTED, ZNFETRLTET CIT-6 DR EFIHT 2FIC K D84 2MEE D
R=FWLH T A FOERIZHOWNTIK 1T I2F & ®H7-, as-made CIT-6 [ZHFZ 2 KD
FEFITD I E WA EZ B LT SI-CIT-6 [ SN, ZOFEEZFAHALT, Al
A LT CIT-6 b2 OB FIEIZ LY | WAEFMERER T2 BF T4 M3 fGEbN 5, 2
B ORI CIT-6 ZRiER AL 425 2 L1k v flix D~FT uEF 28445 _— &Rl
BATA MREKRTEDLZEERLTNS,
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Intensity (a.u.)

(a) 3d

26 (degree)

BJ2. XRD patterns of solids collected after heating a reaction mixture composed of

0.05LiOH:0.55TEAOH:0.03Zn(CH3C0O0), - H,0:Si0,:30H,0 statically at 150°C

(a) 3days, (b)5days, (c)7days.
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X3

SPXRD patterns for: (a) as-made, (b) calcined CIT-6 prepared by heating a
reaction mixture composed of

0.05 LiOH : 0.65 TEAOH : 0.03 Zn(CH,C00),*2H,0 : SiO, : 30H,0

statically at 150 °C for 4 days. The calcined sample is prepared by heating
the as-made sample in air to 540 °C within 6 h and maintaining at this
temperature for 6 h.
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X4

TGA patterns for: (a) CIT-6 prepared by heating a reaction mixture composed of

0.05 LiOH : 0.65 TEAOH : 0.03 Zn(CH;C0O0),*2H,0 : SiO, : 30H,0

statically at 150 °C for 4 days, and (b) zeolite beta prepared by heating a
reaction mixture composed of 0.05 LiOH : 0.65 TEAOH : 0.03 Al(NO;);*9H,0 :
SiO, : 30H,0 statically at 150 °C for 4 days.

30



/
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ppm

5
295i MAS-NMR spectra for: (a) as-made CIT-6 and (b) CIT-6 obtained by
exchanging TEA* in the CIT-6 with NH,*
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El7 TGA patterns for (a) as-made CIT-6, (b) extracted CIT-6,
(c) as-made zeolite beta, and (d) extracted zeolite beta.
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Intensity (a.u.)

(b)

10 20 30 40 50
2 theta / degree

E8 X-ray poeder patterns for (a) as-made, (b) calcined, and
(c) extracted at 135°C CIT-6
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X9
236§ MAS-NMR spectra for CIT-6 (a) as-made,

(b) calcined, (c) extracted with acetic acid at 135°C.
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(b)

(a)

L L l L L

-70 -80 -90 -100

E10

29Si MASNMR spectra for CIT-6 extracted with NH,NO; aq.

llll|||Ili|llll]l1‘lil]1lll’1

-110 -120

-130 -140
ppm

Solution at 80 °C (a) Bloch decay, (b) *H-29Si CP, and
CIT-6 extracted by acetic adic at 60 °C (c) Bloch decay,

(d) H-29Si CP.
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(a) 7N\

+4H,0 } “4H,0

Si\ /Si

0O O
(b) N/
zn ( ”20 )2

OH HO

r4 N + 2 M(OH)

Si Si

Bd11 Structure of zinc coordination

Zn'

ZnP
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(a)

wn |11 T T 1

-90 -100 -110 -120

12
235i MAS NMR spectra for Al-containing materials; (a) CIT-6 treated

with AI(NO;);*9H,0 aq. after the extraction at 60 °C; (b) Al-containing
CIT-6 extracted with acetic acid solution at 135°Cfor 2 days:
(c) calcined zeolite beta.
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H3HE AVER—FTAVYDEFEE LTR_X—F2WRELF T 4 NOERK

3—1 WEROHER

BATA FOMBBISREY & LTI @FIZ Y DI ART TN T 7 ALY iy
WEAZA bV Y BERE LTHWSEND, £ LT OSDA 72 & DDk & Hi#5%
Z&k, BH—bsEDHZ LIk, KEOHBINEED 2RSS, B4 T4 NI
OSDA L7V /v U r— FEEDKBEGHROBIE TG L, B4 T4 FAERLT
WL EBZ BN, HBSUSRAEWE LT, X0 USEDRE WY AR Z D Z
CITE Y BRI, ZIUTHES BB A T A4 S OBRD RN D D TIE7R
WrEFEZT, ZZ T, EOVRIGHEREWEB X ONDA Y R—F ALY ET U AR
ELTHWAZ EIZEY, FiHARBERNECLWREER DD EEZEX T, ZhHIZONT
DWFFEEATH Z B E LT,

Mobil #ED#FFEE 1T X - T, MCM-41(hexagonal)X> MCM-48(cubic)7s & M41S &
LT NI —HDO A YR =T AV ARREINRE S 12, Zhb OWEIL,
1.5-10 nm DEFEOHHHO —EDMILEZ AT 25 S DT, Hax DR ETEEA 2 A IS
JHHEH| (Organic Structure Directing Agent, OSDA) & L THWA Z LIck ARk
N5, ~TFuaEFLELTH, AV, BY, Ga?, Tivs?, V89, Zr® Feld Mnl?, Snld,
Zn¥W, Cu®, NbWR LA EHTHAVR—FT ALY IRERINTND,

MCM-41 DY) A ERERDIE, RFTZ2MEE LG OBLRN D, KifPEDE L F 2
T =T LWV) IVIEITEALT 7 ALY BIPTND 008 TELT 7 ALY L
TR DFHAEA LTS, BlxIE, MCM-41 [I—EDOKRZIDOA VLA LTk
D, EROBEDIRE ST 10A L/hE < BUKIN R A MERER 7T 10,

M41S 2 U —=REDA Y R—=F ALV APET L mEHEE, B R~T vJfiF OB,
RNV — MR END TRINDUSHEDO®m S 72 EOMWEING, 2D A VIR
— T ALY DIIRERIEDO AT A FMEKDT- O DFIEHMAIZ /22 D TIH2n e BT,
RETIE, AYR=F ALY IPRERELATA FOBHTNbERRIEL 72D 2 &2
HF D, BT, R=2RIL AT A FERIZOWT, ZOFEOEHEIT-> 25 AIC oW
TRLHT %,

TNV r— b DRX=FRLEFTA N ThDH, BLTA M_N—FTTTICEE L
FRAbEShTEY 19, FEHORHENGE L THAS RSN TS 18, —fiz,
— 2L AT A4 FOKEEGKTIE, AP RdbICEZERER AR LTHY, BHE
TEAOH % OSDA & L CTHW=H4 ., Si02/A120s tkAS 250 UL LD ~_X— BB A4 F 1 |k
DOERITE S TRy 19, OSDA % 4,4-trimethylenebis(N-methyl,
N-benzyl-piperidinium) hydroxide &35 Z &1LV, B a7 v U ORX—ZHEL 4
TA MO THIENTE S 2020, KETIZINOLDHEKRIZOWTHITo T,
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3—2 ZEBRHIE
3—2—1 RAYER—=FTAVYTDOARK
1) Si-MCM-41

Si-MCM-41 12 3CHk 16 # 5 & 18 L1z, & Z TiX Si-1-MCM-41 &+ 5, iR
72 B R IEIL. 29 wt.%NH4OH KigiE (EM ft) 2.4g % 29 wt.%~F ¥ 7 v K~V
AFNT =T AT 0T A RKER(CieTMACL KigiK) (Pfaltz and Bauer £t) 26.4g
Mz 7z, ZOWRIZ, 232 OT M T AF LT »E=0U A5 K (TMAOH -
5H20)(Aldrich), 20g DF FF AF LT o E=7 LY r— FKERKR(L0 wt.% SiOz.
TMA/Si=0.5)(Sachem t1). 4.5g ® fumed VU %1 (Cab-0-Sil M-5)(Cabot #) % il . TH
L7z, 29 LTCTCELHBBEWOMEITLL T TH 5,

SiOz2 @ 0.11 (C16TMA)20 : 0.13 (TMA)20 : 0.09 (NH4)20 : 0.11 HCI :19.3 H20
CONREEMET 7a NS E DA — F 7 L—T AR, FRESMETT 140C, 3

HEE. INEA U 7z, AERIEW s IR K 0 | B L, KIEHER% . B8 7T 2 AW 2R
ET 572550 CE TR THIE L. TDE F 6REREIRRFT 5 Z LIC X W BER L C,
Si-1-MCM-41 Z157-,

Si-MCM-41 1330k 2 2B L TH A LTz, 2 2Tl Si-2-MCM-41 & 37 %,
BRI B TIEIZLL T O Th b, 1.2g DEMEE (Fisher ) % 20g ® Na >V
47— 1(10.8 wt.% Na20, 27.0 wt.% SiOz, 62.2 wt.% H20)(Aldrich #) & 42.8g DK%
AOETRAEMICTHET Lz, WIZ, 16.8g DAFHTF LN RN AF AT v E=T LT 0
~A F (C16TMABr) (Aldrich #)% 50.3g O/KICIEM S T-IBEWE2 N A T, 2 B
PR L7c, 29 LTCTERHBBEWOMEIZLL T CTH 5,

SiOz : 0.26 (C16TMA)20 : 0.39 Na20 : 0.14 H2SO4 : 0.51 HBr :62.5 H20
CONREEMET 7a NS E DA — F 7 L—T AR, FRESMETT 1201C, 3

HIE, INEA U7z, AERIEWe s eI K 0 | B L, KIEHER% . B8 7 2 AW 2R
T 572550 CE TR CTHIE L. TDE F 6T 52 LIC X W BER L T,
Si-2-MCM-41 Z157-,

MCM-41 OHIFLICHITE S =AW oW T, BERRLISMC, 1M HClL Y =Fv
T—7 )WIEHE (Aldrich ) 2 as-made > 7 /& FEK IKOIREEEIES % 300ml/g
& LT SR LTz 1022,

2) Si-MCM-48

Si-MCM-48 |33k 14 #BEICAK Lc, BRI EMRTEILLTO®EY TH 5,
0.8g ® NaOH (Aldrich ) % 44g O/KIZIEfE S W72, WIZ, 8.89g ® C16TMABr %
Mz T, %I, 833 OF FT T +Fv 27 (TEOS)EMAT-, ZDRAWE=EIR
T2HFMHHE L2, 29 LCCEHBRAMOMRIILL T TH D,
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S102 1 0.61 Ci6TMABYr: 0.5 Na20 : 60 H20 : 4EtOH

ZORISREWET 7a  NESE 04— 7 L—TI0A R, BESMET 105C, 3
A, B U 7o, AR ITEEIC X0, B L, KIEHE% ., 587 5 A4k
EFT 57202550 CE TR THIBE L. D F £ 6 IR EFT 2 Z LI XV BERR L T,
Si-MCM-48 % 157-,

3) ~NTRIETFERAYR—=TA U

Al 5 MCM-41 1L3CHk 16 2B IZAR LT, HARM R AR 0TEITLLFO@EY Th
%, 29 wt.%NH.OH /K&K 2.4g % 29 wt.% Ci16TMAC] /KIE#E 26.4g 12Nz 72, ZOD
Wiz, 0.37g DTNV BT R U 7 A(54 wt.% AlOs, 41 wt.% Na:0, 5 wt.%
H:0)(Riedel-deHaen #)Z % . & 5i2 2.3g ® TMAOH - 5H:0, 20g 7 kT A F
NT = L) r— hKEERA0 wt.% SiO2. TMA/Si=0.5). 4.5g @ fumed > U %
EMATHALEZ, 25 LTTEREHBRAYOMBIILLFTH D,

SiO: : 0.02A1:05 : 0.02 Naz0 : 0.11 (C16TMA)20 : 0.13 (TMA)20 : 0.09 (NH4)20 : 0.22
HC1:19.3 H20

ZORISREWET 7a NESE DA — 7 L—T AR, BESMET 185C, 3
A, IEAL 72, [, JK¥E, BERREF DRI, Si-MCM-41 & FIERIZIT > 72,

B & MCM-41133CHk 3 22 B2 AR LTz, BRI AR FO®@Y Th 5,
1g ® fumed > U 1% 6.4g DK ERE L, 10 piRE I H721%. 3.3g ® CisTMABr %
21.7g DKDEfRI IR EMZ T2, ZOREWME S 52 10 pEHEBIREA L, 22
12, 29 DT R AF AT =T AV r— FKEKA0 wt.% Si0z2, TMA/Si=0.5)
& 1.4g ® Na vV & — 1 (10.8 wt.% Na20,27.0 wt.% SiO2,62.2 wt.% H20) %Il . 7=,
fE N T, 0.034g @ H3BOs (JT-Baker #1:) ZMx T, & 51230 wMRGE#HT 2, 2
9 LT TELHBIBEYOMEIILL T TH 5,

S102 : 0.02 HsBOs : 0.16 Ci6TMABr: 0.085 Naz20 : 63 H20

CONREEYET 7a NS E DA — ~ 7 L—T AR, FRESMETT 100C, 1
HE. INEA U 7z, ARSI s IS K0 | B L, KIEHER% . B8 T 2 AW 2R
ETHDICEFFHKT 500CE T ORI THIE L, O X £ 2 FFHRFFL, £ D%
Do Y LEBIEHAZEZERUTYIY B2 TE HIZ 4 KFH, 500°C A& #ER: L THERR L7,

Ti EHAYR=FT AU BT 7T 2B BIZER LT, BERRERITIEIZLL T O
WY THD, WK A% 6.24g ® TEOS & 0.17g DT T A4 Y T E)A /N N F X F—
NMTIPOT)(Aldrich 1) & 9g =% 7 —/L (EM ft) & 1.8g DA YV Fm /LT /L a— L

(IPA) (EM ) #RETHZ LICL o TR LTz, W B % 1.5g D KT L7 I v

(C12A) (Aldrich #1) & 0.6ml @ 1IN-HCl K& (JT-Baker) & 19g DK ZRAGTH 2 &
ICE S, WRB 2 LB ESERRL, MR A 2P->< 0 EIIX T, HEIERS
WaSTz, 29 LT TELEHBIRBEWOMEIZLL T TH 5,
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SiO:z : 0.02 TiO2 : 0.27 C12A: 0.02 HC1 : 36 H20 : 10.5EtOH : 1.08IPA
ZORISIRAYERIR T 12 BRI EZH T 5 Z I X 0 A &5, B, Kk,
BERk S5 DALY, Si-MCM-41 & [FEEIC T 72,

VEBAYR—T AL BIXICHEK 9 2B F AR LTz, BRR 26 7 EIZBL T o
D Th DA% 6.24g D TEOS & 0.16g DT TEF LT hx— b (Aldrich
H)e 9g D& ) — b 1.8g DAY Fub AT a— (EM ) 2EETHZ LI
Ko TERR LT=, W B % 1.5g ® C12A & 0.6ml @ 1IN-HCl /KigiK & 19g DK EIRES
THZELIZEVE, WKRBZH LIRS ERNRL, WRAZP- D IR T,
HRIREEYE ST, 29 LTCTEIZHBIEEWOMAITLLFTH 5,

Si0z : 0.02 VO(acac)z : 0.27 C12A: 0.02 HC1 : 36 H20 : 10.5EtOH : 1.08IPA
ZORISIRAEWERIR T 12 B EZH T 5 Z LI X 0 A &S, B, Kk,
BEk S5 D% AELIX, Si-MCM-41 & [FEEIC T > 72,

Zr G A Y R—=F 2V DI 10 ZBBITERR LTz, BRI A RRIFIEIZLL T O
WY THD, IBIRA % 10.42g ® TEOS & 0.47g DY v a= A7 aRF L F(70 wt.%
1-7' v /) — VIR (Aldrich ) Z1REGT 5 Z LIC L > TER L 72, IR B % 4g DA
JHEFUNT I CisA & 15g DT H ) — )L & 2Tg DKEIRETHZ LI L 0iE, I&
B EZB L RIS TS, WHAZP-L< Y 2N T, HREMERT-, 29
L CTETHRBREYWOMEKIZLLF TH 5,

Si02: 0.02 ZrO2 : 0.3 C1sA: 30 H20 : 10.5 EtOH : 2.5 PrOH
ZORISIRGWERIR T 12 BRI EZH T 5 Z LI X 0 A 25T, B, Kk,
BERk S5 DAL, Si-MCM-41 & [FEEIC T 72,

In GHAYR—T A2 Y FIECHK 14 2B BIZERK LT, BIR A OTIEIZEL T O
WY ThbH, 0.18g OEEEHEN 2 KF1# (Zn(OAc): - 2H20) (Fisher #1:) & 0.8g @
NaOH (Aldrich t5) % 44g O/KIZEME 7=, WIZ, 8.89g @ CisTMABr =/l z2 T,
%I, 8.33¢ D TEOS Mz 7o, ZDIRAEMAZER T 2RI LI, 25 L TTE
T HRIBEA M OMEIILL FTH D,

SiOz : 0.02 Zn(OAc)2 - 2H20 : 0.61 C1¢TMABr: 0.5 Na20 : 60 H20 : 4EtOH
ZORISREWET 7a  NESEOA— 7 L—T AR, BESMET 105C, 3
A, IEVL 72, [, JK¥E, BERREF DORALEIT, Si-MCM-41 & FIERIZIT > 72,

3—2—2 R—FHRYETA FOAEKK

Bk L2 A Y R—=F A2 U B %35 wt.% 7 h T ZF LT =L RrFd K
Wik (TEAOHaq) (Aldrich #h) &R SE, ZHE=RRCHESEZ, Z5LCT
XT-MEKEET 7 AfEHOXOA— NI L—T AL T, A—7 TR L., B51
AR B K TE, BIR TR Lz, MILNOEEM EZRET D201, BREIT-o 72,
ZOMOFHIIRETEE LT, BERKEIROLIRIZ X D 21T o7 29,
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BIREY 22058 LTI T O X 5 2 FIETIT- 72, 0.1g OREK LI A VY R—F Ay
U 7% 0.3g @ 35 wt.% TEAOHaq.(TEAOH/Si=0.4)\Z &2 S8 =R T 12h #E L 7=,
ZHUZ £V H20/Si02 DENVIT 1.5 Ll otz, ZOMEKEA— 7 L—T7 T 150C,
1IEBMENL 7o, R 2 KYE, §olite, 255 F T H50CE T 6 R THIRL., T F
F 6 FFEREF L ChERR L=, fHBREOSE AL, 0.1g @ as-made $ > 7 /L % 6ml DO
L 10ml OKRZRE LIRS Z, A— 7 L—7HT 1835C, 2 HRQLET 5 Z
& TiTo 77,

3—2—3 ot

ok XGIElHT (X-ray poeder diffraction, XRD) [FiEIAZER THEIZ LT Ge Fr g
% %2 7= Scintag XDS 2000 diffractometer 2LV CuKa##(1=1.54184A)%
TATo 7,

A 2701 (Thermogravimetric analyses, TGA) 1% Dupont 951 thermogravimetric
analyzer # W\ TiTo 72, o7 MIZER T, 10°C/ o OF B THEEZIT- T2,

E AR NMR 1 EARHIEH O high power amplifiers 73 2 54172 Bruker AM 300
spectrometer Z W\ CTiTo7z, Fo 7 Tmm OV /va=7a—X—|lFED, v
v 7T 7 (MAS) Tl SHE THIE L, AT 4kHz TiTo 72,
298i(59.63MHz)NMR A7 kL% 90°C pulse width of 5-6 us. U 1 7 /L delay 60s
TiT» 72, H-2°Si CP-MAS A7 [ /L(1H-29Si cross-polarization (CP) ) | contact
time 2ms TiT-o72, 56472 A7 hLiX Gaussian line TV a2 bL—3 3 V&1(T5
72 27A1 MA-NMR (78.2 MHz) AX7 /LIX spinning rate % 12kHz |2 L CTfT > 72, &
YR L LTI, IM OIE 7T VI =7 LKEERZ V-, 1B MAS-NMR(96.3MHz)
A7 b VT spinning rate & 12kHz (2 L TT o 72, BHERE & L Tl BF3- (C2Hs)20
Tz,

TCESHTIE ICP-MS % Galbraith Laboratories (Knoxville, TN, USA)IZEB W\ TI{T-
720 KRFRZOW AR H1T McBain-Bakr balance % iV C, 25°C T3 L7z, HIED
ATALERE LT, 350°CC b MpfH], HZ2 F Chzig L7, LS UV-Vis A7 R LIEIE
BCHH @ Cary 3G UV-Vis  spectrometer % WV T1T7->72, ESRHIEIL, 77K IZF
VT JEOL-2X spectrometer(X-band) % VN TIT - 72,

3—3 HMREBE

3—3—1 Si-MCM 60D Si-_N—ZHPHF 1 s DR

IR 72 fumed > U &2 U BEEHE L7286 O Si-1-MCM-41 @ as-made
EBEREL D XRD &R LTz, ZOFERN D, assmade ¥ 7 /LT 43 3 AV E— 7 &
AL, 250, 21.5, 162AICFHNWE—I 2 /T L2 b, ZhbD450E—7
(X, ~F Y T VBN T-(a = 48.TA) THREUT I S 5. BERLY 701 86.8, 21.3,
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184, 14.1AI24 RO —7 ZFh, ~FH I FIVENE T-(a = 42.5 ) THREMIT &
N5, BTV A ZDOBERKIZ K D/ M OW IR EOME @ Y Th 5 210,

¥ 2(@)IZBERL Si-1-MCM-41 |Z TEAOH % &2 SEMEAT 5 Z LI X W b4k
YD XRD N"E—r %R LT, ZO/RERED, Mmooy Si-_X—4BEAZ A )
AL TWDZ ERbMND, £ 113X Si-MCM-41 %> U BJFEE LIZ5A Offi~ D44t
IZBWTOARIERICONWTRLE, Si-_X—2WE 4T 1 MIFER. H DV
LIV AEEYMERE LT Si-22-MCM-41 O b EKAIRETH D Z L35, Na' %
TEAOH (2N L7286, Si_—2BY 4T 4 SO, TIML TWaWgEAIZk
NTEMNoTz, YU BFEEE LT, fumed vV B2 HW=5HE, Si-X—4REA4 T 4
MIFELNT, TEALTZ 7 ALNMEGEONRN-T-, ZOHEE, 7282 Narz2 L <
HLTENT 7 AThoTz, W OKOEMH0/S1=20)% A THIEIRG Y % 75 LK E
BAREAT O — R ERTIETIER, FRRICTEL T 7 ZALMG NPT,

Si-MCM-48 %> VU #J5kEtE LC TEAOH 2 &R SETCHKRLEHA D Si-_—x 7l
YA TA MBS, BERR L7Z Si-2-MCM-48 & Zh &AW CTAK Lz Si-_— &7l
BAFA4 FD XRD RFZ—rE2ZRENH 3@), 4@ICF LTz, b DRERNG,
MCM-41, 5 MEIMCM-48 DL 52 A VY R—F 22U %) BJFEEE L, TEAOH
EERSETMAT LI LICLY ., BEOKAEHREMETITAKTE 22, Si—X
MLHTA NEBRTEDIEN o olz, F20 SI-R_X—F BB F T A4 N ~Diiif
I Na'lck W RESN D,

TEAOH % &2 &85 Kk & 135Ic, MCM-41 (2 TEAOH % EfikaE SE Ty U h
JFEE LTHWD HikbiTo 7z, BRI, LFO X 91217 -> 7, 0.16g DRERK
Si-MCM-41 % 4.5g @ 3.3 wt.%® TEAOH /KA z ., 1 FE=E CHAE L, Bk
Zlgim, =R T 12 Wi, R L7z, uESTOR RN W% OB RIL TEA/ST O
EAHIZ0.1 Thoto, TOMEE 150°CL #HEA— N7 L—THTMA L=, DR
B, BRRIEERRRIC, SIRN—2 R F T4 RGO, Sl SitR—F AR AT
A4 +® TEA/Si Vb 0.1 Tholz,

Si-MCM-41 Z> U hJEEE LTAR LT SiR_—4BEF T4~ (5%, Si-Beta
(MCM) & &5 4,) D as-made ® 2981 MAS-NMR O#5 5% X 52~ LTz, £72.
Le#e D72, 4,4-trimethylenebis(N-methyl, N-benzyl-piperidinium) hydroxide %
OSDA & LTHK LTz Si-_—ZBIE4F A h 202D (5%, Si-Beta (R) LF9,) @
as-made ® 2981 MAS-NMR O #ER %X 5(bIZ/R L7z, WHFDOFERE S, -110ppm 1T
OE—2713 QYA MIIFES 4L, -100ppm O E—271% Q34 MIREIND,
2ODANY MV ELEET S L, Si-BetaOMCM)® Q313 Si-Beta (R) XV HIEHF 1T/
SN ERDNDH, Si-Beta (MCM) D34, NMR AX7 kL% deconvolution L T
FHRET S L. QUQS+QYDHERIT 0.17 720 TGA MIEOERMLFHE SN D N/SI
DENIL 011 THoTz, ZHUIx LT, Si-Beta(R) DA, NMR A7 kL
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deconvolution L CEFH T % &, QQ3+QYD LT 0.43 L 720 . TGA HIE DFEFH
LEFE EN D N/SI OF/NLHIL0.09 Thotz, 2D QH A FD SilZxfd25 NOD
VN HEA TE, Si-Beta(MCM) & Si-Beta(R)?D Q3N Lbix, =i 1.5 & 4.8 T
bolz, TNHDOMPEIZONTIFR2IZE LD, Q3 VA MIKO LI IZHEIND
24)
(@Si—OXKM(vaxv I N—"7) B4 T A4 NHOATF A% L THlifE (compensate)
T2,
O)SIOH 7' Vv —TF (T ) — VT —7) : Si—0—Si fEA OMK S L 0 Akd 5,
()SIOH 7' /v—7 : A BB REIR 22 BTz SiIic kv AT 5,
(d)SiIOH 7' /v—7 : i/ EE O SiOH,
Si-Beta(MCM)®D Q3/N D IHIIIEFIT/I SV, Flz X, BHOT N7 7rELT U E
=7t Frfxv K (TPAOH) % OSDA & L CTAK 472 Si-MFI @ Q3/N fEi% 4 C
bHn W, SI-N—FBELFT A NOGE, MAND TEA " ITFF L OF ¥ —T %7
AZHDLEHIT, BT, o0V EEALILENSH DL, ZOFRLD,
Si-BetaMCM)DHE ., 1ZEALED Q3 IZL X I N—TFThHY, ¥ T ) —)L 7 )L—
TN DIZR LT, Si-Beta (R) 1XN/Si=4.8 THHZ &b, ¥ T/ — LT N—
TNHFIZEZNE N ZENDND,

as-made @ Si-Beta®MCM)?® TGA fER %X 6@~ L7-, £7-. Si-Beta (R) @
TGA FER O 7- 9K 6(b)IZ7~ L 7=, Si-Beta (MCM) 7> 5 ® OSDA D iiffi% 400°C
LIFTH T LTWD2, Si-BetaR) DA 1E 700CE TOMBALETHSH, DO &
75 Si-Beta (MCM) @ TEAT IR ZIZHRETE S EE2 65, H2E TR
L7zkoic, =Moo av ) r— R EB4T7 14 FThD CIT-6 DHFLND TEA+H HE
B KIIRIC K-> CRGICHM S D 29, 22T, [AEkIC, Si-Beta (MCM) (22T
 WERR KR T 135°C, 2 A, fHAEE%E Lz, K62 DX 512 L TH LIl
H Si-BetaMCM)® TGA fERZR LT-, ZOFERNS, BEEBAIX0.5%LLFTHD
as-made @ Si-BetaMMCM)2> 5 HEE/KIEIEIZ LD . BEIZ OSDA NFRETEHZ &0
Lol

OSDA 723 &#17= Si-Beta (MCM) @ XRD /R¥Z — %X 2T R LT=, & DOk
R Si-Beta (MCM) ¢ *BEA fEOfEMEE TP 5 Z &< fRFLTWVWD 2
ENRDMND, Fiz, 225 fHEOY v —T R —71x7T 5 8 D7 r— R7pe—
7 OEEPHHIC L VML, 14° HEOE—27 N2 DI EN TS Z L Rbnd,
I OEILIIHERR S EFRETH Y . OSDA NBRESNTNWEZ L E/RLTND,

Si-Beta (MCM) D epkih, HEREKIETRIC X 2 HhH T, Si-Beta (R) D BEA. Si-Beta

(R) BERkdh 2 [FIRR IS WEBR KR CINEVLER 29T - 72 v 7 Uz DWW T, KRR DO
SRR ANIE Uiz, #REK TIORLEZ, ZOfEREND, Si-Beta (MCM) O 51T
FEFIZHAKITHD LWV T enbhd, X, Si-Beta (MCM) Ak A
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B 2E TR LI CIT-6 D 200 FIEIZ LD ARk L7 Si-_X—F B 4T 1 | LA
FRICRKGRIEFIZ D72 N2 2R LTS, 2O Z &%, Si-Beta (MCM) @ TEA*%
FAL L Q3 VA MORAREFRE R LTS, T72b5, Si-Beta (MCM) @ TEA*
NFALDOF v =V NRT AT Hax v 7V —7 3R G A E P T =—
VT EN, TORER, LB Sz Si-Beta (MCM) 13K [fa D/ 22N FEFH I BRK Y
REFTA NeTeD, DX ST Q3 VA FOEEIT TEAT U OHEHY TILBIHl =
T, TEATICHFARBIR Th D,

3—3—2 ~TupTaAN—FRLrT A FOEHK

AlEAR—ZRIEAET A e BEAR—FHRELT A MTHOWTH, ThEi, Al
A MCM-41, BEH MCM-41 b Ak Lz, 2D OfEREZMOFER L bbb Tk
3IZR L7z, AlEA MCM-41 £ B A MCM-41 @ XRD /X% —> %[ 3(b), 3
Al EAER—Z L BERR—Z O XRD 7 —2 %K 40), 4R LTz, b, £
NZnD MCM41 725 S-MCM41 D& L FEIC_R— 2B AT 4 M R3ERT 5 2 &
BNbonsd, £7-. assmade ® Al GHX—% D 27A1 MAS-NMR A7 MLV DGR %[
S8@IZR LTz, ZDRART KLk, 4 B Al )RR &5 55 ppm DB — 27 DLHE
HlEiniz, ZOERENL, Al BR—ZEEOBEHENITEASNTND Z EDBNER I
72, as'made ® B & X—% ® 1B MAS-NMR A7 hLOfERZ X 8~ Lz,
ZDANRY MU 4 B B IZIRE S 3153 ppm O E— 7 OABEH ST, Z

DOFERN S, BRAR—ZEEDOHENITEAINTWD Z LRI N,

Ti GAEN—2BEF T A4 MIAES KIS 2@t 25 L TORBIS DA
Pl coH s, LrL, Ti A X—%1L, TEAOH % OSDA & L Cili OKEE R
THEMRT DAL, Si02/Al0s /LAY 200 LA ED S O &G 2 O1XEE LV 20, fil
BEE L THWDSEEIE, ALICK BN EREL RIETTHERH Y, Ti OHZB~T 1
e L TEAINOIR—FHEFTA PR EENTND, TORITEBNT,
4,4’-trimethylenebis(N-methyl, N-benzyl-piperidinium)% OSDA & L<C, 7/ A U %
FA L seed EHB T NMIZERIHEDHZ LITLY, ABTRINZR L CTI-R_R—4 ¥ 47
A NEAKRTDHIENTETND 2D, £7-, Ti-X—#|X TEAOH % OSDA & L,
Na*DfF7E T, dry gel conversion JEIZ L D AKTE 5 29,

ARETIE, AVFAR—TA Y AZEFEETHHIEICELY, Ti-_"—%% A3, 70
VT4, seed DTN HEMNETIZ TEAOH %2 OSDA & L CHMTE /DT, %
UZOWTHET D, MRER IR L, KI@QIZBERLETIEFA Y R—TF AV
UBDXRD 85— &R Lic, ZOREND, ZORA Y KR—7 ZAWEIL, MCM-41 X
MCM-48 735> & 9 72 BT LW BHIME iﬁtm\ ERND, M 10@IC Ti &F
AV R—=F A Y IZTEAOH &2 S TMEA L CTERKR L7=% 7LD XRD /3% —
VERLE, b, T GARX—ZMELET A4 EBRAER L TWDZ Enbnd, 7
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b, Ti GAAYR=FA YV IEFEE L THNWSZ &L, T 5AX—28
EA4Z7 4 X TEAOH % OSDA & L THWTAKTE I LMD LT, D
YD SUTL BT TR ST ORERIN S 4T ThoTe, TI GAX—FREL T A b
%, Si-MCM41 (2 TiJ5iEt & TEAOH %# &R S THET 5 Z &I JZO’C%AEJZ_T%
b5, Tbb, B L7z Si-MCM-41 % Ti(O'Pr)s+ %A 35 wt.%TEAOH /KEIRIZ
REH7Z, ZOREO TiSi=0.02, TEA/Si=0.4 Th-o7, ZOFRY T NITDONT
Si-MCM-41 OGE L RO FIETMET 5 Z L2k TIGAX—4BEL T A M &
572,

Ti ZHAVAR—=FA Y HE Ti Fig SI-MCM41 »oEk L7 Ti GHX—F 0
UV-Vis A7 M OFEREZRK 11 IR LTIz, WTIhot o7y Ti GHEA T A M
Téﬁ’%q:‘@élﬁﬂﬂ Ti IZJFJE S5 210 nm LD/ RERFOZ E R D 29,

DFERMNG, TIGHA VYR —F AU I, Ti &7 S-MCM41 O Wb apk L7
Ti aﬁ“\“—y Eb, TInEFTA MEETIOEAINIZZ LR SN,

Ti AR —FA IV INLAEK LI Ti-X—4& & ref27 [ZL72D > T,
4,4’-trimethylenebis(N-methyl, N-benzyl-piperidinium)% OSDA & L CH&fk L 7= Ti-
N—H DORERRAEERREK 1217 LTz, ZORFRPE TIEFEAYR—TF ALY
HNHAERK LT TiX—# % 4,4-trimethylenebis(N-methyl, N-benzyl-piperidinium)
ZHWTAEBR LT TI-N—ZITHRT, ORBKIITH L Z Enbhrol,

V. Zr, In 2 EOZDMDO~NT v]fF 25/ T DAY R—=F A2 Y 10D XRD /3% —
YEEYIRLIZ, ZRODAT uffEHA Y R=F ALY DN DOR=FREL AT

A FOERRFMNEZDRERER IR LT, 22D LI ITLTHKINIA~T 1 i+
GHR—HMELFT A FO XRD ¥ — %K 10 (TR Lz, BRI ORRNL, £
NENDO~T aJf g8 ~X—X D Si/V=148, Si/Zr=73, Si/Zn=30 Th > 7=,

VEER—FBELFT A4 FDV OREBEFNT, VEAX—FBELFT A4 FD 77K
TAKRFIZE VR ITCTHER LTz VEE2 0T 5729012 ESR A7 MV ARIE LT, 72
B TTK TOYESTITIRMRPIETH 2D T, KED V A A 2B L TOJRHTHI 2t
FEANEZAE L2V, ESR AT MVOFEREZK 13 1R LTz, Zhnd, 1=2/T A
IZE D 8 RDOERIRT A 2 (g=1.915, Ay =150)B3F 5L, ZD 7 F/LdD ESR 737 A
— 2L 4 BN D RFAEE 2D VIO T 2= L L —HT 259, ZoERITAFY
U LAPNR—=ZBET A NNIZ A BNIEE TR DICHFEL TNWD Z &2 RT,

It G/ AV R—=FZ AV AN AER LT Zr g AX—FBIECH T4 N InEFH A VK
— T AV IMNLER LT In G/ X—2 LA T 14 F D298 MAS-NMR A7 L%
14b)IZFNZ1R Lz, -100 ppm LD & — 27 OFRE MK 14(a) D Si-X— X Kl
BATA MIERTRENZ DD BHOD Zn X° Zr DIFEDRREIILD, FFIC
DONWTIE, B EIZBTAXN—FHY av ) r— K ThD CIT-6 ® 2951 MAS-NMR
DIFFFERPD BT E LRV EBEZ BILD 29,
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3—4 &

fEEmtEICEN T Si-N—2 AT 4 3, TEAOH %517 S H7- Si-MCM-41 %D
Si-AVR—=F AV AZEFEE LTHEKTHZ ENTE7, 2981 MAS-NMR DO H»
5, ZOEICLTAERINT SIX—4HREAT A4 MI QYA FDL7R, ZDIFE
NWENTEA* I FFH L TFx—IUNT AN uaxhThdZ Enbrolz, Z
DEIBRTEA BT FH & QYA FORERZRBEMRICEY , 20D Si-_"—FHEAF 1 |k
H D TEA D T4 N33R G I\ THERKIERIRIC & 0 i S, mBkPEZR Si-_— & Bl
TA NIRRT HZ LN TX 5,

TNEAR—HFHMEEFTALA N TIEAAYR—T ALY IPEREREEICAEKREIND, =
OERITIEZ., A, TV &EhF 4. seed DIRMONEE L TREETH 5,
Ti O_—ZHEED BN ~DE D AT UV-Vis G SRS Bz, Lo, Al
B. V. Zr, In 5D ~T v R -G/ RX—2 AL H T A MZOWTH R TIETHEKT
HIEMTE, ZTROORERIT, AVR—FT AU DRFERZYEER T A D08
FI74 MEROBELERFERE D Z AR LTV D,
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X8

(a) 2’Al MAS NMR spectrum for Al-containing
Beta prepared from Al-containing MCM-41 and
(b) 1*B MAS NMR spectrum for B-containing
Beta from B-containing MCM-41.

69



*edl|is snosodosaw Suiuiejuod-uz paunjed (p) pue

edljis snoJodosaw Suluiejuod-i1z pauidjed (2) ‘edljis snosodosaw Suiuiejuod-A paunied (q)

‘edl)is snosodosaw Sululejuod-i] paunjed (e) 10 suadned sspmod Aes-X 6l

99489p /eyl z

0c¢ ST ot S [4

L | ] | |

............ — ()

AT o Ce e e _ !f:.z,

(q) /,,.;y

\
_7
s

S ———— |/

e e e A e e e

A
(‘n*e) Aysuaiuj

70



'uz (p) pue 4z () ‘A (q) 1L (e)
3uiuiejuod sjersalew adAy y3gt paudjed 1oj susdnied Japmod Aes-X O LR
93483p /e1’yr ¢
0S 017 0€ 0¢ 0T

| | | | |

N v (e) YT . ../\j/

o @ Ty ,.,\//

T T jJ%lizf.)%./,

(‘n*e) Ayisuaju

71



Absorbance

Absorbance

(b)

200 250 100 150 400 450 S00 $30 600

Wavelength (nm)

(a)

200 250 300 350 400 450 500 550 600

Wavelength (nm)

11

UV-vis spectra for calcined Ti-Beta

prepared from

(a) Ti-containing mesoporous silica
and (b) Ti-impregnated Si-MCM-41.
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4% DABCO #5E{A% OSDA & L7=EBA T 14 DA

4—1 WEFEROER

PAT A MERIZEBIT D HEBEKNESW & LT, A ER E#A(Organic Structure
Direcitng Agent, OSDA)IZfHKHEETH Y, OSDA [T\ TIEZE DG L EREA T
A MZOWTORMENRZ RSN TND, LMLAY v—0 OSDA 25\ TiEdh %
DIIZES TV, ZZ T AR =D ERDLE /v —bEBO T AEIZBWNTIZ
1,4-diazabicycli[2,2,2]octane (DABCO)® —# D #FEKIZ DWW TR 4 DS FTOE
TR AAT 5 Z &2 R BHEA T A S OGO AR & ORI OV T,

VAT A MERICBWT, 487 =7 L7 © ORISR O BRI A R
WEICEELEZ D LI2X0, B4 T4 MibZRET L2 TE 19, 2ok
) TR A KW % A AR & B E I (Organic Structure Directing Agent, OSDA) & #5797,
OSDA 1%, 487 v E=U L0, 4R AR=w L, 7 I Ui EHx OHFED R
HH, RY~—1% OSDA L7 586015 5, 1,4-diazabicycli[2,2,2]octane (DABCO)
PaieiR ) <=—3FD X 57 OSDA O—>THD 46, X512, DABCO X methyl
iodide (2 XV 48 b=, ZK-20 (LEV) @ OSDA & LfEHEND 7, AFNHET
4 #Ab & 7= DABCO I3 cage 28T ¥A4 T4 MEARLLT VORI LT, BIED
DABCO RV ~—IF 2 —7RDEMZF>, GME, MOR, MTW, VET 72 X OB
FA4 MEEK LTV, Zones B L 1-cyclopentyl DABCO & %\ 1-isopentyl
DABCO (2 kv, SSZ-45 (EEI) # &L 9, 4 DORFEOATF LU #HEET
DABCOdimer 7> 5 A 5120 UT, SSZ-16(AFX), SSZ-41(VET), *BEA ¥4+ Z
A4 FEEK L, & 512 1-benzyl DABCO % VT SSZ-42 ARk L7z 9, ZiLH OfER
ELOELOEK 1 IR LEZ, 2D XL 51 DABCO #FHEEIIfEA DEAF T A4 FD
OSDA L7219 5 2 H[REMER H D, AETIX, DABCO &K, H 50X DABCO &~V
~—OEEE BT HES T A MZOWTAT rETOEELREL GO, S LA
ZERE B OV TRT,

4—2 EEITE
4—2—1 DABCO #FHERDARL

4-Aza, l-azoniabicyclo[2,2,2]octane,1-methyl iodide (% DABCO (Aldrich #) &
iodomethane (Aldrich £1:)7> & Ak L 72, Tetrahydrofuran(THF, 15 m1){Z iodomethane
(3.7 ml, 50 mmol) Z ¥ S8, %, DABCO(5.6 g, 50 mmol)%Z THF (200 m 1)
VPR S ETCERIRICEIR TR Lz, TOREGMZ=IE T 20 R Lo, ARk L7zl
REWERH L, T o—7 LT L=, S50 ZE{R% 2-propanol 75 bk
L. 4-Aza, 1-azoniabicyclo[2,2,2]octane,1-methyl iodide (Dab-A iodide & 7t 9) % 457-,
4-Aza, 1l-azoniabicyclo[2,2,2]octane,1,3-dimethyl (Dab-B) iodide &  4-Aza,
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1-azoniabicyclo[2,2,2]octane,1,2,5-trimethyl (Dab-C) iodide |% Dab-A OARLDOEFD
DABCO ®{ti vz, 1,4-diazabicyclil2,2,2]octane, 2-methyl (2-methyl DABCO,
Sankyo Air Products) & 1,4-diazabicycli[2,2,2]octane, 2,5-dimethyl (2,5-dimethyl
DABCO, Sankyo Air Products) % ZLEUHW T, Dab-A & REEOGEIFTIEICL Y &
Ak L7z,

DABCO 7" U ¥ —{% Daniels 5D H{EIZHE> THERK L2 Y, Dabco-4 Br AV ~—I|Z
DABCO ¢ 1,4-dibromobutane(Aldrich #1754 A% L 7=, DABCO(5.6g, 50mmol) %
dimethyl sulfoxide(DMSO, 100ml) (2 45°C TR M & ¥ 7=, Z OWIKIZ .,
1,4-dibromobutane (10.8g, 50mmol) Z i F L, ¥ L7z, =R T 1 Kbk, HE
Z 110CE T EAF s, 6 FFEfRFF LTz, 2Dk, HEE2ELL, BAME=REIRE T—
Mo, B Uiz, ARk L7zREiRZ AR L. diethyl ether THEf L7z, £D%., T 5
Z & T Dabco4 Br ARV v—%%5372, Dabco-3 Br 78 U ¥ —{(% Dabco-4 Br 7"V ~— & [A]
kDA 15T, 1,4-dibromobutane OfX#> Y (2, 1,3-dibromopropane(Aldrich £t) %
A wW T A& & L 7= . methyl-lDABCO-4(Me-Dab-4) Br & U ~ — ¢
dimethyl-DABCO(diMe-Dab-4) Br /K U ~— 4 [F#£IZ, DABCO Ofbo v iZ, <L
2-methyl DABCO, 2,5-methyl DABCO # H\W\\C&k L7z,

1,4-Diazoniabicyclo[2,2,2]octane, 1.4-dimethyl (Dab-D) iodide IZ DABCO &
iodomethane (Aldrich ) 75 &6k L7-, iodomethane (11ml, 150mmol) % =% / —
AABMICIAfR S, Z DRk %Z. DABCO (5.6g, 50mmol) % = % / —/1(200mDIZ &
RS VT WIRICEIR T T Lic, Z0IRAWE 20 R, WL, 0%, A%
AL, YZFNALT—T IV THGEF LT, FoNIEERE A% ) — A bHfEamfb L, M
72 Dab-D iodide #1572, Zi1 5O DABCO #FEK L ZDRFIEIZHOWVWTE 21ZRL
7o

ZOXIICLTHEB LIz 17 Abid DABCO #FEMIL, 7 =24 L AZHUBIRIC &
> T, KB A Ao WU Tz, R FIHIZLL T ThH 5, BioRad tED7 =4
2 HafstE AGI-X8 OH (20g, #Z#4i%% £ 60mmol) % Dab-A iodide (5g, 20mmol) D /KIE
WRIZINZ, ZORAEMZEIRT 24 FFRHIFEHE L7z, 20%, ARIL, KEKIX 25ml (2
D ETREM LIz, TOR% B ONTHERERET 52 212X Y, 0.75mmol/g @ Dab-A
OH /K 2157,

4—2—2 DABCO#FHERZMNEATA FERK
JFEkE LT, EREIC/R L7z DABCO #FE{kofl, =4 %LU (HS-30,
Dupont ). LiOH (Fisher ££). NaOH (EM t1), Hefgdisn 2 KFi¥y (Fisher t1), b
TN =N 9KFIY (JT-Baker £1), A UEE (JT-Baker £1) % 7z,
mYUAEFTA MI, TRROHBEAWHE TER LT,
SiO: @ a LiOH (or a NaOH) : b Al20s (or b B20s or 2b ZnO) : ¢ R : 40 H20
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ZZC.RIZOHA®OSDA THV.002 = a = 02,0 =Db = 0.02,01 = ¢ =
0.65 Th D, KEASIREIX 150C & 175 CTITo 7,

7 as ) r— N EA A FOARFIRIZLLTO LS Th L, HREAYO
ke L <, a(LiOH) =0.2, b(ZnO)=0.015, c¢c=0.4 TIT o HA. HEERHEN 2 KT
(0.33g). LiOH(0.024g), Dab-A OH /K¥#&(2.67ml), K(1.2mD)ZiEA L, ik ChHi#h
L7z, ZOWKRIC, A Z )% HS-30 (1.0g) &Mz, =i T2 B L., ¥
— RNV ET, HBAIC L o Tik, assmade @ AI-MFI # HFFEEHZ BT A2 Y D 4
Wt%lZFI S T2 E%E seed & LHBE 7 VICIZ T, 2O XU TGRR LB VI
LT 22— (ca 75 mm x 12mm diameter JIZfHAA T —v LTz, KEGRRITA—
TUNIZBWT, BB T, 150CTITo 70, FTERFRINEE, Ak L7-FEiR%E A
X DER L, KETE R THEFL, BB THELEZ, NAT2HEYMOBREDT-D
12, 225 T, 550 CE TR THIR L, S HIZ 6 FFRFF T2 2 &IT L v BERk L7z,

4—2—3 o

ok XGkIEldT (X-ray poeder diffraction, XRD) [FiEIAZER THEIZ LT Ge Fr g
% % 7= Scintag XDS 2000 diffractometer 25V CuKa##(2=1.54184A)% A\
TTo 7,

#\E B //7 8T (Thermogravimetric analyses, TGA) iZ Dupont 951 thermogravimetric
analyzer # W\ TiTo 72, o7 MITZER T, 10°C/ o OF B THIEEZIT- 72,

EHEOWFEEIREMRIT Omisorp 100CX 2 W T, 196 CIZBWTHIE L7z,

E AR NMR (X EARHIEH O high power amplifiers 73 2 54172 Bruker AM 300
spectrometer % AV T 7.05T (13C, 75.54MHz) C{T~>7-, 7 /WE7 mm DYz
=7 =2 —l§0, v~ Yy 77N (MAS) THERSETRE Lz, HURAYIZI
4kHz T1T > 7=, Cross-polarization (CP)3£5 Ti%,1H 90° /3L X length % 5.6 11 s,
U# A 7L delay 2s. CP period 2.5 ns T{T-> 7z, H-298i CP-MAS A~~~ h/L(IH-29Si
cross-polarization (CP) ) I% contact time 2ms TiT-o7z, HFoN7Z AL i
Gaussian line TV =2 L—y3 U Z{To7-, BC NMR OE¥EYE & L TiE, 7 T A
FNT T v,

4—3 fERELBL
4—3—1 Ao

Kerr (XL VU BB AT 1 b (Si02/Al:03<5) T % ZK-20 (LEV) 25 Dab-A % OSDA
ELTHWAZ LIZEDVAKTEDLZLZ2HELTND D, KTk, mo Y TR
TOAERIZ OV THETLT-, 2 312 Dab-A % OSDA & L CTHWTEK LI/ R4~
L7z, SiLADO~T v i 71E L7254, Unknown-A, Unknown-B & MTW 73
FFlckvfEonz, vk, 22T, UnknownB (X% D%, XRD /X% — R
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1-methylpyrrolidine 2 OSDA & L CTHK I LD MCM-47 LIZIEF L THDH Z &b
0, £lz, MCM-47 i% Lobo 5 K W REEMAT A2 S, AMETOBELELF L,
FER FELEE OFIEA TH 5 Z & 3 4172 19, Dab-A/Si=0.2 D354, Unknown-A
23 150°C DA RRIEE TARL L=, X 2(a)iZ Unknown-A ® XRD /X% — &R LT,
2(a)® XRD @ °—27 775, Unknown-A X312 MFI, MTW. Kenyaite DIEA¥ TH
5EZEZ BN D, UnknownA OEFZREERMAZK 3@ICFLE, b,
Unknown-A lZZ 6 DIREWNS TREIND X 972G #0.11ce/g) e Lz, LV &
VN Dab-A/Si . TAR L 7254 (Dab-A/Si>0.2). Unknown-B &6 iiz, F7-.
Dab-A/Si=0.2 DGETH, 740V &K EmIZ LIOH O v 12 NaOH M H L
7234 . Unknown-B 237§ 54172, Unknown-B ® as-made & BEkih D XRD /34—
X 20) L (IR LTz, Zunnd XRD R — 3R LW KE<SZBfLLTnbH Z &
BNoNsd, BeEpkih® XRD /X% — 13 FER IZHEELLTB Y, 3(b) 7> b BER AR X E R
7 (0.07cc/g) %R L CW\WAH Z &, Lobo DT+ X 91T, Bapklick v FER (2
FAML LG ISR SN D RTMA TH D L B 2 B AL, XRD /37 — b MCM-47 Th
DONEZETHD EEDND, ZOXIRBERICEY, ¥ T 7 —LOikpAET, FER
DR S 2 RIBRARIIFE 2 | G STV D 1112 £ 2 /5 Dab-A # W 723546 pure
U TCOEMGEMHECIHEICERIIND Z ERbb,

# 2%, Dab-A % OSDA & L CHW., SisDO~T aJfi 1% HBIREWITFES T
7B ORERIZOWNTHR L TH D, Al In2t % IR AW 2 1256, 21,
MTW & VET 23ERK L7z, B¥*EINx 754 1%, MFI & MTW OIRAWIE v,
o Xy ~T uR A2 7254, Unknown-BIMCM-47) (345 b 7e > 7=,

7% 312, Dab-B % OSDA & L7288 DAERMIZOWTE & DT, pure > U I D H%
RAWSM T, MFI, MTW, SSZ-31(*STO)72 EO#FEDOE AT 14 hH, HDHWVIE
dense FH3M % H 4172, SSZ-31 & dense FHORATOH] & LT 2IZR LTz, ZDH
YN DEFZREEIT 0.11cc/g (K 3() L7220, HMIHD SSZ-31 DEFWAE &N
0.13cc/gTH D ENbLRYTHL bbb, £/, ~TaitL LT, ABH S
1T B3 &2 HRBIREWIZIIN L72%E613. MFL 256, ZIn2 2R L7=%41%. VET
BfF BT,

Dab-C % OSDA ¢ L TAMLIZBEEIZDWT, #£412xL7-, LIOH # HFIEEY
WZINZ 72356 1E. pure U I DLGEL~T R 2R LTESE LT E/LT 7 A LM
HozenoTc, LIOH O 012 NaOH Z W T, Al HHWIBH*ERIM LTS
B DHT MFI 5617,

42 LiOH # MW T, DABCO #&E{k% OSDA & L7I-HGADOAMMERDOE L D%
R L7z, Pure v U 7 OHIIRAW DOEA  Dab-A 7> 5% Unknown-A(FEIZ MFI,MTW,
Kenyaite DIREW) 31351555, Dab-A/Si>0.2 D4, Unknown-B (MCM-47) .
MTW #4555, Dab-B 751X MFLMTW, SSZ-31(*STO)3\f% 57, Ald+a %
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BEMICEHIM L7284, Dab-A 251X MTW 2355415 73, Dab-B 726 1d MFI 2345 5
Nize ZNHDOREENS ., DABCO O A F LD BEHRN LR T H AT A4 Mgl S
LCW5B Z DRIz, LIOH # W =84 . Dab-C 72 H it pure ' U T OHE D,
Al B3+, ZnZEINLIZGE L7 ELT7 7 A LGN o 72, Dab-C 25 I13fE
EafEDMG DAL o T B HIT D B 7203, ZHIZ DWW TS DABCO D EH#LIL D2
DEZBND,

#£ 512 DABCO R VU ~—% OSDA & L THWEEAOHRE R LT, ~TaR{%
MZ 720 pure ¥ U 7 OHRIREY DA 1L, Dab-3 R U ~— & Dab-4 R Y ~—D[li J;
M MTW 234K L7, 7238, MTW @ Dab-4 725 OARKIISCHR S5 ERICAERTH 5,
Dab-3 R Y ~—% OSDA & L THWEEGA Lite ABRFET 55513 MFI & MTW
DIRAEMN T O, ABFIET., LitO»b V2 Natz il L7546, seed (MFI)
INZ 7236, fiE7e MFL 235 5307223, seed Z Ao 728813, MFI & MTW
DIREM B E DTz, Dab4 AU ~—% OSDA & LCTHW=EA, AI¥E Nz =546
X, MTW D3ERK L7223, Zn2 2 N2 725613 VET 234k L7z, L2>L. Dab-3 ARV
~—ODEEX, InZE RN L T HH7e VET 138 6n7eh- 7z, diMe-Dab-4 R VU~
—% OSDA & L7261%, pure v U I DOLGEIL, MTW 2G5 A0725, AlS° Zn2+/e
EDO~T | 2RI LT 5E 1%, M2 B4 T A4 MEITAER LR o7, ABZ RN
LGB OREBORHEREZK AT O, Thbb, APHFE FOEE, Dab-A (X
MTW WERET 502kt L, Dab-B (X MFI 23435, UL, Dab-4 RV ~—,
Me-Dab-4 RV ~—& b MTW BERLKT 5, ZHH 08RG, DABCO AV ~—I28
7% DABCO == FMED A F L U HORFEED, DABCO OEHIL LD b K1 &k
RN H 2 DEBENRRENT LRI L7z, DABCO === MEODRBEE O FERET
OSDA L LTEATA MIFLEMHAEIERA L T Z & T, 3 kctEEOMILEZFRF>E A
TAMPERLIZS WEBZZ NS,

4—3—2 NMR R

Davis (X GME & MTW H® Dab-4 R U =—® BC-NMRIZOWTHE L T\ 59,
W DA T A F®D BC-NMR OfERIZIHB W T, DABCO == FDREZIR 1 DIE 51X
20D =7 LigoThHhboND, ZDO5RIE, DABCO =y FO=F L @D 2
DDORFBIRFIL, BA T A FRITHFET 25613, BIIRFEMTIIRWEDTH D Lk
HELTWD, KFETIE, SbICEBA T4 b DABCO #FHEIKIZOWTOZEE) %5
L <FA~Tz,

5(Z.Dab-4Br RV ~—¢& pure > U 7O MTW H ® Dab-4 7R U ~—® 13C-CP MAS
NMR OfERAZ R LTz, ZORERIZ, EEXD Dab-4Br /R U ~—® DABCO === ~®
IRFEJFRAIIFB I ND 52ppm D E—27 23, MTW H1 Tl 46ppm & 55ppm (202 LT
WS ZEERLTWD, ZORRIE, UATO®E LR L TH DS 9,
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6(b) & (d)iX MTW H @ Dab-A & MFI #1® Dab-D @ 13C-CP MAS NMR A7 k
NVERLTWD, Dab-A & Dab-D O/KIERKRD BC-NMR A7 R LZONTHIX 6 D
(@t @Izt D =R LT, 62BN T, 45ppm & 54ppm D E—7 X, Dab-A
® DABCO == F®D 2 DDR/R D RFFFITIFIE I hv, £ O 52ppm O E— 7 13
AFNVEBIEORFIRFITIRBESND, ZNHDOE—7 X, MTW H® Dab-A @ 13C-CP
MAS NMR A7 MUZEWT bR I By 7 FERLTH 5K 6(b), Ziic
% LT 62T, Dab-D @ DABCO == v FDRFJRIZIFE 41D 54.4ppm
D=7, Keiormsihvd ko, MFI iz ik, 45ppm & 56ppm D 2O
DE—7 TR LTWD,Z DD 54ppm D B — 7 (L Dab-D O A F /L EHILIZIRE S
NHE—27ThsdrN, Ziuk, MFI T, 24ppm 7 FL, 7r—RNELTW5,
INHORERIZ, B4 T4 MO DABCO = v FDRFZIR 1D — 7 434d% diquat
AU ~—DOH7e 5T diquat DHEGFIZBWTHBEHlI SN D EWVWH T EEZRLTVD,
Beck 5% ¥Wdi-& tri-?D 4 #k7 o F =T LT A% SDA & L7z MFI &2V T,
NMR S# 21TV, TDOEIRTIVFAT V=D LR B FF N — 7 585 iE 2
IRV EEREL TS, b DfERIE, DABCO 2= hD 22D F A A
FNEBFTA MERREDOHMOA T BRI BN R D Z L2 LT D, — DD
"REME & LTk, DABCO ==y hD—2Dh F A VA MISi-OKaEfHAE/EHL.
ZOMDIF ALY A NI, ROVKEBAEEHEHL TWDLZENRBZXLNHN, 2
IZOWTIES HROMENLETH D,

4—4 FLo

DABCO #Hi&EKEzE 4T A4 FED OSDA E L THWAZ LIZKY, HrxDEmv Y
HEATA EBEREINTZ, ~T i FE2E £\ pure ¥ U I OMIZIWTIE
Dab-A 7>5 1%, &H12)% U T, Unknown-A(FE(Z MFI, MTW. Kenyaite % &ieiEA
#). Unknown-B (MCM-47 L & B 2 Hivd), MTW 2345 Hiv7-, Dab-B 7513,
MFI, MTW, SSZ31(*STO)» % biLiz, HHIRAMIZ A% N2 =54, Dab-A b
L. MT 28345 541, Dab-B 725 MFI 2345 647273, Dab-C b3 7 E/L7 7 AfHL )
Bonizhrolz, Dab-C bk, 7BV AF A & LT, it HWEEGAEIZ, ~7
aJEf-& LT, A, B3, Zn2+@TT—‘FT%7‘E/D77X$EL73‘%"E)Zf/bfcﬁf))oﬁ_o Z
o ORERNG | AR OiIRPEIT, DABCO B8R T D A FVEBRIEDOFEN K
TNV ZENRBEINT,

DABCO RV ~—% OSDA & L CHWEZEAILZ, Dab-3 R ~—¢& Dab-4 R Y ~—
TEL ODGAETRR DDA E LT, L)L, Dab-d R ~—& AFVERI N
Dab-4 RV ~—TIL, ZNONOHELNLERMIZFE L Tholz, ZHHDRERND,
DABCO ==y F®OAFNVHEEH LD . DABCO ==y NHOAF L U HOR EDF
. R ERRI DB RENZ E N Do,
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13C-CP MAS NMR D225, Dab-4 /R Y ~—& Dab-D ®ilij7 & ¢, DABCO ===
v FNORBIFEFITFBENDERIL. 220000 HT e nbhol-, ZOFEET,
DABCO ==y bD220DHFF VA NeBATA MK E DA A W AELEH
WHEIR D Z LR LTV D,
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(b) UUL

(a)

| I I I I |
100 80 60 40 20 0

ppm
B5 13C-CP MAS NMR spectra for (a) Dab-4 Br polymer and (b) Dab-4
polymer in MTW prepared by heating a reaction mixture composed
of 0.1LiOH:0.1Dab-4(0OH)2:Si02:40H20 at 150°C for 7 days.
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(d)

(b)

L]

80 70 60 50 40 30 20 ppm

X6

13C NMR spectra for (a) Dab-A iodide in water and (c) Dab-D
iodide in water and 3C-CP MAS NMR spectra for (b) Dab-A in
MTW, prepared by heating a reaction mixture composed of
0.2LiOH:0.4Dab-A-OH:0.03Al:Si02:40H20 at 175°C for 7 days,
and (d) Dab-D in MFI, prepared by heating a reaction mixture
composed of 0.2LiOH:0.2Dab-D(0H)2:5i02:40H20 with MFI
seed at 175°C for 7 days.
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INFETOEIZBNTEL, MBISEREME TNV ) ) 5 — N ThoTen, £k
TN ) TH AT 2— MIEXTHRETSTZ, TVI ) T4 AT 2 — FOEFT A K
ZTNAVI V= NOEBF T A N EITRR DR FFOZ L BWIFRFCE 5, FRITKAK
KIREVEIZER L, TAVIDT7 7 A7 =— b OfFRE, k72 L& OMBEZRR, £72%
DOFFEZERNICHOWTHAFZE L, 2D & 5 Rpth 2 W 728 LWISAIZ O W TS FET LTz,

BATA MEI—BCHERET A ) T ABETCHLN ZEAET Y BT NE R
L3V TA R TNAI=TLE Y CBNEREG &R DT VX ) R Y
I OFEN GRS, BRI OV THIAS SN TN D,

TN ) 7+ AT z— K (AIPO) BIEA T A ME, — %2 AIPOn LRI, n
I A 2 £ T TS 5, AIPO I, MU (AfEE (TOs) & LT AIO4UHE A E PO
JUAERPAZBICHEAE LT, 7 ) T ABEOBA T A b & FRFRIC 3 IR & TER
L7=bDTH D, BT D% SiX° Fe 7 Efix OJF 1 TEMENAHETH 5, AIPO
I AT A biX Flanigen HI2 XY | fix OffdE, ko b OREm Sz Y, Lrl,
BE, oo b, EFRALENTHWDALDET VI ) U r—FDOEBAT A MR
THIBOTHOT N THD, Zud, AIPOREAZ A va2T AV )V r— b NOEBAFT
A b LRSS AV D HAIT, Si R EEEKRICEAL, BAEZRE I
SAPO Z= W7 & LT HRERENTI, MR I 1T B KEVZ EMEDME R & O RE SN
HHTEOTHDH, LnL, AIPORDOEALZ A NI, 7TAI /U r—sOEFTA b
ERICHEED S OOMIHB OED Db HY | £T VI v r— MIERT,
LV ZL OFEBO~T v R FOBRERPESG THDH LW FHEERF > T\ bH, KET
X, ZORIZER L, AIPOIE AT 4 FOFIEIZ L > T, B 2UWEMREDO L DR
BNDDOTIERNNEEZ, fix D AIPOFIE AT A FEGK L, T O, Mo
KRR DOWAERHE & OB OV THISE L, KAEKIREM & L CORHOAREMEIZ D
THREt L7z,

KRAEEWEM & LTE, LEMIZIE. LPG OBk, 22578 EDOFFEN A DOl B
B, WEECITREE 72 EOREEEN FEIZ A AT A FEHWTIThbIL VW5, AEAT
A N EO— R BUKIEE A T A4 MIKEROWAEMREITIER ITE WA, A L TE
AT 25613, BEOTEDOZRILVF—NREVEWVWIRESRS 5,

—J7. HIEKIRBE(L 72 & OBREERIECE = 2 H S FERE TER 2D TV S, 2011
3 AICH A ARRER &I B FHAEZ D | AR B R R —08
TANFE—HINBAARZ I COMRACRMICRE SN, SESERRFAPINEINTE
TWb, ZOXIRRNOTZD, ETETZRAF—OFRRFHITEEL 2D HL
W R AKX —FIAEREWEST D 2 RN BE LR TE TS, TN TERIE, HIiC
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BIRNXF =N TEDIZE EELT O LORFEH IR S D203 5 O Tidewn
MEMIFRITE D, 5 LIEBRO—2 L LT, PEECIRE DA ZhFIH 23 2 Mt ST
WD, BRETHOT AT AP, a Vo x b — a3 U8R, REbEm, A= Vv
DWEIK, KEFER 12 k> TIHE B S 100°CUL FOEIROHFEIHEIZ L A CFIH &
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72 EOZEFIL, AR X —CIRERZEMZRIT 5 Z L8/ asnd, b,
100°C LA T DAKIR IR 0 2 TELEN S ATHE & W 5 i O BRI B IS 13 e W M &2 B 4 5
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FI7A FOBAERFECOWTHIZE L, WAE b — MR T HOWEM & L TOEMRRED
R DWW TR 5,
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R (B ICEMT 22212k, B\OFIHMEZSD LV AT LA THD, WEE— |k
Ry TV ATV EOWREMELEEM L LIV AT A THY U D7V EWEM
ELTEWmBVER Y AT AT EHERIEES TV D,

Wk — AR (AHP) 13%E. WAEBRIZBWTAELLBDRA BT 21T &
AT L THDH, K1IZEOBERER LT, Whd & R38R, Befias DR ST, W
FIMBIZ B W THEDER S (B . A BRSO\ THAIND FRY, fiilgkL
TRAD &, WAEENZARTE L THAEMIZWAE L, ZOERFEORRIZ, ABBBEBN RN
BIRFET DI DI BNER S NG, Db, WHEE L LT, BRERNPKE L,
LR TH LK BEER NSO D, WAEEZWAE LIZWEM T RIEARZ A5 2
TR WAENE Y, BAE LIWE AR B I E) Ll 2, 2ot A
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Wt — bR T OERRSEMIEX 1 IR L & 5 IEBHEARSE (1, 92) T
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DETREINDIADNEEAQ) 7S AHP DRKE S 2RO L EE R EHR L /0D, 2 2T,
RRBAJREZFIALE S L2582 8 25 L, WEROMEMNESIE (1D el) iXH
KOBEMEL 2 BI1EE/NEL 725, Zhicxt L THERFOMRZAESE (K10 ¢2)
EHABENMRIEIC2 51 ERELS 2D, T205, KVIRIEORPFHEEZFIM L TEVIK
WIREVERG L D L3513 L, WA LA DHMARIEDOEIT/ NS DT EBbnd,
ZOKIBEAEAZFIHA L CRE AR ERZFEBLL LD LT 2550V T, K
21ZW R LN B L=, B2, T1/ Tm/ Th = 15 /30/ 100°CDOHE ., WAERFD
FIRIZESUE (@ 1) 1F 0.4, BLAREOFHIIZASE (92) X 0.04 L7220 WA OFXT
AREEEIL 0.36 12725, ZHUTH LT, XKWk E X 0KV RRIHZ (BERY %
FHLTHE S & LA 2I1E, T1/ Tm/ Th =10/30/ 60°CDEE . WA O
ARE (1) 130.29, BAEROHMAKE (92) 130.21 L7220 WHAEOHAEK
JEZIZDT I 0.08 L7220 1ZIEF CHHHRE Tl L AN TE e 2o AHP
FEBI L 22N & & D, 2D X R TE LRV EVE TE 2 72IHR VIR O BEEL
ERAEICFHIALEL S &35 &, RARIEEOFIR T, Lo BV RHE B o (EB) P
OFTHAEDREBNDRKEVEEMNEEND, Thbb, KEKERNRLTL T, M
XRT, KT HMREZ NI T D & O RMEMBREL 72D,

THETAHP OWEM E LT, YU BN D YREATA R EDOT VR ) v
Ur—hrEATA R FEERY 2ERMoNTWD, ZORNT, YU BT MIED
TR EFPE T O EHCKRERREZWAE T 5720 AHP 7 v v hZEfEE cEAL S h
TW5, LU, #BAFEAE e 28 U S CRMNAE T 5 A 2K 7R Em DD 70 < SR 2 KL,
TOMERD Y | BT U v D ZEIREEE TR L) — TR E W2 DIKFER L [F]
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ZOLX O REBLEND, REAJEAEFHT 2550237 Me AHP 2 %8B35 DI
PE LWIEM OWEMERIZ, K 3R LX), KIEE TIRITE A ST,
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FAPO-AFI IZBA L COARIFIEDOFERIL, SCER 5, 6 IZFL#i L TH D, T/ FEEE
LTIk, X —~A b, UUPERERE LTI, 85%Y g, v U kS LCIE, fumed
U7, Fe Bt & UTid, milgsk 7 KF¥), Zn FOMO~T v i Ok & LT,
FERS FEN S OFERRIE . IRt 72 C Ol %2 A=, ZNZENofEED AIPO BIE AT A k
(2 L7 AR E R EH) (Organic Structure Directing Agent, OSDA) % 50> STk
FENDEATR, PIZIE, AFIRLAIPO OBEIX, 7 h I =F AT =0 Lt RuFky
K (TEAOH) #Hw 7=,

AIPOBIE AT A FOGETEIR, TV VBAKERIZEEN—~ 1 M2z, #L<
WHEITW, =R Va2, 2218, ~TeRF2MMz 55613, fumed U7
REDO~T TR AZINA, L, SHI2Z 212 OSDA 2L, H—I22 5%
TIRAG LRI, S HIC 2RI L THBIEAM 25T, thid T 7 e CHNiEffE 0
A — 7 L—TIZ AL, HEIRECA—T U HIZBWTIEA L7, 1LUEDRAFr—1
DAL, BEBHHMNEOA— N7 L—TZHWT, HEETICKBEKREIT- T2, &
L. TEE, & D WIFaE DB KV oL, KYE, #LT assmade sh&157o,
AIPO BB A7 A4 NNOFEMM ZINMEFREIE L7720, EX T 550°C, 6 R OBERk %
1To72,

5—3—2 Zbr. ¥

BoNTEEL T A4 MOV TiX, XRD, TGA, [E{& NMR, SEM, t&m#r. /K
FREW A R EH 21T - 72, 72 BER MAS-NMR (28T, i@% @ Bloch decay
DEAEDM, TH-29Si cross-polarization(CP) A7 kL& MBI U CHIE L7z, 24
B DRMFFIZOWTIE, X5, 6 IR L TH D,

W E BRI 1T DI A& BT AE & — WS BARIRFI E 28 ((BR) SO ) &M
W, 298 KTHITE 21T o 72, /KZRKUAE SRAR IS L OUKZR KNS SRR TR B EKZK
KA EmRELEE (Belsorpl8, H AL (KR)) 6 K ORI A RAE UL 7R ¥ — A (BK))
FRWEEREARWEENEER (7100 () 2AOCTHE L, KER
DOWEMiAE DR I A3 DAV AERI S E (=27 I hustid) 2 v TfT
-7z,

XRD-DSCHIE L., FieofbEko D& HWTiTo 7,
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5—4 FEREBE
5—4—1 AIPOHELAT A NOEEOWHFEIC S 2 5 5

AIPO BB AT A F OKELAWAEITE L CTid, AIPO-AFI (AIPO-5) 72 XizoW\C,
WA IR IR AR F DN B D Z & 2 EDNME SN TV DD, & DX ARKIED b aM
SR EDIRE D Z LB L CORRAREREREICE L COMRIX, #O0HRED B
LIEETH D,

ZIT, FTEOME L OBEEZ RS20, x OfED AIPO RIE 4T A MC
DWTHRR, WA R 2 i~ T,

AIPO BB 47 4 N OMFAMESEX 1 RoehH 3 ko, £-MFALE D small-pore D 8
BIR) D extra-large-pore ® 12 BER XV KEWHLDETELL OHEEOLDORHH, Z
B OHNLARENEED AIPO BIE AT 4 hE LT, 8 BB, 3 KiutEiED CHA
AOERIR, £72 1RkocE s LT, 12 BEO AFI L, 14 B30 AET A, 18 BB D
VFI BUZ DWW TEHR L, 25°C TORFKKIMAEFRAZHE LT, FiRZ XK 418 LT,
WG | HRERAIEA R A KUE TR O, & HHAEDN D ABICRAE DR E > TV 5D, F
T AEIC LD B 2 5EBMPR LN TWD Z b nnd, Fl 21X 1 kLD AFIL, AET,
VFI TLAR7Z5E . MFLEED K E W AIPO O 508 L 0 ARWFRRE D B 2 7e W s 3 ik &
STWVND, ZOXIRERITA Y R—=F ALY B EICR LD L LR/ E <
72 HIE SR D R AENBIR S LD LD Kelvin O TIEFHN TE 220,

5—4—2 AIPOEIEAT A FDBEANT viFOWAERNEICS 2 5%

AIPO LA ZT A MNE, T2V — BT A NMTHRT, BE~O~T 1R
T OHEABHBHIR L Th D, AIPO B~ 470 Si. 2fliF1. 3R %5E
ANLTeG GO BEROBEAM A 5 1R Lz, KI5ITRLIEL ST, BAT LT vEF
ZEY . BROBIENELT HZ bbb, ~T R TOfE, &IZEL-> THEKEOD
RRPER R . ER L2k 910, BEICB W T HOWERMENRRR L Z b, 25D
MAGDEITED, AIPO LA T A M, k2 RWEREL R T REM & 720 5 5
AREMEDN B D,

AT B L OBHEADHFIZONT, £9 AFL ED AIPO B4 T A4 MIOWTH
P L7z, Sitt, Fedt, Ga3t, Mg2% AFI &I E AN L7255 0OWEERMRZH 6 [TR
L7z, Fe3t, Ga3® 37 +DLEI1E, BAIZiX, AIPO O%A & R ERIT M
72 B0 T, AIPO-AFT & R ARFHRHBE IZB W TE T & A ERERRE WSS T,
H DHFLE TR EENE KT 5, Fedr, GadtE AIZBW\ T, AIPO O5AIZ
AT, ARFAHEEE TR AE SRR A RIS D B S D%, AlL Fe, Ga ok 5 E%R
MHEDOHENERDOOEDTHDLEZEZBIND, SiH° Mg d X 9 72 3R 7LD

99



e ld, BRI 5 IR T L D IZEBRONT AR NS T T L B IO ZH# O
X020 ZODEMAEEICB O CEE~DOKRGWENET L, ZD%, FF
TE DOFHRHE I 3\ CRIRIC S BN R T 28 M3 H 5,

AT BT B ADFIZONT, CHA D AIPO €47 A MZOWTHIRFT L7z,
Sitt, Fed*, BLOY, Sitt, FeX Dl J5 % [RIRFIZEHAS ICE#H S 72 FeAPSO IZ2W\W T 1
1To77 FEREZX7IZRLTZ, AFI RO AIPO ¥4 7 4 FDOBA L FREE. 3R D%
A, BRWITiE, AIPO LR U< BRITFMEZROO T, RAEMHEE TIXIZE A L%
EHETIC, FEE OFXHEE TR S BN R L, W SERITIZITEA IS R
5 89 H R Z2 T, FeAPO O34 12 AIPO (2T, (RAEHEE NS H B35 D
I%. AFI O34 L RBRIC, ~7 R FE AN X2 EREHEEOMHER ENBIEZ 5 & A
bbb, W REROBEOEILICE S b0 L Ebhs, i LT, SitaE AL
7z SAPO D¥551%. AFI OA L RMRIZ, BPBEZ AT 5 X 912700 | RN
FEDN B R EA~DRKZLZIBAE DT L, BAEFEIRRIT FeAPO OLEITH AT, kI S
B ElpoTnND, F7o Sitt, FelrOili 5 % RIRF I E I E#L S E 72 FeAPSO O L H 7
BEO~T 071238 A LIZBA1E. SAPO O X 5 ITARFAHEEE H> & O /KRR 35 13 it
T3 25, FeAPO @ X 5Ty, RAHRHBE O OB NiH ER D BN A6, &
b, ENENOAST aFTORMERERH DI TN D K 5 RWESERRE 72> T
WL EDRbND,

WIZ, ~T rJEFOEAEDOHRICOWNTHREF L7z, CHAEI® SAPO (Z-5W\W T, #E
A& E LT, SUSIHAIHP)DE/LLN 3%, 7.5%, 10%DH > TNV ZNEIERK L,
THRHIZOWT, [FEIC 26 COKRER[BEAEFRBLIE L, MREHATZ, TO/RR
ZX 8 IR LTz, Si ENEINNT DI L, KRR A B2 HIIN 5 A5
FEDMEARAHEERNZ S 7 P LTV Z ERbM D, WELRBROBIRE ST T
RN G, ST ED 10%I2725 & BIZiMERD | IR S FORRE RS 2D &
MbND, ZiuL, BHEFO ST &QHENT 52 I8, BOMmMENHEINL, K&
LROMEFIXHEE N B E LT < ot lzb b E X B, Si &8 10%RRE IS5 L.
HITRPAREL AT A NOY AT A N EAIEEENSZ T A ) r— e
ER7Z2 IR NBIKME 2 R T /KZARRIRAE FIRMZ T K 9128 5,

ZO X, AIPOBIEA T A ME, Wi, ~7 v FOfE, ~7 vJifOMAE
Y AT aEFEREICL > T, KEKWEEEN LR | WEFERRPZENT D52
ERDLNY BTS20, ZOZOMEBIZOWVWTHRRDLZENTEZ, Zh
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WIpinoT=, = Z T AFI o FAPO, CHA Ao SAPO (2 5\ CHRERIFMEIC OV T
N7z 99 WAESREM A 25T D 90°CE TIREZ AL SETHIE L, fMERE2X 9, X
1012 R LT, D=, T 22V = Thd NaY HOEAT A MMZDONTH
[FRRI IR 2 28 b S & CORERWE FIRM A TE L, MREZK 11 IR Lz, Zane
5. NaY O AEFRTEEZ ST THIEEAEEL L2V ORDND, Tk,
thoT VI )= AT MOV BT IERRRE LR TH D, Tk
LT, AIPORIPF T4 FTh 5., AFI # D FAPO, CHA Ao SAPO 2>\ T, Ml
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7o X IARIR ORFIHBZEH T 2035 & — MR 7H O = BB FH oW ER &
LCHETH D, o, KEIREERBIBNT, RERBEKRGEEZFFOZ LG
AIPO HEF T4 FOFFETH Y, ZnbkikT 5 L5, RIERFIAEFIHD AHP
LOWEME UCOERICAHRIMERE 225, 20 X 978 S T & iR § /KRR A5 S IR
D KRR WAL S BN e S 2 UICBIE LT D Z S DWNWTHELET 5 10,
W B DI CRIK W E 2 R T IVELO W A5 SRR O WAL A Y L~ DE
BENECTH Y HELABIE S NI A VY R—F 22 U BROIEMERD T ORERF & LTS
bivd, LinL., BEEMBLSG A HV D588 WRAE BB 2 FHXHEE X Kelvin @
RENOHOLDOIND L HIT, A VAR L REBUKEISERK L, AIPOBEAFZ 1
DX, FEFIKB TOREEMHEZEZ T2 LI LV, 722 OBRITIKEZND
K~ORHEHRRREIC S B L E 2 B, T, B S5 WA BUTIFIZ KO EEEE
ERICTHY, 2D, KAKEEFRBOBERFMETIZE A LRV, A VL TIE
. L0/ T el ERE S, ARELTA MR Y MEA T4 M llofES
NBERNBUKEDT VI )2 U r— AT A FOHAT, KB TEMARREEZGT D
[ BLOWAE SRR Z R T8, Zaud, BE~O Al AR BBE~0OWE, BLU*%
FUTPE- T2 BRI L D SIS CTH D720 Z O R L O~ F /L — 13Kk
e (3B L OZIEY) ([THARZ OB 22 0 & < L d@FIENE S8 2729 300°CH
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JERME L e ) AKIEARF A A F AT 25 AHP 72 I A+ 57290 100 CLLF T
ETHZEIEFIARARETHD, ZHITK LT, AIPO BRIEBA T A NI, MoOWER TldiE
T E R KR TONEROWAESIBEMRO BN TR TH D, T DRFHEA 7235 D A
B = XL, BEEESHILNOWEE Th 2Ky T OMEERE OKRR—KH ) %
FIA L7 DIzkt U, KRB AE T PE D WAEH OfEdh D> B KR b~ RIS fb s 26
ENRE LT D EEZX TN D,

CHA % SAPO % W\ T, FrRARWAERIEIC OV TOERICHOWTELRT S, K12
IZ CHA T SAPO (22T DOKRZEL A KRS & i RHE T 27A1-MAS-NMR DO f5 5%
LTz, 2TAI-MAS-NMR OSHTIC LD, AT A BT D Al OENLIREEN DD,
KL LTV DAL Al BN T _TARNTH D DICH LT, WasiRkaeTlak#k
KON 72 EDOENZ LY 6 BALO AVFERE ML TWAD Z &35, K 1312 CHA
i SAPO DA RIEN B 45CIZBW T, KAERE 5% 5 50% ~HIKINIE A LY
A O XRD Ot % i#H~~7= HUM-XRD,/DSC OfF4 /R L=, £7=. K 14 2R,
CHA #! SAPO 1225\ T, KEKDBWE L TWHIRENSIRE L 5C, /4 T=RIR D
150°C £ THIR SE2N S HIE L2 XRD/DSC OfRE2 R LIz, Zhonh, KEKD
WA IRIEIC L DB AT A N OREEEALN DN D, AKERKOBENZ LY | WAELERBRO
S Y0 W R TR & e A BV XRD OFRESME T L, B — 7 (BRI
BAL L, KRR OWENEELICE RIELTWD ZERNbn5D, £-, BERENDD
MBI X DA BRICIB VTS, REBRBAERICHEVD, XRD OMEE L, E— 7 frE
BAEBAELTHNDZ ERoD, Thbb, ZOEITKERDOWLAE TR TH 5,
F 72K 165 1T E—WEBARIRRAIE IS X 280 s B ORI ER 2R3, BIERR &L
D 2P COWAE T FXNX—L—ETHY (58kd/mol), K—KDIHMAENEM %%
T KO EEEE(44kd/mol) & V) 7 < | F oW FEIRBR O EREMED 5 R D S0 5 R
BRLE LW ERbhroTlz, THHEDZ LN S, CHA B SAPO DORFHEA 72 KKK
A5 R I IR E AL 3B 5 LT D 2 AR S, Bl kKRR S 1Ik—E 4T A
F MEOKEREE S Y bV —27 OFFFKERTH 0 | KRG RSB O EHRREICH 5 L&
bbb,

EBIZFEICTRR D72 . ET v E LT CHAR DT VR ) 7 4 A7 =— b (FAPO)
W% VTRl % OFFRFT 21T - 72, CHA % FAPO @ 25°CIZH 1) % KR AW 45 184 % (X
16 1278 L7z, FARHEEE 3% 0T 628N B B 5 KK AE LR R EZ "L TW\WDH o
EMMPHND, Z0 CHA R FAPO D fii&RkAE & WA RIED XRD IZ2OWTH K 16 125
L7z, s ikee & Bl ke Tl % — 78 CHA %I SAPO L0 k&< Bk LTW5
ZENbnS, B, T L— FBMEE L TV A EERLRTO as-made @ XRD /X% —
WA IRRED XRD 784 — (21FI1E[F U Tdh - 7=, CHA B SAPO D4 & FfkIC, CHA
i FAPO OB RIED D 45°CICHB N T, KAERE 5% 5 30% ~HIKINIE A LY
A XRD 02L& FH~7=, ® HUM-XRD,/DSC OfEH%X 17 1Rk L=, £7-.
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18 {2, CHA I FAPO (25T, KRARKDWAE L TV HIRIEN BIRE % 5°C /4 T=ilL
225 150°CE THIR S 7222 HHIE L7z XRD/DSC OfEREZ R LTz, 2O OFERND |
CHA ! SAPO D8 L[RRRIC, KRZRKOEANZL D | WAEFRMRONL D E3 0 IR H
TR E RBAEBUT VD XRD 05, B — 7 fLERRE KBl E—7BHRTS
& XRD ~Z =L L, KRR DOWAE PG Z KIE L TV D Z L 3bind,
Fro, WSERED D OB L DA RRIZBN TS, RERFBAEBII VL, XRD /N
= BRELSZE L, ERICHEEZREMTONTND 2 ERnbhd, ZOMHEZEL
(ZOWT, B X SIS 21T > 7o, 7eds. BUAEIKHE & BEAKAT as-made (RF& (7
7 L— FERERD OMARXMREGTANZ = BECTH D Z LoD, B KRB A
TE T BERCHT O BLAE ARG AT RS SR 2 AU U, SRR MR VAR 130K 12 12R2# L T
b5, HREAEERIT ORE R 2K 19 1R LTc, BERCHT (BERG DKZE KA REE DR
M) LKA EIRIE DRSS 2 L d 5 & Al BX T Fe H 1 b ~D/KoF DOEUL
(ZX>TCHAMED CBU TH 5 dér 2=y FOENRKESED LN TND Z EN
3%, DFE D IKFEKIRMBIAE (ZHE O MG LIT Al BX T Fe H A b ~D/K5F DOEUL
ICE-THIEEZSNTWD ZENHALNE R oTz, TR LIRSy DKFEFEF-7H3
16 BER CTHR SN D cha 7 — Y &M< 72, KFREEIT Lo TLELADHAKRMEIZZE
L. ZEALNEBICESHI KD TR Shd LHEESh D,

CHA ! SAPO, CHA Y FAPO #E7 /L& L TELL TE 2L 912, AIPO ¥ AT
A MZBIT D S TR 2 7RI B0 KRR S S IR AR, LRI BROK ML 7o 38 70> & K M
HEIE D KRG A~ DEE~DOFARETH 5, K—EAF T A FHOKFERER Y T —
7 DICHGBRENFIET D120 THH EBERXDBND, 2D X 9 B OFERRREIL AIPO
BIPAT A FOME, MREFICL D 2T 570, fixd AIPO BBPAT A M2 XY,
TNENFEDKKRPAEREL RO ENARICRD EEZXABND,

5—4—5 WEEr—brR7 (AHP) ~DJGH

AIPO BB AT 4+ OIRAFFAZFI Ao AHP AWFEH & L COMERRIZ W TR
MINCEET S, F9, BERES TREFEROGHKSO KGR KR 2ETH LD
60°CDIEAKZFIH L TEREHEE S 30°CT 10°CHOMKEBLIBEAZBET S, K10
AHP (28T, TI/Tm /Th=10/30/60°CDEHIT/ D, ZD X H &b Tik, K11
R LTAREAE R E O RN S s OFEIE T @ 1 =0.29, Iiag O VFEIAE 6HE
E92=021 LFEIND, WHEME L TAFI RO FAPO ZH\W &%, AR Y
T TN DEE & g LT RE SRR 2 O CTH IR AE & OBV 2 PRI B R T 5,
2012 AFTI#ID FAPO, ARIS U 77 7 )L D 30°C D A& %1R 4% & AFI# o FAPO @ 60°C
DiEDOZERGE T, AR Y 7 VTR AESRBROBERFENTENDO T, —DD
WELRBERND Z L1235, ARV U BV DOEE, ol & o2 OFFRERMTO
WEREN AHP OFRER L 2D, Zhucx LT, BERFEDORKE VW AFI &l
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FAPO DA DA AERIT, WAESERICBITD o1 D&, FAREORE DOER
FZIBIT 5 60 CDOBAE DEIRIRED @ 2 DIEDFEL 725, [X 20 7> & W35 SR O 1R
EER K&V AFT B> FAPO OFZAE EiX 0.16g/g THY ., > U B 7D 0.04g/g
DRIAETHD Z &b, Znb, Fmmiuicid, AFI o FAPO % M 724
Bl RO AHP MBI CH D v U B 7V WA IR T, 9 1/4 OWEM D=
TRIEDREOND Z 20, AHP 0= )7 MERHREL 725, ZOHITH o
%X 01T, SFROKARDRAEFRMIIAENTH 2, BERMEEDENG AL, WA
DO VEENAH X FE & 5 O MEBFE RHEEE O RN/ N Z W EF A RIS <72 o
TLE Y, Z0HAL . b L AFI #Lod FAPO OW & SR MU IR RN DA,
BRI AERIE 0.02g/g F2EE L wy, L= -> T, AIPO BIP AT A b id S PRI 5%
EBHREA L, LN RERBERGENRS D Z EMUOEEMITITR LRV TH
D, KIEARFIRAEFIHO AHP AWEM & L CEFICENT- S TH D Z bbb,

W, FREIC CHA B SAPO ZIVWT, HAT Y rades b —3i g DBHEIKSR
HEYEDOMAKE HW 256 2 18E L5812 W TRIRRF HEFIH o AHP H%AE
e L TOMRIZOW TR EmMIICELET 5, TNENOREREL T1 /Tm /Th=10
140 /190°C &% &, WEDOEBHEMRE L @1 =0.17, 2 =0.11 L7220 . VEEHEPHIL
0.06 L IEFITHL 72D, AFT LD FAPO OGE L[RERIC ) B X V& Il E T 5,
2112 CHATL D SAPO, A% Y 71 7 LD 40°C DOWL AR & CHA > SAPO @ 90°C
DOPiFEDERRE R~ , CHA RO SAPO OHIWFEREIT 0.19g/g TH D DITHK LT,
U ATME0.03glg LD, DX BREMHITENTIE, YU BTSNV ERGTEGAIC
AT, § 1/6 OWEMOETEHNINMGELND Z L2720 (V) D7 VOGEIE, Bl
FEITIX, AREENNSTETEBAFEL Bbd), EROWEM TITIEEN
KREFTECEMAMLTERDPSTEHBR~OBEARHFFTE 2 Y, ZoHlzEB N TH AIPO
BEATA4 O S FROKELDRAEFERRE RERIBEKRFEDNEE TCHLZ 1D
MDD,

IHITH o EHREERFMEIZONTOREZRT, KVIKROMBNLIETHD LV H Y
AL LT, ZTNETNORERE L TL/Tm /Th="7/35/75C L 325 &, W& OIEEFEXHE
FElX el =0.18, ¢2=0.15 L7220 | {EHEIEIPHIZ 0.03 L7220, I LTI 2D, SV L
Rz % & W AE L iAE TIRIE R CAHRHEEE TS 21T 5 BENTTL b, 2D L 9 250t
Tl&, kb L7z AFI o FAPO TIEWE T 5 Z LA TE T, CHA o SAPO Tl
ICREILTETCOMET D ZENTERY, 20X I RGETH AIPOREAL T A o
BAx, B L7z L9 ic, i, ke EEA 2 kST D LIC kY, R WEM E i
ETHZENTED, ZOHFITHOWT, BIENIZ Fe & Sn Ol 7 ZfAIA AT AFT
A1 Fe-Sn-AlPO Ol % 7+9, X2 212 AFI #d Fe-Sn-AlPO, kit LT AFI #D
FAPO @ 35COW AR L T5°CONLE DR % 53, Fe-Sn-AlPO DA %0 % &
1% 0.1g/g TH 5D DITKF LT, AFI # o FAPO i 0.015g/g & 1F & A EHWE B EN

104



ZENRDND, 4A—4— 2 TR LTEMEBORR LR ZRAE L TERICEATHZ LI
L0 IMEOREFRBER/DLZENTEL—FITHY, 2D X5 7E 2 HITHESTIR,
7o & 2 W5 & B OEEFIXHEE MZIER U, HD2WVIENEL TV T, HIOREDH
AR E R T R EMZ AIPO Y AT A4 F2FIHTHZ Lick» TRt T
HEBEZDLIND,

FRUOR L= X 912, AIPO BIEA T A MME AHP AWEM & U CIERITEILI-FF
PEZF > TS, UL, EALOT-OICITE, WEBEIEIEOEN - ERROBAE
iz = MBAREEL D, ERIZ AHP AWEM & LCTHERAT 25H6121E, &L
v b & U TEGHRERIZ DD H0ERIETIL, 2RI LY | BREVL7ZD 25 2 &
MTER, TIT, N U F—F RO CESEASHRIHIBAT 5 2 & T, 247k
BT S Z LA LTz, AFI#10 FAPO O @A B #age D —fi % X 23 TR LT-,

5—4—6 WA IR UMAM, X UWE L ORFR

W& — MR T OKREKWAEMEOFERIELE L TlE, KEKDOEAE . Bis D
0 UM AR T IE R ICE B e b e 5 5, & 2T, EBRITEAE, PLag 20 k3 ZiikE
AR L WO FIRMR OB 2T, ERILEOME LM 24 1R Lz, EafiTi
FARIRDE Y 2 — IV DOIEE Y > T E AN, ZOF Y 2 — VI ERRE A OKIR
XC L WA BEHOESIR Y CORE DR HIREAKRN, IV XD LTk ZRAEIZHN
HE o TnD, WEBEETIX, SV-2 OV T 03B, SV-1 OV TR E 720 |
EY a2 — b ~HMEIR O XTCOWEAKD AL, THIEMA Chamber-2 (286 5 /KB &0 HIKAR
NEY 2 — VNIZEANZ L, P 7N XCIZBW KRR EWRAET D, 5 155tk SV-2
ME, SV-1 BB LR BV 2 — s EEiRO YCOIMRAKMN IV, o 7 clizE L
ToKFRLK DI S, 5CREE DIRIEOMEIRAE Chamber-2 NIZH 5 Bea~BHEIT 5,
COBEBERELR LS THD, DXL T, WHEDY A 7 VERK 2 45T, WL
ENEBOIR LTI L OI2T 5,

WM & LT, AFI A FAPO (Fe=5mol%) & CHA %! SAPO (Si=9mol%) % >
TS DM IR U EREIT-7-, EA L, AHP & L THLEREMIAE DK IKL &
LTk, KGEFIRZEoEERXOEEITHM 50 HlEl, AEESEOBEROEHAITHN 20
JEl R E SN0 TUEE R E~OEHAMED E V- AFT A FAPO TiX 50 L EILE,
BEXHRA~omAEOE VY CHA L SAPO Tik, 20 FEILLEZ B L CTEBREITH-
72, AFI %l FAPO DA%, WAHEBEOEEIX 40°C, BAEE TIX 70°CTiT- 7=,
CHA %! SAPO D&%, W BRI IT 50°C, PR Tlx 90°C Tir>72, 2™
I U KRR OW AR Ik Lk 41TV, AFI ! FAPO 05413, 1 FlE. 10
JilEl, 57 FEIE DY T AN T 35CDKRL A SRR A2 E L=, CHA 5
SAPO DA 1%, 1 7\l 10 JEl, 57 FEI#% D H o 7 /T2 T 35 C DK R A5 %
EARZRE L7z, 2 5\l 6 JlEl, 10 FlEl, 20 HlEG OB 2 720 T 25 COKZ
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KW AE SRR ZHE LT, TN O OREREZM 25 1Zx LTz, AFI A FAPO T3 60 /7
[A], CHA %! SAPO TiE 20 JF[REIOME Y K L BLE TRV T HRAEFRBITIZE A EE
b3, 2 6o AIPO BB AT 4 MREMIZFEASMEICS O TH oAtz fH
THZEBRHEETE I,

Z DX D KR AELRWMAE T RT B EOIIRAMIL AIPO B AT A 3 _Ticdt@d
% HOiE7, Bz X, ERI B VFI BlZe &> AIPO BB 4T A NI KR T
EEOEKRTAEM LY, £72. CHAM SAPO IZBWTHHHED LD TLA, ZD X 572
BV AMEZ R AT 5 2 L1ET& 220, flx X, CHA & AIPO 41, FERIZIEN
M APEZ "3, Zaud, AIPO OFALTIX, ZE74 CHA ME LR T 2 O EE Lz
HDTHHEEZBND, BHKICSIZEATLHZ LICL Y, CHARERRELLLTWD
EEZLND, L LICER~D Si BEHASE, #l21E, 12mol%d Si E/LHD
CHA ! SAPO D565, [RERIZ/AKZR SR DI AMEIZIEF IR, ZuE, Bf~D
Si &NZTETH CHABENRLE L7205 2 & &b, Ba3 g 5729
KRB S 09 < KRGS COMAMENE T T2 EE2bND, DX )
PRAERMNSERT D L BERE 2> CHA # SAPO 0L LTIE, BHKRHNO
Si ENHEYITHY, EEHENEMNATELRETE—THLIZENREEFLWNEEZD
5, CHA M SAPO D4, #7325 CBUICEHBT 5 &, dér. &5\ id cha-cage
(2 1 E o Si AELT BB KRB A UET 5 &L St &iT 8.3mol% & Hiis s, =
DEICEZDE, AEIOERTH L7 Si & 9Imol%® CHA % SAPO (L@l Si
EOHPICH D LEEZBND, DL ) RKREKENAE B TEMANMEZ > CHA
A SAPO (Z DWW T OB ZRFNIRIEIZOWNW T DA A — V%X 26 12/~ LTz,

EHITHERE & DBRICOWTIN A7), Z® CHA % SAPO @ 29Si-MAS-NMR %
HE L7z, Z o CHA % SAPO /% OSDA & L Tl HWH 5 TEAOH TidZel, 7
LUERAVTWS W dEHE O OSDA T 5 TEAOH % AWV TARL L, [A U Si & 9mol%
& L7556 @ CHAR SAPO I DWW T B D 72 8 29Si-MAS-NMR A JIE L7z, 7233,
TEAOH % W CARK L7z CHA % SAPO 1%, KRS DLEM: Y I L O AT,
ZhHd 2981-MAS-NMR OfERZ K 27 1IT7R Lim, ZHnb ., ARBRFHT AV S /A
P2 R SIGADICIRIB SN D 1 AD B — 27 OB Z oD I2xt LT LMAMEDEV SAPO
1% Si(4AD Dt Si(3AD . SiO: DEEHETHH LV BT A 7 ROBEHERH D L EZ BN
% Si4S)d v —7 LB &, Si OENLAARE—TH D Z LoD, ZOREND
LY E R Si &L 72 Si UL CHA % SAPO 128\ T\ kR A 1A
PEICB W CEERRK T THDL 2 EBHRTE T,

5—5 F&
AIPOBIEA T A "D, 7 /2= DEFTA b EFECHEED S O OMITH
HOMEDLDLHY L7V 27— MIHAT, I 2 OfEO~T v i
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TOBHRERPES THLHEVIFEEALTNDZE LY, AIPOREAS T A FOFfE
FIZ L > TR DIWERREO L OBHF LN DL DTV EB x| Fix D AIPO BlE 4
TA4 REGE L, ZRHIZOWNWTOKREL[EAEMERZEE L, OIS, MRS DK
R[ROWAERHEE OB OV TN, EOMER, KEKBEREZ DWW T, Wi

SRR EE 2y B2 6 B3 DIV OWAE SRR A RO, #EEIC L REJAEL, A
VR—=TF AU e EORIE STz A Y FLEFFOME O A FTEE7: Kelvin O
TEACE RN ERbhote, Fio, MBEOEBIZOW TR, SMETOF
KB TIE, AIPO & RAEZRERARHEEE TIXIE & A EWENE Z 59, FrE O E
DO ENRIRIAE Y BEAT 2RI U TSR OFHEE N R D L) =
ENRbDholo, UK LT, 21, 4 MOJRFDOGEIX, BB BIELFFOTH &%
R HID Z L DARFARHEEEIZ I T WG A3 A | e 8 AR RN C Rl s & A3
MTH|ENRLONT, ETEEO~T v F 2 B ~SEAN LTSS, £ 0 DR
DENENREE D LD eWAEFRREZ R LT, £70, BANT O { O EIZ DN T
BRI AR, EARNEINT IS LN, BANENKRELSRD I ERNbhoTz,
T7ebb, SAPO OIATHILL, Si EAENHKL TS 5 L EHROMmENRKE 7
D BRVBIKMEEZFFO L D272 B 12 DERFEXHBE 2 DA ENAKRE <20 TARIZEND
FRACANT EEEL TS EN) Ko Z &hbholz, ZHH DREEDNR, ~
TR ORER A EDE D Z LI X0 ARFHERHE E RIS W TITEON 6 EAS
0 FARHEE 2 FFo XK 5 72 AIPO B 47 1 R &#ETE 5,

AIPO BI-P 4T A F DKERWAEZRRIZOW T, IBEKRFEIZ DWW T LR, *
DFER, TNV — R DEBFTA bR, YU I KRR E LBV, KERR
FERAFE A RO Z LD o To WAEFRMOFFR e STFHER S LR ELADET,
ZD X 57 AIPO BIY AT A b ORI SV T DSC-XRD, MAS-NMR, B i X ##
MERAT 72 £ 21T o TSR, 2D OFRFEROER & UCiE, HgiBuK ) 7ok is
73 B HUK ) 22838 DK RIS B~ DRSS~ DFHRE TH D K—EF T A MR O IKFERS
AFy NU—7 ORKBENFET D70 TH D EEZLND, 20 XD REEE O
WRHEIX, AIPO BB AT 4 b o, MREFIZ LV E(bT 572, Fix D AIPO BIE A
TA MZEY, ZNENFEDKELDRAERNELFFOZ LN A[REICR D B2 B D,

IHD AIPO BB AT A FOKREKBAERPEDIGH & LT ARIRAFHEEFIH L
TeWE e — MR 7 (AHP) HOWEM ORI 21T o7, ZORER, k0> ) A7
VIR EDOWAEMIZHART, RERAIREREZGDLZENARTHL Z Lo T,
Fro. ERWAEM & L CHEERKERMBAE BT HMAPEIZ DN T HE L, £ O
B #5010 HEILLEO# D IR LS RBRICB W THIZE A EHREIETRRGT, E
FAMERE L+ D Z L DSHER T E I,

AHFZEDH . AIPO BB AT A h%& 2 AHP 139 CICERATEA SN TV D,
KIGEEFIH LI R Y AT A0BE =X 0 A\l S, 4% E7£7. 1k
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FREEOE R EOHIE, IR 2 OPEHINE 72 ENMEIZ2 D | 2O KD B TR,
MHIFEFICEEI IR D L EZDND, REIEESN TV D RIFABREZ LIS Z
LIZEY . KBRS aY =3 L—y g VT O/, R AHP 5, bR T 8, gk
Fi. Va—ATH, "M A= )=V THREORBETZ o Maid o X% AHP £ T
MR BB L TnW& | BREE, =X —MEMmRO—ce s Z L2 IR L T D,
Fo, KETEVKERRBGAMERZ AT 5 CHA L SAPO 25\ T, £ SiBdfir

DB —MENEETHDH Z a2 R LN, 20X ) ek ai%s L, CHA & SAPO®
T RKEKWEM LS OB O THRE Lz, AEHEPET 2o\ C, BREEHE, &
BUWFEEOLERN O, BEIS AP I >oH 5, 2 HOETOHBNIT LT
1%, NOx {# LAt D MERER _E233R D B35, NOx LAt FH o JR & SCR filfit & L C, &
T CTIE Cu/CHA(T VR /> r— MHER WS N5 THh D, =2 T, [T CHA
& Td % CHA A SAPO (T Cu Z HEF L 72 i |2 DT SCR MERBIZ DWW TR & L 72,
ZORER, IRIRAEYERR D & < . IR AKBURAMED B ¥ | £ 72 BBV B NEER, 5 1A
DIRTZLITED, KEKIZOWTHEMBAEZ#ED KT Z &b, KEKOWM A 2T
L T? SCR HREZEA L ZFH~T= & 2 A, BH D OSDA THK L7- CHA & SAPO O filit
[T EWWIA M Z 7R L2 9,

DX 9z, BED CHA H SAPO 23fE 4 O B ~DEB O ATHEMENR B 5 2 & A
DI SN GRS O L O RRE SN B L T A POARBIRNEETH DL Z LR
VOYIRVSN
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