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T, YU AEED XY @SOHFLEERTER S 5 7201, 1§57z Si-MCM-41 [ 37& 2L
BEMZ R LI EBERE LT, Fio, ZAFREEE TR LN Si-MCM-41 11X, KEGK
BN THEFITEOIREZ R 2 &b R L,

NV A ZAARE IR & 5 2 FrH E R e O B %

A, EIN, B PofiE St R BV T, BERICEH 2 5T
BLRE LoD, BIREBEARARIENLEL SRS, ZOLH5REK 7okt 2D
FHIIE, BRI A2 FIERE 72D 9 50, SIS & ERRVEO N & BE
TFORE KA 2 FAWCEBLT 2 2 LIIIREENFE S, Zud, BEFOBEAAEER &
DAY — T, @R RIEME R OREEN N2 7O Th o7, SBA-15 72 XD U 7
AV SHROT 7 ZERNE, B— THREBILHEMAFRIRETH D, 2o OREDHE
KW NFECTE D B Z LTV 5D,

INFETANKUEEZETELIZV U B A Y ZAROMBEVERCE L CliBEic%
S DHGENH DN, AR CERU EOREEZ [E T LTS, EHR4hiEs

TEQSMH,D J




Lo B BEAT B ERE KSR | -
k LT 4:% %4 foe @?ﬁﬁ—]\ ﬁ}i J'_{L; ~0D FL; HEJ lLO?\mEr’:‘l;f';}si;lri‘mel!;\(l}lxlyisilnnc' MM-ID%_NH:

NI TX 5, 2 CAIZE T, (APTMS)

RO BIEL & LTI BTN G SIAIST N HOOC ~ CO0IH ———sBA-1s5—Co0N
ANT 7 I NiEEGHREM 24D SBA—IS%‘ —COOH + NSO, -molL HCI SBA—IS?—(.‘UNHS(');H

ji¥£ T YA g}l—‘ ﬁ: e /\':.E_”ﬂﬁ Sulfamic acid FKEEH Sulfamide acid
T5 %i?%(Fig. 3) ATV \,FQ?%H,] AN Fig.2  Preparation of Sulfamide SBA-15.

it X Jis T3 5 Friedel-Crafts X2
CIARIZOW TR LTz,

JFUEHZ AV b7 A BR—F /L(TEOS), P123, /K, Mg, 7 /78 hU X R
VT U(APTMS), anZfig, ALV7 7 I Vg, BKMESERNCY A Y 7T aerin
RIA I RERHWTEREIT> 7=, #AIE TEOS : P123 : HCI : H,O: APTMS = 18.9 :
0.344:120:166.5:2.0 & L7=,P123, H,0, HCl #i&& L7-#, TEOS %% T 40°C,
45 R LT-, ZTORARENFITHS APTMS 2%, 40°C, 20 W2 1T
VY, BB HTIERIAZ 80°C, 24 KRIFHIE U712, =&/ — L ZINZERL, Al
SBA-15 #15%72, Amino SBA-15 ITWi/KMEAHIE ZIZ< ANz, =% ) — /a2t
& LT 20°C, 24 WRE#EL L, Carboxy 1l SBA-15 %#715%7-, Carboxyl SBA-15 (Zfii
KEEEHR L AN T 7 2 AN Z, 20°C, 24 BEiE# L, 80°C, 24 WRf#ziR S+
SBA-15 ##37c, AR L7-fitoXxv 7 7 2 V¥ — 3 & LTI, XRD, ZEHFWK
FEME, PSi CPMAS NMR, FT-IR, TEESHT, A v MERIEIEIC X 25 BsEilE 2
177,

BHEE O 100 ml A7 5 232, 80CHA—7 o CT— BRI w7
Sulfamide SBA-15 (100 mg), 9.2 mmol (1g) ®X> /L7 )L 2—/ L, 222 mmol (20 g)
D IIVEEMNMZ, FANNZZRLTI0C, 4 RS EITo 72, Kk, 7KK
WO THAL, NEEEME TH5 7T M7 Y % 7.6 mmol <z 5 EEHL,
02um D7 A NVE—ZDFI2T 4 AR Y I TAHABULE. AEE 1 g 8RELL,
80 vol% MeOH &% 100 ml |2 fi# & HPLCCR Y —H1;0DS 17 2) Xk v 45k L 7=,
B, BOTAEEBAREIIETEL X277 —3—7 3ATHALTHL AW,

XRD HIEDFEREA S, Sulfamide SBA-15 (XU 7 A YV ZAIKD &, HAIR 224
EERFFLIZEETHLIZ LN RBINT-, FERWENEERIY, 2ALT7 7
T MMELTY, 7/ MALOBAEN S T2GA T Z 5 LSO M FLAFE O 2% 72 6k
DIFBEINT, REEOLRENVEETH
D DRI N,

29Si CPMAS NMR HIEN 6, AT 7 i\ ¢
REiz & v, -68 ppm {FiTIZ T ¥4 [\
[(Si0,);Si-RID AL D RS S A7 (Figure 4)7- \ [ 1\
b, VA BILEREABEBREL |0\ | \Smesiiss
ENTWDLZ EEMER L, Bk, -90 i \ | '
ppm {1 Q* # 1 F[(Si0,),Si-(OH),],
-100 ppm FHITIZIE Q° # A F[(Si0,);Si-OH]
NEN, TNENREIIFET 5 ISLAKER K : P
(y§/~—/]/%)0)ﬁ{£%‘:ﬁ< LTW5, ifi, 50 70 -90 . -110 130 150
-110 ppm 1#3&@:&i Q4 I b [(Si02)4Si] 75)1/% Fig. 3 3"5?2‘0;}3‘?;&[’{21[{ spectra.
LTW5B,

FT-IR (Z X BHIERE LY, 3750 cm™ (T ICISI KR FE D WRIN ASHERR S, AL
77 NMMEENDZ 2k, U B A YLK E OIS KERRE DD HIEIER X
A=, E72, 2950 em ITER L7 A RSSO C-H EIREI MR 4, 1730 em™ I
ANT7 7 I MMEICE D7 2 FEOWIN R 5407z, NMR, FT-IR OfER LD U D
A ZHARMALE A EIER L= 1%, BENmET 2 Z L < EEbanT
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- NN . Table 1 BzOH  conversion of
v \:}5 C SBURR S, . Friedel-Crafts benzylation
AL U 7= i, —f%AYIZ Friedel-Crafts SO 2

Catalysts BzOH conversion / %
ACHRTOLHHUET VI =7 AEIRIEY), A oamaeseaTs 25
N7 7 I REEZE LTV RV SBA-1S A filtfif None 0.0
ELTRU Db E T T2k %E Table 1 12K SBA-15 0.0
. BRI CIT S R B CRLCh D, 1 AIC, 459

filfieds OV SBA-15 D AHDGEITIEME 2R & 72
MOTeNANT 7 X Pz HEF L7 SBA-15 |3 Table 2 Elemental analysis of Sulfamide
EHEZR LU, UL, TV =0 AO7EM SBA-15

Elements Planned Value/% Measured value/%

Kﬂi&@fﬁﬁ?ﬁﬁofl ﬁﬂﬁ%o)iﬁﬁ\j}?z})ﬁ)ci; S % C 9.64 11.99
DAIAZ B D53 LA T U (Table 2), 2V 7 7 H 161 3.20
S REROMB R A NS TS - LA B . e
bid, S 3.67 1.87

T, Ay MERERICK DBERENENS D,
MR OWEE Y Va2 =7 3R 2 FH T 28I
JVEAZ RIm=ba "V UNEBL TWADIZX L, ARFHEL L 72 Sulfamide
SBA-15 (37> b 7% /) VETOREG LRI oo, BKREAANC L0 7 2 Rig
BEERT D8, BREEMEORIERD DR S, ZORIAERY &, FEl Sz
ANT 72 REERE THEPEREIN, ANV T 7 2 RKBEOBREPHFHEINLTLESZDOT
TN EEBELR LTINS,

C/S 2.63 6.41

MR DA B IS NDNF

IR ZILVEMELORIRLE WO BLEN D, 2L DR EZ T Z LN TE 1=,
BOraE IR L, SEREREM O T AR 7 EA~DIGH N AT TWA, 5% b
DS T TRFFE 2 EOREL TR L TS PETH D, #FZ HW R A
VHEERGBIZIBW T, Biic e Bl A BIbamEsREt L, i A VG 2 Al
HT LB LT, AR - MG A KV BEICERGH T 2 LIk, SR ERE
T A G ER L2 A VISR OBENYIFRFCX 5, BIRWEZRIHA L-) /#
AT, B SE T  BERED O OE =y N L THIAT 282 F
EOBRRIZHE LTc, AFELRA RBERWEZREIZEAT 22 21280, fikliise
R ERED RSB T2 X 5N IR T & 5, ZARLENEIC X 0 RGEIC Si-MCM-41 %2155 %
EEREL, FEATIECIVE LN Si-MCM-41 13m WAV E M & itk 2 A
HZEERH L, 20Xk ) REEEZ LD Si-MCM-41 1, KEEE L 3 3R G
OfE s U < ITAHEAR L L CORMANYIFRFTE 5, F7z, SBA-15 MALANEBICHK
gL L Cmohd AT 7 2 RigZEE(LT 5 HiEE2 e L, FrE AR
RO OAREEZ R L=, 4%, AHORI22bsdzv, BEkT 521
77 I RBOEEZa bu—35 2 ERTENIE, 5BEICB B LOEZ22 0 EH
[ REBIEREE & L Tk x 7ol SO S ~DIS AR &S D,

3. 2 MEB T ARG Z FEANEE L T DAY ZHURD Gk GEE B AWEGEAT AA
JL—7)

(DWIFFEFERE NS B OSR

JEIR T A B ORI E =y NERT 57 A BIEEZHEWEICEREL, AV
N—T 2V T OfEEMEO [ B R OSR S O G 2 rTeE & 32 SRl 2 B 7
HZEEHME LUTHRERBEEZITo 7, HRWE L L SaEEs a3 28R
AMEEICER L, FRlZ, BIRTFABEDR~A NETAXFAL NI AF AT U E=D
LRETEEA E OROSC L VG55 7 A BRE A& I8 A& 2 AR LT A M
REFLIZ, LUFIC R B BLEMA T 602 225 HEO~@ % [ERINCEEE L
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T, M REZINET D Z LT, tEA Y R—F AU BERE WD RSB
R LT,

DI F~A FDOFEEIND AV R—T A2V B EiEE O A g o i

QR EIEMER & ORBFETO I 2~ A b OSSO fiF I

NHA~A MPOFHFEIND A VHEEER (A Y R—=F 22U DHIEEWE) O 4R
MEZMI L, A VHEEDAER E I 7 oGO ZLEZ R AR T DI E -7, ft
ETEMA] & DREEETO N X~ A O EEEZL 2 M U725, BHRES
JEDINHFNA A Y R—=F 2V A OfEEEPED R IO TEETH L & DM AT,
O F 5 PN JE B 1 O RS B G AT O BR %%

J& N & RO DIl 2 28T 2 72 O/ S T MEEWM O RS AL FRIC T
WA LT HZET, FABERTORNEEEZRE L, ABELZERICRELTA
VIR—T AV I OWRMREM T TORRIELRIE Lz, AT 7 Abat & F£m
KREEEE & DFIRIZE Y . IR A BRE B SR O HINE 7 A BB #5255, SR El
THZLET, fidmtEA Y R—=F 22U DAEREFEBR L,

O D5 S JEAR 7 A BRI N D D A Y IR—F A2 ) 1 BiERE O & Rl 0 BR 3

FE RS N B O D JE AR 7 A BRYE (a-NaySi;Os DOKFIM), ~h XA ) MhHD
AVR—=TF A DHIEEE DL Z MR L. fmEEOHENT VXL N AT
NT =T AREESAE ORIGHEICRE S BT Z L2 OMNT Lz, &8
J& IR A BRYE DS S S OFRE 2 SO L 7= S gt A VR —F 2 U b O RSB REERR
FHREIREL 22 B,

OER T A BB P ~D B = » M AT O B

BERERBLZ HR & LIc i =y FOBEABMOBRREEZITV, 7AI=0 L7 E
DEFE2 = MRS A BEEEF~SEANT D720 OE RSO KE HIT> 70,
GREOR)GMEEEBETHZ LT, FHEEBHEOEANARETHLZ 2 AL,
Biiz=y haE0 VIR AYEZHEROERNATRETHD Z & bR LT, B
WE IS 2 S L2 BT 2881, Bl X, AT 2 Aeaafrsg52 LT
BR@CT X O EEBEELTEH T L 2R LT,

OF ELEWE OW S X EhRA

Hfia=y N0 U R AYSAKER T, FELFEMETCHLTENT
T b ROWHEFRBTHEZIToT2fER, A VHNIZT AT & R+ KEICRFET
HIZEDHER SN, BHRAT LI =0 MIBHE 2T 720, TAT e RoyfI
TOT N K= Ufia & RIS DOTEMER & U THRET 2 ATREVED & 5 & D JERER Fn 7 4 15
oo THEUEEAETHEET. FINRBHICL DT 7T & ROBRLSZ /R
FTLIEA, RICEALTZBENDERT D4 Vs & OXBINREETH -
7=,

D JE ISR Er & S YED M) | & O BIfRFH A

FEBRE LI BB mICE T LT & MO ERERESE 208 U T, Bk
RFFOIRERFT Uiz, 7 aaR/VAZREICY 7 a~Ft o0tk FEKIZE
LGS EAT o To iR, 7~ Ui bRIT1 0% LIRS, v 7k
F Xy REINR LD TR o7z (v a4 —unEmk Liz) 23,
TABEKICENEEEZ G T 5258 2EOEEL RT 2 L2 R Lc, BREHIC
TBHP (t-Butylhydroperoxide) Z M\ % &, v 7wt U bERiT 4 0 %<2
D, vZa~dtrdxy REREL 9 0% EICoTo, AVR—=F ATV IO
% PN B A I O RS R FH MR M A K & < ) L & D ICE o oD T E R A
TR TH 5,

OBFIERR DA RIS NDRN R

U AR AARO EIECR RS | R AR B ANAREETE R O ) RICERE L7 2 L AR
D TEELRMIEHRR TH Y | MBAEZOMTETEICRE FEL LTV b DL
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Bbh s, i TREICHE LIZE AR ETosFEAIHIE, BERUROsE 0
G2 & KR HIE S T ZERIM B O m EER B~ O 7o 2 BB I S
50

3. 3 BEBRYEBMOEEE#EEtt (BRAXE MNMITIL—T)
(DAIFZESEHE PN AR B OVl

JERAE S O BRI Y /e BRE IR A, MM EREI LoD, ATHZLITLY
DTEERE R AT DT ) ZERIM B A L T & T,

AW TITEEY BT A NMIREESNDR LI, BRT AU U r— K,
JERT VA ) F & x— N ORER % Y e B RERL TIESR L2 @R LA L B K F o
RETFWE (7= — )V, SREGERIEEY) OWEMEIOREZHEL TV
%, BRICEEBEOEREL TS, WEE L OHAERZREEICRITZ &
WZHRT D, T =V AT FAREIRT AV Y T F- N OJERICEE L2 kg
WibaWE AR L, BIEN ) =V 7 = /) —VOGERE, BEN ) =V EMHAE
H32Z 82k, BENRIETKEBENOOWENFANNIIBZ D L@t L
oo 7 )= WRT I I ENIAFT HKIBEND ) =)V T = ) — )V DI % iR
M ET D Z Tk Lz, R cthoiEgs (bl r— R
¥t OFEBEM AT, WERED BTERGHE BT,

OWFFERR R DA ZIAFRFSND RN R

FPRHREF OIS M OHE 2 72 7 ZERIBPEHC I © & % ATREMEA < | SRR
Befii, I/ MR EOMIE R T L TRMHER T 5 THEMS S 5.

3. 4 EHEEHNAD) Y FZIAROHEL (WEHDRAER WESIL—T)
(DBFFE I N AR Je OVl S
1. AVER—F 27 =1L H~OFHEEDM 5

HEIAE T /L 2 % 227 L [(R’0);Si-R-Si(OR)3] & JFUEHZ ARk & 4 2 B A 1~ A
7y RERITT ) A— M A OB~ B E2H L TRV, il WEH,
ot — BT AL AR EEA R ~OISAPYRE SN TWD, T THLEEGH
MEL L7y, B2y, ZF LU BEALESAMARTIR, AR
L7 7 — VBRI ES U7 AS AR OMFLBEZ TR 925 2 & s ST
% (Fig. 1),

WA NN 7V v REHLIED
e e A V2B 2RI Ui iaetE:
MR RS D I12IE, A s PR AL
BERB~DOERELEANEETH
%o —IZ, MFLEmE~DOERE
AT, BRERAE AT LU TR
WIET T Ty U THRIDAL
FIHESnCTE, Lo LMifLRE
ICTERLENT- Si-C FEA 138w K&
WMEF 72 ZEWENMEL . (EEO
BREEAZE AT DITITH T LB o s 1 e g
B Y v PRI OB S iilyifﬁﬁik%)%?ﬁlwv/%%]\btf VR—=T A7
HoT,

AR TIIA YV R—FT A7 ==L U A (Ph-HMM) DZENGE 7 = = L o~
HEC/LAEM DI LR D ERERE A A L, # s MEA FLEBERS & 2 B > IR A 1~ o
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7V FEHEDOEME Be Lz, BARICE, (1) BE7 ==L 07 I /{kiC
KD EREIEAE DGR, (2) 7 X BOLFEMIC X 2 A RIEME SOGS DRESE,
(3) 2B LFHEMIELMAG DT T HRREEAZ KOG EIT > T2,

(1-1)  TI LAV ER—F A7 ==L > U DO & s M2
AR NA 7 U v REFEROREIT, ML AHER P HE 7 2R A B L I
FVERENRTWEETHD, £ZTPh-HMM OB 7 ==L o ~T 3 ) HAEA
L. BRI EARE - U CoiElb 2372 7-, 7 3 /it Ph-HMM (NH,-Ph-HMM) I
2 BEBEDALFROSIC L VAR LTz, 12U ®IC, Ph-HMM Z RlPe/hilk T L, 2546
Tz~ bafbEEA L, RIC= b a2 b A XARRRTT X /L8
gt LT ZERITARIMNRIL A 7 Fov | [ER NMR, ¥R XEEPTHE, E8WNAE
BE, LRSIV o8 Lic, HEMHT O E. NHy-Ph-HMM 13 A Vi & AlfL
FEQJEMIIEEZ R L TR, K 25%D8E7 o=V RIZT I Vv ENEA I
Z Ntz (Fig. 2), NHy-Ph-HMM OfEIEPERFM 21X, Kndevenagel 5 A St
W= (Fig. 3), NHp-Ph-HMM (%, [E{REEEAREE S UCHBEL, vm /= KU L
ERVATIVT B ROMEA G M U=, Z OB ST, 2 B CILER 80%
WCEL7 (IR 1 mol%), —J7. Ph-HMM 1%, Rk U CREEM: 213 & A
EREShhole, TNOLOREND, BiE 7 ==LV E~OFREEANIZLD,
Ph-HMM (T 7= E 2 T 5B CEH 2 L 2R LT,

1001 AV
— N
// NHZ-Ph_HMM
” / o
S y
< 60 4
3 o/
2 y
40 /
cr, -
201 /
| O
° O
0!
0 1 ; - 4 5 |

time (h)
Benzaldehyde; 10 mmol, Malononitrile; 10 mmol, Cat.; 50 mg
Solvent: toluene, Temp.: 60 °C, under Ar

Fig. 3 Kndevenagel fffi & S i1 L 5 At
T P FF A

(1-2)  ~LZ LT W BFAIC LT ARUE 5 0 f
Ph-HMM @ A ¥ #iFLIE, BRIk

D7 2= LR EEKEDYT )
“/V%#)?J,ﬁ;ﬁﬂ’ﬂzjﬁ/w‘:\ Ljﬁ:/ﬁ\: 73? —NH2 i) Fmoc-His(Fmoc)- &Cfx:z
R LT, BERERH v j%4§<$;)F His(FmocyCOOH 1) 7"

Fig.2 7 3 / {t. Ph-HMM O fE#EE 7 1

Y AR = W) Fe(OEPICI e, 7&{521
A L0 L ZEMTh D, A — o

NH,-Ph-HMM Fe(OEP)-His-Ph-HMM

VHFLNIZ A A XTI DTEM:
ilf LD Fig. 4 L2 237 B EHH Lo RIS 0% G

HL A AR L 7o RS 5T 5
72812, NH,-Ph-HMM @ NH, (2 b 2 F ¥ (His) & & fifi L 7= (Fig. 4), &5 7=
His-Ph-HMM (Z7R/V 7 ¢ U 8k85(K (Fe (OEP)) D7 mu )V AAIRE Nz T1- 8 2 5,
Fe(OEP) DWW MBI S 4v7z, —J7 . RIEAID Ph-HMM (I Fe(OEP) % 1% & A EWAE L
7einolz, ZOREFIE, Fe(OEP)2S His OEALIZ LD A VHIFLNICEE Sz Z &%
LTS, & 5h7- Fe(OEP)-His-Ph-HMM (%, E LKA F T BILKE DK
BERBR ST, ZOX D R—BGIRFEDWAEZEINIRRDNLZ T B THEL
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BEXND, THEDORERIT A VHIFLNIC AL X7 8 Al U 7= S 3 ¢
/-2 L AR LTED ., NHy-Ph-HMM 28 A TS E OB BS54 5720
DML LTHEITHD Z EE2RL TN,

(1-3) 2 B DAL FHERT )7 15 % fL A6 ot 7o M FLIN BR B2 o il £
NH,-Ph-HMM [ FHIFLEEDZUME 7 = = L U E/0IC NH ZE2NEA S TR Y | [ERE
Ffi e UCHERET 5, T OMEIOMALKREIZ/FATET DT / —/L(Si-OH) A~ D1k
FEMAMAEDED Z LT, MALPN O SOS BRSO E 4 4 Hil48 T X % "l Retkas
D, L LUEEAGHAA 7Y v REAERICBWTERBAEH v T ) — D
W7\ ERE R A A LA 13720, % Z T NHy-Ph-HMM O Si-OH H:% kU 2 F /1
U IUTMS) L TEST 5 Z T, A Y FIFLOBIKYE « BRAKMEDHIAENZ DWW TRRET L 7=,
N-(trimethylsilyl)imidazole & NH-Ph-HMM % ML U HTRIGSHEH Z & T, TMS
{&ffi NH-Ph-HMM  (TMS-NH,-Ph-HMM) % f57-(Fig. 5); TMS-NH,-Ph-HMM D% 55
WEREN S, IV HOWGEFERBEDHER SN, A VBEEZRFEFLTWND Z L0350
Dol ALFEMIC K D A Y HIALOBIK « BKMEZFHET 272, KSR AERE
%17 - 7=(Fig. 6), Ph-HMM [ & SiMe,

H H
RHE 0.7 TARKEA DY HQ O wegsimdale Q. V
HERY BEBS AR, T8 LT T © 707 N
NH,-Ph-HMM 13 & 9 £ {8
TIKRAEGW A DL B0 8 Fig.5 ALSHERGC L 0 “FEOE %% A L7 Ph-HMM

BHIESNT, 2T T 2 2 BRI X 0 AL
DEKBRBRE o2 L 2R LTV
%, —J7. TMS-NH,-Ph-HMM (%, /K#&X
ZlE & A WA IR I BUKEY 72 Al FL
BREBAZERLTWDZ ENShoT-, Zh %07
ITHIFLE O TMS %6728 Si-OH J6<° NH,
FE~OKOBLZIH L TWD 5 & E 2
bD, ZD K D7 2D EREIL A B 4 300
WZHEA L7 BREEET A Y ZHARD G Rk
IZHIHTTH Y HIFLEEIZE A LB HE pe’
Wk A VHIALNOBREAHIE X 5 2 0 |

900

Volume [cc/g]

& 75357\75)0 f:o :ﬂ IB @%%ci\ 2 $i;§/g® ’ > Relat?\;z Pressur:?P/PO] >’ '
{LRER B DD Z & T EHHE i e
B [l N ZTLE ] S =T AL A - Fig. 6 f&£fi Ph-HMM O /K&K 4 %1048 . Ph-HMM
f;ﬂ%{f ?Tigﬁ)mﬁbf% pIe (0). NH,-Ph-HMM (o), TMS-NH,-Ph-HMM (A)

AN o

2. AYVR=FAxF =LV A OFEBEENIC X 2 EAEFRAREE DS AL

BilIx, L FER T e A CHBIHEN Sh BN M ch 52, KIKTH
DDA E OSBEREE LV, RIGEBRPEET D, KEOREFM N H 5% O
RS-l ZNHOMBEZRT 5728, AR R CREEN L7 B A
DB RARE SN TWD, filt, FxIZA VYR—F 2GS ) BT AR BE
BA RS LI LOERERARBE O G R 2 @S L7203y, AR AL TR EMET AL
R UEBFEN PG BT 5 70 EORMENR D o 7o, BETRREB N OR S ITHEEL 72
WANVRACTEEZRFET 2 2 &1L, REICE LV 0 X259 5 L TR
T D,

Y=, Beb Bl A O — > Th H = F = LV H(-CH=CH-) & i #NIZ
BALTZAYR—T A ) W EERL, T =L EOBEBEALE ALEITHo
oo AR UEBRENBRICEERA LA Y R—F ZWEOREIINDTTH Y,
AWK RO WZEEP G TE D, =F =L U ED A VAR 1K, NaHSO; &
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Fe B R T CRLER 3 2 J7¥5(Scheme 1), TR 3 1k L7212 NaHSO3/Na,SO; THLEE
9% 5515(Scheme 2)D 21 Y TITo72, WTFNDHFIETHEF =L KD A LR AL
DHEIT L, BA% 1T 0.5-1.2mmol/g & 72 o 70, ZAUL, BHHNO=F =1 5D 7-16%
MANKR ALSINIZZ LR, REISOTZF =V U ENREZLFET D2 L a7 T,
AWK ALDEITIX, T~ AN Schemel

7 ML 1035em™ ICH LWE =2 o L0 NaHSO, $oH o
(SO; stretching) A #lZE S5 = & o—s| CH=CH- s|\g W—bo si-CH- -CH,- s;g
OB LTz, F£70, BRI A

YV AMFLAE S 28 R L IR AL ALERE T

HLIRFFESNTWDH Z &%, Xifig[a]  Scheme2

B A w8 L7z, N
fi@%m&?%%égfxii 8¥mHm&m 3 %Sﬁﬁm&g
R O
B %AT -T2 & 2 A, 24h T 86% 65°ClNaHSO3/Na2803
DR E 720, FEIREEARE L L i SO
THERET A Z L 2 HER LT, O\ ?H S|O3 /0 2M HCl | 1 ° 2 o}

0O—=Si-CH=-CH- Sl—O 4——— O SI CH=-CH- SléO
3. AVE—F A T7z=YL >y O ~o 0
U LN ~D LT = 7 AR [E EAl

KB EFIH LTz CO,p BIL0K DN R K A KFRLEIL, BRE - = /L% —fH]
REZ e 2 BN E L CHER SN TWD, Jefililit b U CHEix OMBHR NS X
NTWDEN, F4=TEOEEAERT T RIRO Y OFAMRICHERH Y, Fiz
MELR DA RO ST D, —J7, AMROMENT, Yobma i L=t
HERCRFM B OEEROWBEICET L/ EA TR, BLROKISHIRITE N
LoUIZH D05, FERITIEE BICIGECT 2 MW R OZ A IR S o, Fxld
FHREFLDSFLOJE 02U o ZRITEH LT A VY R—F ZAHFHE ) W2 ERR L, ;0)
W BRI WVEN T HET T THREA2 R T2 L2 LT Lz, 4,
DAY R—=T AFHET Y B ORISR %ﬁTéRu%WRWmmﬁ%E
EL, JEHEMEEZTEN LIS ROMEEL BIE L, A Y R—F AV
OMFLEHEICTOEE U 2 B+
ZIARATHEEL, £2I2 Ru % = NN e
R & T, MANT insiu T “siiome), N
Rmmmf%%ﬁéﬁtoﬁmmm >
Bz NEE SN2 stk b,

FFLN T D Ru(dmb)32+0)ﬁ/EJZ7§)ﬁ?€: BP-HMM
SNTc, T OREHZ 260nm D% H

%—J‘ Lf_ CE %, ﬂ%@ﬁ%ﬁ@ EE)IE Ru(dmb),Cl,=2H,0
I L, 8V IZ Ru(dmb)> Bk
OEENEEINTZ, X, B RUBIPy’-BP-HMM
DATHEEE DRI L/tfl::’:?\ﬂ/?\’ 2% Fig.7 BP-HMM OHIFLI~0D Ru SEKO (L2
FHFLN D Ru SERICREREN L2 &%

RLTEY, AR L — OB S AR T 52 N TE T,

QWFFERRR DA BRI S LD DR

AT NA 7V v REFUROZEB ARSI R T 2L HE/ME ORI X 0 |
FLNITER 2 72 B AR O AORERETINL OAEEN FIRE & e o 7, FRIC, SR EA
B U B AURTIE, RS EOMFLEERE G 2 PR FF L7 F . Bix 2 BERB L 3 T RE
b5, OO O E M D &\ O B AR 0 B3O/ FLA T O RS KRS D
ERICEE BB 2 BT RSN D,

AL 7Y v R U B ZAROIIIL - FOLREL, BEEH AL 7Y v
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3.

REALARDHF 2RISR Z ATREIC T 2R R TH D | 1RO U I SR TITHE
A 7o B R PER B O BB IR 3 1A T & 2

5 wILO—XARMBRIEDHEE (LEEXE ERIIL—7)
(DBFTE FhtE N AR S OVl

KT N—T7Trx, HERIEBBLESIETR & L THRh R NA F~ A DOfEE RS % H
& LT E T o7, F7° . BERERAMEIC X 2 /KEEMENELA 8 DO IR 53 fif RO %
BEt L7, MBEIEOKIEIFEFT TR B —2AR0F U o OMAS RS (K1) 21T
STl A, ANVKAMEAYR—=F AU H (K1) OfEMIXEEfE O HZSM-5.
ToNR—=URAL, FT74F >, AVRAMTEL T 7 AV I0EEL DI &
Boamolz (M2), Ziuk, A VAN TRAOAIFIHESBEFMEBE LV K& <
M ET A0 ThD, toT, Zha—Rz=vy FRHERICEE L-EE5WTr 7
VO TTHERHINC A Y LN A~OEERFEEL 72 0 | BEAIZ X DK % 5%
52 EEREBLTNWD, AR 7 o~~ 7 oz b OB FEA e, X
0 OB OWE R UMER S IZF G TE 20 b O EHERI L 7=,

CH,0H CH,OH CH,OH CH,OH
OH

o) 0, 0 o

OH OH OH _+HO OH (1)
(¢) (¢] on
OH OH
OH oH AN OH OH
Starch Glucose

Glucose yield, %

60

50

40 -

30

20

104 I

o)/ HEl s HE B BN

Amberlyst-  Nafion- Si02-  EtHMM- Ph-HMM-

15 silica Graft One pot Graft
Catalyst
B 1 ANKACA Y R=T ALY X 2. 7T Y ONKSIRIE, 77> 360
% g, 7k 20mL, fREE (FER) 0.0108 mmol, 403
K, 24 h.

RIZ, Bvu—=2A0MREOSZ R Uiz, BUE, Y ) REOAAS A5 ) —n
ZBWHEKROT T U NBIELN TSN, T OREBEINTEMMHEN EH L,
WAATRIBE E 72> T D, £ CTHEREIANA AR L LT, BARIEKD KEILTF
ETOIHAEMEAEY CHLELVE—AORHANEELRBEL2->TWDS, L, &
N —ADGRIZREETH U | PERE & U THEFRIE - BRERIED I THOIL TV D M3,
LV EhER - ARRBEAMOBEINERNHFEIN T2, Fxik, 70700
& [FREIC B ARR I K D IR 2 3R T= 08, PUSMT &L EIT Lo T2, £ 2Ty
PRI 2 F TR OB R 2 @ 32 L BROSHAEITT 5008 Liven
EEBUBRFZED-E A, A4S (P £723v7 =74 (Ru) iz v
Tl m —2ADNKSREERITNEZ Y, YL E F—L72 EOKEMNET v
T WNERTHZEERWE L (M3), ikt Lo —20oeH CopT
H 5, BRIINZIZ, Pt°Ru % y-7 /L F 72 EOBKICHER L7z filiifEiz L v, KFT
KFIET 190°C. 24 FEIOIGIZ LD YV E b—b <~ = h— L2 RIER 31%
<ELNE (M4), YAE R— v = F—LOFEAITH 41 ThDH, v =
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h—/UIHBETH D 7V a—ADTE R
Vfbick v~ —ARAERK L, ZDiET
IRV AERT D EHER SN D, 72, i3k
oo —AELEORET L a— BN KT
88% I LTz, ZOHIETIE, fil & A gk
MOSBEIR S TH Y, ALIIHEfEH T
Lo YVE M= OHBZEE L TITHBEED ) -

filc. £V VL R, 4=V L E R 0-C3 Cellulose
7V a—), ZVk) o CEREKLE o
WO RIERIE & 72 5, HO AN
X 4 OFISFAITBN T, OCKE % & Catalyst Y "
< LTHHET VvV a— IR EmE B L7 - ! '
2o ST, MINEEZGLT-DIITIE, B Glucose
B — 2 DR A IR E IS A L TR hon
n— 2R EFHOLNEN D DH LB X H H——oH
T — ZAFPLEEICOW TR LT, # - N
DOFER., IKIETO Y UERLELE L OVR— L Catalyst H——on
VLB CREEMBE MK T L, Brmr—X CHZ0H
bR M LT B RWE LT, BK Sorbitol

I, RO Lo —2Ciift b E X 3. T kB L m— R SRS, Ean
65% THHMN, R—AIL 2 BFLETIE 10%.,
U RALERCIE 24% MK F L7, Pty-ALO; Z il s LC, AR—/L 212 HLE /L1
—ADGEAT ST fEREZK S IR T, K5 THONN—[Z Y VE h—l+v = h—
SRR, SRt — TR LA ORRINEEZ KT, IR L T, B LAWIT 45%
IRTHLN, VBB R—/L I VB 2 HEfTo e —R 2 WD & 60
~65%FE CTUERM LT 5 2 ERnnoT,
WIZFOGHEREICOWTERE LT, 10, X3 ORISR TR iETIE e < B
0 —ANEEKFOMMIND &, BENDRWT ERr Fef v/ a— 234
T3 TTHbH, Lol., Fx oG 40 |
TIEMBFEEHTIE R Y LE b ]
~w#£é&%k@6®f [ER77/ S S
bR RTREMEIZAR VY, 85 1T, X 4 20 |
DGR T NV a— R & RS FE
LB EINME == b
/vbi%@ 4:1 OFIET, 1ZIE 100%UX 0 o
THELNZ, LrL, YLVE h—b & )
%:% tIrt~wr=hr—nigae<l & & &

Yield / %

10 1

ER UZenoTz, =L LT, Bnm
DIROBOSHENC 7 v a— &
~ = M= VOAERRBIK Y v TELH
XNtz TNHORERENL, Bro—
A FRIZIN 6 128 T & 9 TNk 5y i
EBILNPOLD _BEMKISTHDZ &,
—BtH OMKGIRPERTHD Z &
T a—Z2DONKGIRIT L0 S F
KL LT L a—ANAERT S 2
LA KA a— A A
T~y ) —ARARK LIBETS L
v = b=V ERRT D Z b DR

18

4, HFEREBEMBLIC X DT L2 — VIR, &

Jbr—2Z 0.48 g, Pt il 0. 21 g, Ru fil£ 0. 11 g,

/K 60 mL, /KFEWES MPa, 463 K, 24 h.
Ptly-Al,O3

@ sugar alcohols
W total products

Yield, %

Ball milled H3PO4

5. Pt/AL,0, il = CORTLEE L 2 — 2D
RIS, RGBSR 4 & [Fkk,

As received



END, o T, AKFOKFAC RSN T CLIBEmH L CTKRBEOMREERENLZ D |
B KSR D A BV A — R —THERE LICEER SN ER L, B n—2DNKI R %
RELTWD EEBER LT, KENEGF LW EKILDEIT LW &b, O
RIIKFEHRO LD THY | K ELOBRREITRRIMEEATLIbDEEZI LN
Do

H,O

HOH H H HQH H H
H, H, " H/Ol Py W ol
e y
e H* Cellulose ’
Support
e oH
H,0, H e He .
Dissociative adsorption —  H - — N
of H (rds) T on 1
2" H H
Spillover of H onto support. Glucose Mannose
H,OH
B H ﬂ H* e H. Ho CHiOH
— T . Eh
Support Pt, RU ——on o
H OH H OH
Cron

CHZ0H

Sorbitol Mannitol
Protonic acid sites are formed.

6. FRETENE ST T L & HEE SO

AAFZE R RO E DT EL T, il o — 258 S CRId TREh LT, 7=,
BE, RERBELEED CODIEREIAAF < ZNEOBRE AL F A BRI EE IR 2T
FIIT 22D L ]I C& D, FEBE, 2006 - 7 H O SCRR LK, ERANL L ORERE
TW5,

B — A ROFELAFIEE L TIE, BERIESCHREIE SIS LT D03 (RS R
FECBEFR LB/ ERIE D DD, Lo — AR B W THMBLEN AN ThHHZ LR LT
ST A ROMAINEIZZ DD TRVWEE Z TV,

(QWFFEER R D4 1 MiRFS D2 Fe

S%BOERELTIE, B — AN LR AL G T e AD B3 & FLiA A
TWD, itz TV E R— LSS ) — L0 T H ) — L7 EOBREL, = F L7
— NI VRN IR EDTTATF I RO B IR TR Th D, SHIZ, Y IVE h—/Lv %
REE I B — 20 EERINLOLEME G R TEL A REMELH D, VIV ER—/LD
B SOGIZED, B C RiBR A E SRR E LML AR TED, Brr—RFEEL
THEMCRU 7728 2RI 32720 120%, BLEEZ G T 20 ERHLHN, = RLF—
I ARDARVETALERE N AT REE 2 U, FEAR T REZ R S A A~ A DO REF AL F L B Rl
KELHHET D, H720UE, B T RNAX— 2B A BREF~DIRIF T L, 1EER
Bt DO EBUIREL T HTHEMFFTED,

3. 6 FT/R-—FAERHEHRMHOFR (EREEXEZANDST A I OABEMBMOE
B (REBKE NI L—T)
(DWIFFEFEfE NS B OVR
AW TIZ, A PR FICT7 4> LD DB OMRERN R Z ILE 2 M O I &
¥ LT, AV OB BRI G A & BRRERFMIE 2 FESE L. & B Zedtk
REDIEREMEME ORI Z B & L TR LT,
BONZ o F D EAS A L. v o NFLZE [ 2 BERER B/ 9~ 2 B R 2B B+ &
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REl - Bk, flx DL ALMERNALE 7 T2 B LT, L FICRE LR E 2T 2,

(1) ZZRAEMERINL 1 pyrazine-2,3-dicarboxylate
(pzdc) Z=H\W T, 3T pillared-layer A i
ZHT LAY {[Cd(pzde)(L)]xH,0}, (X 1)
ALz, ©7—EAF L (L= 44-
azopyridine, 1,2-bis(4-pyridyl)ethylene) % 2 %
Titab K & DKFERE G ORRAZ G5 Z
& T AT IIMKZRICEREEL, BEIX
INHE 3 2 B 72 25 FLAE IS DA D 43 1 IZ R E)
L7o, 23U X 0 ML B D82Sl < 4T,
AL D WG 1T % L TR 72 2 3R IMED R
BT X 1 {[Cd(pzdc)(L)]xH,O}, Dk

(2) BFNIZT I REZAET DHB = FERBEN F 1,3,5-benzene-tris-
[N-(4-pyridyl)amide] (btapa) Z it + A L. FHEEA LI =LK77 L — LU —
7 % H T % {[Cdy(btapa)s](NOs)a(sol)n}, AR LTZ (K2), B F-AICEALET
TREF, BVIAALLES A RNyt EBSHEERALTERY, BIRWT X My 10
WS W O i eh — FERS SRR 2R LTz, Z OB & OREIL, benzaldehyde
& malononitrile % V7= Knoevenagel S IZ33U N T WA LR O LG %2 7R~
L, FEamECHIE, BN &R0 & mWEREEAERE 2 F>Z Envboro e (K
3). MA T, HEOY A XIKTF Lic @O SR O R B bk LT, &
7= Z DAL EWIL, R —ERAREE S U CRIGRIZoBE - FBRIANEETH - 7=,

100 r :‘ --e- fESH
~ 80 F L i BT O
e 2 -a- EY D UDH
‘gﬁO: R e @A
540 9
CorTope ) . N e E [ .
WEN ISRy bIBER b S 20 s . ; L afl
7 i ‘ _' ' _‘,- l_:l‘;i" _‘2' _____ ® I
Y .El y o g 0 e
Ih‘
e W5 L) 0 3 6 9 12
b a time ( hour)
2 {[Cdy(btapa)s](NOs3)s(s0Dn} 3 'H NMR (Z & % Knoevenagel FJi D
DOREE Conversion (%) vs. time "2 » k

(3) ZEMEENL 1T 3,3,5,5 -tetramethyl-4,4’-bipyrazole (H,Mesbpz) % FV 7= ECAL i 57

¥ [Ag(Mesbpz)]-guest &k L7z, Z O/LAEWIL, B AR 72 BN Agl) O =
=y FNERE L7 3 Kook S T R O EICH A A L 7= S LA % TR
LTV (M4) , ZoEE, Ag() =a=y F3K 3 AT 52 L TF
FELLTEY  F A EERWNTHE =2 2 kdf LT (4 5 ; Voide space
=30.4 %), ZOLEWITFESREETO S 2 FORBAEIZB N T, BDIAATZ S A b
& Ag OFIZ Ag-n BEO C-H---Ag f#HAEMEH & FAEE A L72AEE O F
ZRBAIC LD 7 L =BT — 7 BRFRIRIZEFR L, A b OF A XEFIRITHE U TH
WA B B — A s OS2 b &2 R LTz,
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4 [AgMebpz)] OIERIE  B5 Agl) =hrm = TR S 7 2R
(a1 I % )

H S

O b (a) &MlE (b)

(4) ZERBRONT 12 A T, 8854 A2 [Cr(CN)s]” ZHWT, 2Wcy— ML A
T 5T BE4E [Mn(NNdmen)(H,0)][Cr(CN)s]H,O Z &k Lz, Z Ofb&ix, I
BULERIZ D Mn(ID) (ZEAL L72K R AKZ RS 2 & T, — MNEICHTe s 7
DB SN koG~ B b L (K6), F-, ZobAWiET7 = VK
PR 2R L, BKIC K BEKHHERRBIREE S 38 K D 60K ~E 2 b L7,
Wi U 7L BT e oS Lk 20 L, BAKAIZK E A &2 ) — VDB E S L
7oo ZOMBEWTIL, ALFPRAE & WBRR A RFE 2 5 VB O WS L RO A Xk
P, MO IED WA (P D BRI DB AR LTz,

6 MiKaT () WK% (T) O

—
W

v emu-mol™?
=

VY

1 =®la=> lb=>la—>lb=1la
o &M

-= fik4E
BkiEE

nnnnnn

7 FEGRAH KR, FRImAR O R S E)
AT T, O i LAk

VIb, 7o Ez A4 2 2R &S F2 AL, TOMERIEcLY, 7
A MTHIET D MR BHER, 7 A MREICRIT 5 9A AEREOREH, NILE
DM EAEEIZ K D m WA —RERE D FEBL, 7 A RIS 1T K D SRR A A
CHEP LTz, 2B, BALE D T SERMEEO BBV THRERMLRRR TH Y |
Forx DR E RITL < OFBPIFENIRE L T D,

BFFERR R DA EIAFRFSND R

Fx DWFFERRIE. A®%IZE Y 7 A2 FERIED S WS ALIEF R 25 L D 0 2
STEEAERS. MIFLINFROD K0 & B 2RI K 2 IR R 2 RA ) — i D PR FE~ &



BB SNDTHAS 9, FRIZ, A7 T A5 BfEE = 30 F — RIS TR < B 2 Bl
THh, RERBEMDRPIFFSND,

3. 7 BEHE (RrbyIRILLKRE FHITIL—T)
(DWFZE S hE N7 K OVl SR

AV R—T AWE & REAE L UCRIHT 2 212138 TEn 6 WE O 3 RookEE
ZREA - RE L, BITER & RERREE AR b BEARRI R E DSHERF STV D F 2 R
THEPNEETHD, ZNET, ZIEOHEEDOTHMN « REITIT AT AW AEFEIRAR
MARX #ET, il X OERE MR EOFERFENHV LN TND, &F
EOR RIT R A fEEME, EEME L SWRPFTSITEEIICH D . 210 2R ERITHIH
L CTHE e A VIR — T ZAWE OREERE & il &2 EfED D8 LW TIT 9,

Mg E & U CEFIMEE (B 2 W T2 2 LIRS RO EZIRD D,
PLNIC BRR 725t ik %~
s BT Z LR ORETE - BERE 2 BB 23T D IS B 7o 7= 7e iR HERR. Bl HE %2 B

BT 5,

c AV IR—T AWE O 3WICHEE & BBBIZE D7D self-consistent (T3R5 FE%

BB L., T AWGE DERAEETITHINE, KEfEE KD D,

LA Y AR — T ZAWE O 3 IRIeHEE & Rl - ET D FIEOMESL & OfITFIE

W E PRI TR MG Y 7 & L TR T 5,

- ra ba ik AVERX BRETRE 2R ICHE L, MERTo—E o E &

b5 L EbIZ, TADRAYZHRTOWEBEZHONIT 5,

- BT FEZE U CH A T OWERREZH, BUUEOERT AWAE a7 7 A v

DFEATIEIZ DWW TRRFTT 5,

s FPEFEITE T A Y VU DEARDBEES LA YV LR DKy OEE)IZ D

WTHHRD
c 2L OMBEIIKEBIRE L THRET S, 22T AYARTHTOKD %H)

(dynamics) #Z %,

MFERRIE, BL T O 0 12572,

P oA A o FmiE A 2 O CARRIZERZ LT=#T 22> U B A Y Z 5L S (AMS-n)
DM, n=8,9,10 fdbIZ DO\ TZ O 2 BB OMHTIC LV RDOT=, BRSO
BE L TEEOEEN RN S, IRESNTZV D B A Y ZHIRDOEE % iGN D
lyotropic liquid crystals OFH[ & HIEIZHOW T H HERAM A E 15T,

RO TX TN Y B A Y LA REA A 2 FOmiE A 2 TR R S vz,
DA REMZ 5 TEIEMITIEZ R L, IE LTz,

vrrna ba U E O TEMCM-41 DR R XEREHT 7S 2 — o D RITHRE DS |
U I AMFLBEREYE 2 TR T L CRIL L. BEREE DR EREGEMT 21T~ 72, F
7o, SRITORIE I FRECTh D FAMER S T,

v ha U E O TRTEBRRX BRETNY —  ORIPTEEE NS VY
H AV ZHAAMCM-41, MCM-48~DNa2, Ar H AWk AR OBIZ21CRET) L, NLDFT#
B & DFEIR R LR 2T o T2

OWFFERR DA BTSN DA

Trld, 7GR OO DM FELRB L, TORME, 2 OHT /HEiED
FFENEH SN, A%IT, ZOMERITFEZ KR L L, EFHERTF L LTA
SHIHEnL Z &nlifrshnd,
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4 WHESINE

O Z LR 7V —7 (F 7 ZERIEE ORI

K 4 i & % Wk B H 2N
BH— N Rt NS B G N R XN i YRR 14 4E 11 A ~ R
T s b 20423 A
R
5 Hh o — FLURG HOR 5 B | Bz S b ST AT TRk 144E 11 A ~ Rk
TS Ak 204-3 A
FH
A5 IEZ N Rt NS B G L AL A AR & BEREREAR | PR 14 45 11 A ~ Pk
T s b 20423 A
R
(Rl B A RZEH|FET | hA4Y A b [P I45F 1T~k
T s Ak 16 43 A
TR
LR IST CREST # [/~ f 71 o | 2 v Mz | Pk 144 11 H ~ Tk
8 7S 20 43 J
PN S P e
T BE A A
JEAT - B
A RE H Al A
Je
S 2 JST CREST #ff | £ L {4 i i PRk 18 4F 4 A ~ Rk
i N B =) 2043 A
TR BE it & | % B Wk 22
JEAT - B | Bh
B ORE B i A
Jepn
i G upali FLAG KRB R ER AR (M A A BRYE B B o | K 14 4F 11 ] ~ K
T s AL | RFBEAE | F)1 204F3 A
FF
PR Z% FLRG B OK 7 B | % BGEAT | BREE AR L AR 14411 A~k
T s AL 20-3 A
il
& HOGF G EOR S| BT | BREE AR L YK 17 4E 4 A ~ Rk
T i b 204-3 A
R
TRNL T LN ARA RS )RR LRG| RS R4~
k7 i i 2023 A
Ry FRG E oK B B I A BRI SR DGRk | K 15 4 4 A~ PRk
T i b 204-3 A
R
MOEZ BAw W K7 | ZETF | s YK 15 4F 4 A ~ PRk
T E S Ak 2043 A
T
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2H K AR H RSB | 2 BOEJE | TRoTZE M OB R | K 15 4R 4 A~ Rk
T s AL | B+ 2043 A
Eaa

A ZR L R E RS LR g 7Y B A RS | PR 1S 4~k
T2 808 AL | RFZRE | ik 1843 A
R

Nair IST CREST #f | A 4 > S 2 L1 | Tk 16 47 6 ]~k

Sivakumar BieHKPH |28 16 410 A
TR A% B B # YR 17 4R 5 A ~ R
WFFERT « 150 | 7 1845 H
M BE £ i
T

PN JST CREST #f | Z fLIK DO fiEdT gk 17 4 9 A ~ gk
Ly T NS | 20 423 H
T B i A | 2 B 8de
SRR - & H5 R0
M BE £ i
K]

NI LG 0K B | B TWTZE I O ARRERTE | T 15 4F 4 H ~ P
B 1 2043 H

KA R HE PERINI A |WIIER | R—F 2 U b A | EAI44E 11 ~FRL
BF 55 7T H VEZNIN 20 -3 A
H—

RFRPE2AT AR R B | 1 BB | A B D Btk | PR 1S AF 8 )~k
TS A | RFBEA | 22 o) 1943 H
Eaa

IRARORER |58 AR 52 2 B R R | X LN SO 5 — B | IR 15 4F 8 )~k
TS8R A | R¥ReA | @) 204E3 A
R

FHEIEA AR ME LR[S U DR A Y AL | R 15 4R 8 A~k
T35 s AL | KRBk 16 43 H
e

AR RPN R T PRt W15 AR 8 ] ~ Tk
T3 s AL | KRR 16 /-3 H
B

WEDELARS | R HOK o B | £ AR R |l T o A B Ak | TR 15 4E 8 T ~TFk
TR AL | KRB (ki & 2 WS k44 |16 4 3 H
R

s 2 LA RO ELE LR A VK= 2 U o [ 15 A 8 A~ TR
LIS G | K74 | oS 16 423 H
R

Pl [ SRR R R 2 R — T 2B DA | Tk 16 4 4 A~k
TS AL | RFEPBEAE |k 1943 H
Eaa

JE LR RRHERKFHRE LR\ NA 7Y v A VRS | K 16 4 4 H ~FRk
TS8R A | REped |1k 1743 A
R
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N B E KPR e LR A VSR TORSE | P 16 4 4 A ~Fik
T30 0 AL | KRB | R H# 1753 H
R
ARG TR H R B e AR AR | B IR OGBS AR | SRR 16 4 4 H ~ Rk
TS A | KRB (b & AR 1743 H
TR
SEPINCL] G R e LR | TV I G A Y ALK | AR 16 £F 4 ] ~FRL
T35 s AL | Kb 1743 A
=
ARG R OR e L AR | mACE A LR | PR 17 4F 4 A~k
TS AL | RFEpEAE (DG Rk 20 43 H
R
R - R RFE|E LR A Y ZIR-FHE R | Rk 17 4 4 H~FRk
TS A | KRB E | SR D& Rk 1843 H
TR
th SR BAGH R PR ME LR | -GS0 120 | B 17 4 4 A~k
T2 s AL | R |0 A2 VEEROARKR [1843 A
e
A 52 B EKFHEME LIRS T A BN O A |17 4 4 A~k
T AL | KRB | Y 24RO ARk 18 43 H
FE
EksF FLFGHRFEME LR | BT ) T2 — T OfF | R 17 4 4 H~¥RE
T AR | RFReAE (e 1843 H
e
H S5 A A HEKZERE LR EBERT ) T2 —7 Pk 174 4 H~Fik
T 530 s A | REEBeAE | OFRHe 1843 H
FH
A BREHKFHEHME LR 7Y v B A | PR 17 4F 4 A~k
T AL | KRB |R 18 43 H
TR
WE ke — FAG R B |E LR R | B E ORI MT | P18 4 4 A~k
TS AL | KRFpeE | ZEROE 1943 A
e
ANZF = R H KPR ME LR |AEESEN IS A | 18 4 4 H ~FRk
TS AL | RFBeA |[BRFEN S D A Y LK |19 43 H
TR ARk
PN e LA E O e LR R T IR ZE R M B | SRR 18 AR 4 A ~Fpk
T ER IS AL | KFReE |3%F 1943 A
TR
THBHE FLRG RSB | L AR AR | FEE AL A Y LR | R 18 A 4 H ~ Rk
T AL | RFEBEAE IO ARk 1943 A
e
EARTE N R HKFEME SRR | A B2 | R 18 4 A~k
T35S AL | R | IRDA Rk 1943 H
=
AR FLAG B R (E R | T A R A O [ 18 A 4 A~k
TS AL | RFBEAE | T2 2 AR AR 1943 A
FE
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LR K B
T R A
R

& LR
R

A SRR T O
TR X —BH)

AR 18 4 4~k
1943 A

R =

TP
T I P A
i

&Lk
KB4

m o R A Y L
KIH~DLE EAL

PR 19 4 4 A~k
2043 A

EHELH]

LA R A B
T ER IS AL
R

(EE ¥
R

JEIR A A BRYE ~D IRV
7 4 U VHEROEE
1t

AR 19 4F 4 A~k
2043 A

BMEZ

=N NS
T Ak
FR

& LR
R

eI FEAVE
I o A (R D 5

AR 19 4 4 7~k
2043 A
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