- 15y K

Gifu University Institutional Repository

Development of Synthetic Routes of
Oligosaccharide Units Related to Molecular
Recognition, Employing Glycosidase-mediated
Transglycosylation

=& eng

AR

~FB: 2014-04-01
F—7— K (Ja):
F—7— K (En):
ERxE: A, ERE
X=ILT7 KL R:
FiriE:

http://hdl.handle.net/20.500.12099/2264




(9]

K % (X&) N BH 8 B EER

¥ L 0 B OB gt (8%

¥ L &8 F 5 BRSZE195

FNEEFEHAH ¥10%£3HA13H

FHEEOEH FAMAE A 5HB2HEY

¥ A % X BE B Development of Synthetic Routes of
Oligosaccharide Units Related to Molecular
Recognition, Employing Glycosidase-mediated
Transglycosylation

#F & £ B8R FE BB XE B E&E W K £ H
BE B H X HE & K H % =
BlE & B X H# & M W £ B
BlE BN X% H & W % B =%
BlE B F X% W& & B & f

w X O "N 7A o B B

ITEEMREERRD DO RE - DPFTHEIOESICZKD., EYMEEOHTEMRMN
ML XWVETIAND, MREBOY /N BORIEEAZBART 54 I8
AR E D HRIGEDES Do TnBZ EMHASNITR > TETVS,
LOLZEAS, Z0Xd3RF) TEEORETREEZHSHIZITSEDIC, W
RICHERTHEROF) THEHEZEI OO RSB EHEILTINE
NHd, ZOLIREROT T, APHRRBESHEEOT ) IHHICBIIEE
F U d2~3 B MEKMEROE T 2R RIHMETHRIE (HMEBRIRN) 25K
FLUTEBNEREDHEREZBHELEDBOT. ABITRDLIIZ 3 HICEHX
hs.

1. A5 b2 28

Bacillus circulans H3E®D B-D-H 52 " ¥ —EDH S b I IVEEBKRIG
ERAWAERLEpZ O ZIIVEET ) VIZFED 1,3, B-1,4. B-1,6
WEEHS 7 RIN-ZI)Va T K (Gal-Gle) 2 BiEchEk 3 R ZEMICT IV SB Y
OV MRMEICLIDHRE - RBTEXZZL2RLE. ZOBR. BEEREEIZ 14
> 1,3 > 1,6 QETH B E0S RINKH Z2HETS Z & TENEhOEE
WOBRIRPERNTIGED D Z EEZHSNIILE, RIZ, TH¥RBEEKD B-D-4
SHNUY—-FOMNBRIRWAS V N INVEEBRIEZFA LS b-N-EF
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— A | E2B54k (Galpl-3GIcNAcB-OCeHNO2-p) B K T Galp1-3GalNAcg-
OCsHNOz-p DRERTIIER L ELZNEREZAFRE L=, ZOX D ITEEERE,
ERIRAIZHTZ UV B- 1,3 #ATHREZMETIRREIMETHD I LE2H
SELTW53,

2. N-Z7EFIVIINVAHYI=Z)L 384

RUSHTMYIRBEHEZTET S 3 BEA (GlcNAcB1-3Galf1-4GlcNAc)
DEREZEHNELT, NT7EFINSY Y I DEAAOHMERRE N-7EF
VN AY I IV EEBRIEEfTH> TW3, Nocardia orientalis HE®D B-N-
TEFINAFYYI=F —+ (B-NAHase) 2R\, 5 AEEEHTHS N, N->
TEFNFREFT—ADSDOSHKEEE N7 EFINIU MY I 2 FEECHEA
(GalB1-4GlcNAcB-OCsH4«NO2-p) ~D GlcNAc &8It ZfTD & H FMEEYMT
% % GlcNAcB1-3GalB1-4GIcNAS-OCHNOz-p (1) & T @ B 5 B 1 4k
GlcNAcB1-6Galp1-4GIcNACB-OCsHiNOz-p  (2) &  Galp1l-4(GlcNAcB1-
6)GIcNACB-OCsHNO2-p B)EZ4ER LTz ZORIBKPBNTEZEREH & o-
Y47 O0FFA MY 2 (0-CD) LOEBEEAREREFAT S EEERENE
LS (413 LAL. BREEBETFTTORBMNAREELZSIENDN 3 DAER
ZELLARLBNLEEH 1 OEREBITINEREZDM LI EIHREFLT
WBZEERHLTWS, ZOBED 3 OERLOBDIE. ZEGEED o-CD
IS RIC X A AEEIZL D GlcNAc % OH-6 N\DEBRERNED
THLOEHBOT TN,

3. AFURA)IEBH 1MLV 2R

LFRIBEE 1 BMOBEEBAIT 3-OB-HFV bIIWV-N-ZRFIVISH MY
IOMN o-RETEY DRALVFAZCOABREIZESL. 2 BEZD 1 BO
GalNAc 5812 B-1,6 #8 T GleNAc AL =k 3z a7 #EE LTH L.,
OBRIBASHE L TL< LTS, AKX, ZOLFRFEH 1205 2 RO
EEREITOIEHBDTH S,

TYRBREED B-D-HI5 v F—FD p=ba 7)) a-N-7EFIVH
5% bY I = K (GalNAcB-OCeHiNOe-p) N OH-3 fIA\DEMERRK T 5
7 N UNWVEHERKIGEZEFMBL, 27 1 BOII v EE p— 07 2)) 3-
OB-HS5U b )V-0-N-7EFINVHFI bHIIF @4, Galfl-3GalNAcp-
OCGH4NO2-p 2187=. KIZ N. orientalis H3k® B-NAHase ZfH W LEE&MKL
AbEh 4 2 BREE & LU TEEBKISZTTD & 254 250 OH-6 > OHE
> OH-3 DJEIC GIcNAc B L, FO#R. BM0aY 2 BEEEZHET S
GalB1-3(GlcNAcB1-6)GalNAca-OCsHiNOz2-p MEARM EL THRLHNDZ L
ERILE., ZOKIZ 2 BEOBERORERBMAMRSEZERTSZETLAF >
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BRBESHO T 1 B0 5 2 MORRERNEBNERITERTE D L EHS NI
L7z,

PLEDXDIIZ, BPFRIEITY a5 —ER2FERHUERNE IR 72WR K
ETHERERISZThE2ZE T, #6HELT ) IBHAOHS FRBICEDLS &
SNBEE2~3WEPLEULKEBNESRIEZFEEILLTNS, ZOZ &iFF
THBEONBFIZBNTISRZIEBEEREREDOHRDOAIEEZ RRTLSHDT
HB, ESHIZZOFEDF) THOBESMOMREIITFLEDT ) THOAFE
ERBTEICED., BT RPN TRARFIAENNEINS,

F E & B o E E

AR, HEBWEA) THEOH FRRICED D L INZEE 2~3 ED Y/
ATy —VYORBRETRR T 2MBTHRKIE (BB Z2FERALER
SKTIIER LB RWEBNBRASREORRE ZEDEZDDTH 3., TORE
IIHERICEHEEE 1 ETIIMBEREFNBICIZHTSI 7 L 2 BOMNEBRIRNE
s, B2EIIZ. RSV NI UREENAT S IBEMOREBEHR. 3
23, HEELERREAMEISIZK D LF O BAY THEEDOO Y 1 BhS 2 B
DEEREEFTNTNELDZDBDOTH S,

1) Bacillus circulans XD B-D-}f 55 b ¥ —VY OB KIGZFABL B-
S M RERBAETD (1-3). (1—6) #HORMGEZ B THRM TSI k%
EZRL, HIRBERYD O ERBER. RISTHIZBNLTA—4) > (1—3) >
(1-6)DMETH 2H, KIS TIIZ DAERLOBRITTEL (1-6) #HE 25
MK LE, ZOZENS, REKMZI hO-NTEIETHEETEHS
DRI 2HEEERTER I EEHIE LR, RIZ. T¥RREKD B-D-HT5H

N —VFOBERIRNZH T2 b))V BA—3) MEREEEZERLSZ b
-N-EA—X | Ei£#itk (Galp1-3GlcNAcB-OCeHNO2-p) DERRIEZEREILL 7=,
2) BRRZIADHLTWBARY S MY IO RBEENSET S N-7TE2FIV
Va3 =)L 3 8 (GIcNAcB1-3Galp1-4GlcNA) D&k ZEB & L /=,
Nocardia orientalis H¥E® B-N-7&FINAFVH I =¥ -V (B-NAHase) %
By, #t546EETHS N, NOCT7EFILF I EF—ANSDZEAEEE N-7
TFINVS U Y I 2 BEERCEEE(GalB1-4GleNAcB-OCeHsNO2-p) D GlcNAc
EBRISICED B MEEM TH S GlcNAB1-3Galpl-4GIeNACB-OCEHNO,-p
(1) & FDREE RMER GleNAcB1-6GalB1-4GleNAcB-OCeHaNO2-p (2) & GalBl-
4(GlcNAcB1-6)GlcNAcB-OCeHINO2-p ) &2 /T TN 5. ARISZEITOHE. Z&
HWHEBE -1 2707F AN COAEEEEREZHRITRNERBEITI &
HBETRIRZITABENDNMEEH 3 ODEREELLLAHLENLEH1 O
MEBRIREOBAKENRDOMLEELESTIEZRELE.
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3) p=bhO7x2)V a-N-TEFINHS Y bHIZF (GalNAcB-OCeHNO:-
PDEHEEMELT, ETRUDICTIEREKD B-D-H57 b F—EDH
0 N UNVEEBRRICEOLF OMEHOY 1 M#EE2AI 5 p-— 07 x
ZJ)V30B-HS b ) a-N-ZEFIHS I YK @4, Galpl-
3GalNAcB-OCsH4NO2-p) %, KIZ N. orientalis F3(® -NAHase @ GlcNAc
HBRINICEDOY 2 BBEZ2E T 5MERRKA Galpl-3(GleNAcB1-
6)GalNAco-OCsHsNOz-p 21572, Z DIz, 2 EEOBEROXRKBE RIS Z
TRTAZET, AF U EEHOT7 1 BXU 2 MEEDERERNLBHIES
IZERTESNBNGIEZRFAEL .

PAE. ARXEEZERE, RHEARENITEBERDEMAXFIIONT
HECERLEBEZER 2B R THFR N RRFRERESREFHAH O
PR E L THHMEEH DD EHEL =,

[ & 72 2 i

1. Murata, T, Itoh, T., Hayakawa, Y., and Usui, T. (1996) Convenient
synthesis of B-(1—3)-galactosyl disaccharide a-glycoside and its
analogus as mimic units of mucin-type carbohydrate, J. Biochem., 200,
851-855.

2. Murata, T., Tashiro, A., Itoh, T., and Usui, T. (1997) Enzymic synthesis of
3'-0- and 6'-0O N-acetylglucosaminyl-N-acetyllactosaminide glycosides
catalyzed by B-N-acetyl-D-hexosaminidase from Nocardia orientalis,
Biochim Biophys Acta 1335, 326-334.

3. Murata, T., Akimoto, S., Horimoto, M., and Usui, T. (1997) Galactosyl
transfer onto p-nitrophenyl B-D-glucoside using B-D-galactosidase from
Bacillus circulans, Biosci. Biotech. Biochem., 61, 1118-1120.

4. Murata, T., Itoh, T., and Usui, T. (1997) Enzymatic synthesis of B-D-Gal-
(1—3)-[B-D-GlcNAc-(1—6)]-a-D-GalNAc-OCcH4NO2-p as a carbohydrate
unit of mucin-type 2 core, Glycoconjugate oJ., accepted for publication.

[BER & Firam ]

1. Usui, T. and Murata, T. (1988) Enzymatic synthesis of p-nitrophenyl o-
maltopentaoside in an aqueous-methanol solvent system by
maltotetraose-forming amylase: A substrate for human amylase in
serum, J. Biochem. 103, 969-972.

2. Ogawa, K, Murata, T., and Usui, T. (1991) Maltotetraose-foming,
amylase mediated, p-nitrophenyl a- and B-maltopentaoside formation in

an aqueous-organic solvent system: a substrate for human amylase in

serum, Carbohydr. Res., 212, 289-294.
—137—




10.

11.

12.

13.

. Kawashima, H, Murata, T.,, Yamamoto, K, Tateishi, A., Irimura, T, and

Osawa, T. (1992) A simple method for the release of asparagine-linked
oligosaccharides from a glycoprotein purified by SDS-polyacrylamide gel
electrophoresis, J. Biochem., 111, 620-622.

. Usui, T., Murata, T., Yabuuchi, Y, and Ogawa, K. (1993) Transglycosy-

lation reaction of maltotriose-forming amylase from Streptomyces
griseus, Carbohydr. Res., 250, 57-66.

. MHEARE, FEGE FINE (1994) BES8OMYT, pp. 171-179., IBHEth

MO, HA—E MREZOESHOMYT, pp. 115-117., HIBH —EE,
7RV AERTO M), FiEH, ER

. Usui, T., Morimoto, S., Hayakawa, Y., Kawaguchi, M., Murata, T,

Matahira, Y, and Nishida, Y. (1996) Regioselectivity of -D-galactosyl-
disaccharide formation using the B-D-galactosidase from Bacillus
circulans, Carbohydr. Res., 285, 29-39.

Wek T, FHEERES (1996) V) IBESHS 1 75 —DER, HREMILE
h&dE, 54 (7), 607-615.

. Zhuang, C., Murata, T., Usui, T., Kawagishi, H., and Kobayashi, K. (1996)

Purification and characterization of a lectin from the toxic mushroom
Amanita pantherina, Biochim. Biophys. Acta, 1291, 40-44.

. Kawagishi, H., Wasa, T., Murata, T., Usui,T., Kimura, A,, and Chiba, S.

(1996) Two N-acetyl-D-galactosamine-spercific lectins from Phaeolepiota
aurea, Phytochemistry, 41(4), 1013-1016.

Kawagishi, H., Mitsunaga, S.-I, Yamawaki, M., Ido, M., Shimada,
A., Kinoshita, T, Murata, T., Usui, T, Kimura, A, and Chiba, S.
(1997) A lectin from mycelia of the fungus Ganoderma Ilucidum,
Phytochemistry, 44(1), 7-10.

Murata, T. and Usui, T. (1997) Preparation of oligosaccharide units
library and its utilization, Biosci. Biotech. Biochem. 61, 1059-1066.
Yasuno, S, Murata, T,, Kokubo, K, and Kamei, M. (1997) Two-mode
analysis by high-performance liquid chromatgraphy of p-aminobenzoic
ethyl ester-derivatized monosaccharides, Biosci. Biotech. Biochem. 61,
1944-1946.

Murata, T., Shibatsuji, M., Hara, H, Yasuno, S., Yamaguchi, T., Kizuki,
K., Hoshino, O.,Tanuma, S., Moriya, H., Sweely, C.C., and Ikekita, M.
(1997) Structural characterization of sialylated and neutral N-linked
oligosaccharides labeled with p-aminobenzoic acid octyl ester by high
performance liquid chromatography and fast atom bombardment mass

—138—




spectrometry, Res. Commn. Biochem. Cell Mol. Biol. accepted for
publication.

14. Murata, T., Yasuda, O, Shimada, T., Shinomiya, T., Yasuno, S.,
Yamaguchi, T, Tanuma, S., Ikekita, M. (1997) Structural alteration of
cell surface oligosaccharides on HL-60RG cells undergoing apoptosis,
Res. Commn. Biochem. Cell Mol. Biol. accepted for publication.

—139—



