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1. AREROHE
E7UHNVERELT DNA ZEW 2= UA VRIRSG & EN A RERL THESEY
YR BEATGURETUEME S, A AT v RVEHBISHES LR A R B A fs
THRY =T VR RIRDOBE R ERAE L LN S, X U X80 BEEAIRO ST IR & %
RERBUFELZ B 502 LT, RIMOKREZ B 2 500 (BRARY) ZLFERT 58 L
WHIERERGT 5, Thbb, REMEBZ HBRARYORGE~ERBESEDHZ L5 H
)& U TR 2t oD TlTz, AFRO DI RIEIL G OB AL FITE X RN 6| ik
RO LA, WS WA LT EAFTRNIRA o TIT UZHEV, VRN
R OMETE & SUS & BEBEDS . 1O THAEMRFE THRIES N TWDH Z L8, A%
HIDENTH D, 5RO CREST MIEOEE MR L ELODH L, 1) X\ HESR
RFREHTEYE C1027 O NMR (2 K 5 = IRTHEERRNT & 0 e (bR, 2) C1027
DT RE T BB TR L DERT B2 7 EOERK., 3) C1027 (2 ESR &L
SNDEHMAEOMAT, 4) CL027 Oyt & =R TSI EE DWW AR LT R
BN TEOFRFBLOI BT 7 + 7 HEBIC LD LW X EEHAEROMEE, 5)
Cl2T BL ANy r7at®7 47 OV CHE# LT VLA O AR, WO AR
TLp P ETUHALDAE Y FT v T E ESRICK D EREMEFREOMENT, 6) 2 b
X2 CTX3C ODEAROER. 7) ¥ H bV OMROAKIEORY ., 8) v H k¥
22 CTX3C OMAKRIGEILIZHE G T DE /) 7 v —TF AHUROIERL, 9) Hiv A FF
CTX3C #iifk % v /= CTX3C DFFERA N OEEREY o R4 » F ELISA HHTiED Y, % T
b5, LT, BERREOBMEZRRD,

(1) BN\ BESHREREYE C1027 D= RTEEMRT & HEL E L HERR
BT BRI PUEWE C1027 X, DNA BIWHEME 2 R IEHICARLE R Y
A aET7 4T L, TNERFRNHES L TEELT DT RE X7 EINDER ST
W5, VIRTRAEEIE, SERRAIAIZEIC L D 7 0 ® 7 + TIZ=RIR T p-_Xo WA Vg & s e
STWDEHEE LT, 7TARZ L RIER, BMCIIARIC A ERILT 27 07 4+ 7 %,
ED X IITHEA LERET 20 L9 MEIE, EAEIC X180 773 & #Eilk (DDS) o
BN OIFFICEETHD, T T, CI027 TRZ VI L BERBILZ 0T 7 4T 05
D EAERD =kt NMR i 2 IRE Lz, 7 aE 74 TGRS v MBIl 28k
KYEFEAE &0k E8IC T 2B AEIERN, 7RI AN IBIZL D7 0747 D
RIS ZROTND, Lvh, p_U A L ETOHNNELDOT RE X7 BN
KRBEGIZFRXATS WVILEEEIZ 2o TS, B, THRAVARIBIZL D/ 0E 74T
OZEALERT, FITHEROR ISR FICHET A Z 2N LT,

(2) RAMEWE C1027 (2 ESR BRI S h 2 ERMEED BT

C1027 |21, ESR ¥ 7 FANEFIIZ, 4FERTHBMIS N, “Kit==2—7—¥ 3
> FTESR 7¢ E &AM fRAT LT R, 2 DAY hUViE, ZEHEZ GV L 3L
FEOTZUANFEIIHRT D EN ol L, pXUTA BT UL ORIDE

—323—



H & T D RERRAY 725 E S 72 v o T2, C1027 SEBRIL I a7 4T E TR A LI EH L
DOBEAEIRD NMR =R ITTHEENHIRO Z LR TP SN, C6 MUTfHIZ Glyds KENH D,
PREEIEITNDS CB AL 0 7 ¥ B MITHE LT C-H FEADIEAL L TV TKRHES S E RUSICH L
THEIAIAEV, LB IPEHIIRELS = VA VBIZR > TV DD TG TRV, LML,
Gly96 KFZITP-< VLI BETHTOETVINBERE L TRTF REEOT Y v =
WTGIANE T 2=V T DN EAERR L, R E ORISR W T Y V=T DI VT
ENTNN—FFT T DN ERD, TRHENESR TEMSND LHEES D, —HIAM
. Vo R—=F X TN e T 2=V T D hIVE DT VKRS B A REME
ME, ZHHEOT VAL, I X > TR E RN DEg s b DT, ESR
TEFICBRISN G, W59 L. BMERPEFMICBRIE NS Z &1k, = Af v
JRETFTINPRXUYPA L ETOHNEISHD e a5, 70727 BT
WE N ITBE LD YRS L THfEd 281, < 72 >7 C1027 3, MALDI-TOFMS
(2 & > T Gly9e THA L3R S 74y 9086 & CRMID 1444. 7T DT F Rt i 279 2
EDD LIRS, AOHMROBEBERREO—ONH Lo T,

(8) ClO27T BLUHTFILI U OETAT7D CEHELEETILELENDERE . £
BT BpRUPAVESTHILDREY b5y T & ESRIZ K D EMMEIEDREN
KM CLO2T o ANy P 7T T T DETILAML Y 7 i A X o7 =
U VR CE M A T, SEBRCOBEGRFRIC L > T, FRERIbOT A v
EL p_XU VA OVl L THIET Ao EEZ BN, LrL, ESREHIL TS
RN, p_U A VBT OHNZOEDICHRT E 00, fEhEd ot
I, 3fiLk 6L ERMEIC PCHEER LIAL A E AR Lz, AMETFS BC EizhE
FAAERNC Lo TR 2o g (100G LLE) BB A 13T CTho, L, (ks
MR LT ESRIE, 10G RBRED/NSRRIAE(L LAVRS o lz, LIzhio T, Bllllsis
FaElIE., BV HMICHRT 5D TiEZe <. RFEH LR ED O BENL ST H
52N oTm, TOFR (EY 7 a AR WK ICAE Y T v 7 MNP &z
HE, AV LT H 7 ho ESRIC BC BICHRT 2 BMAMEE S BN S hz, ZauE, 3.
6T HNVN T v ENTEZE, BLORRICBT = VA VL p_XUfag e
TN DO VO EE TS, TNOLORRERETDE, pXU A ET DD
JVOREJRIRREIL —HIE CTESRIEE A RS T 0 KB L > TERTHLET TN

NOGFENBHIS N TS LRSI D,

(4) Cl027 DD REE L = RTEERBTICEDOWEEKRIET RS VN BD%E -
h%l%k&éim$t7$ﬁznbﬁwﬁmtbD%?t?ﬁ%&k&éﬁbu
B RO BEEEROEE

Cl027 DV a7 4+ TIET HRE NI BIZ L > TREILSINTVDER, D LT DT HRH

YNIEERIGLTCHOHRET 5 Z EAVHB L7, Tk, Cl027 7R ¥ 327 E% DDS

Xy VY —2 R EE LTHRETDHITE, Gy O AF L aBEARRICERTIELND
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DTIEZRND, Thebb, KFEGI S RHEEEN —KFENAEFRIC L > TELS 2D JiEY
BBEAIROFMENIE DO TRV EMIRE Lz, BRE O C1027 7R & X3 B A FE#
BT aRIBETCRRTLZENTEL L IICL T, BHucEAFILT ) v o2z Tk
MHEE 2 552 L, B/KEIL Gly 2 15% B IAF /T2 T RE I BaA LTz, Zhic
KIRCL027 BV L7 v 7 4+ 7 Z Bk S, Gly #HE/KFL L7- AT C1027 #
AREER LI, BEET O a® 75T OFMERET S L FEAREE & KETRRE (pH
6.8) TR LV ZNTNK 2%, SHHEMBPEN ENHALNIRY, Ty U r—F
RNRIBEE LT, REME 0 ENTZANT C1027 (B4 > R0 BHEAR) ZAIRT D 2 LKk
DT R OREERATIZIE SN AFEM B R OG BR2RGHEL RT 2 LN T
=77,

T, VRETATHEART Y bOT I BRI ORFRER T K2 LRI EDOHR T,
B2 Aspl0lAla & AsplOlAsn Tid, HEERILZ 0T 7 4 7 OFEEERNBTNEN 67 53D
1. 1843 ® 1T L7273, HislO4Phe DR A ERITAI A FITH KR LI, 7 0ET7 47 D
7 X Apl0l D VIR VI O BRI BAE- R RS S ICEE TH H 2 &,
FAPEVR IR CIEIZ W L7z HIslOA I ZZNEMEL TV DH Z E R LN o7,

(5) YHRXL U CTXICHEER

A 2 T AL ED A2 BT DR KOWEM BT HY TT 7 hEORINEE L
¥t 5. 6., 7. 8BLW9 BB —7 /LA 13 Ak 7-IRISERS Lo, RARFEN
0 EZEEZ D, W FED 3nm L oW BIRE RS+ Th D, 1989 FFIZ%or L FH
B X > THEEIRE S TH D, RS IO TIE LB 2 &R0, BALKLF
YT U U LT v XOVITHER T 2 EME & MRS I BR Y b 7o, VR o B b
FNEARICHRE L Csk/z, FL7Z B IX CREST O&mi 72 X415 T, 2001 I HEER
T T ¥ CTX3C DEA/RITKII Lz, MUEHO, (b5 LTk T, L1b
PO FICENLORFTEE LI &0 D KD T 12 RN A RAFZE 2 Bl LT b | Haklfid
B2 RE U BN SER LT A RIS 72 &0 5 < £ ClaidfiFadhiT 258 7=, lsh o g,
BRI & U CIE 1992 A21Z Grubbs I L > TR S A L 7 ¢ VAR A Z B AR & W
THERT—T NV EZH TR TEMR LI & % L THRIEAIZIT 13 DR Y =—7 VB DR
HALTHE LT, 207 A MaEEET DERICHIC 2 DORE(ED 7208 HflA LT
1< (CRIEFEARIAR Y =—F VAEIESH) 2 TRLEZETH D,

(6) VA XY CTX3C DMEMEBEEDRF

CTX3C A iR DORMROMEIL, FofBeb D KEE LM Th > 7=, CTX3C
MY RN —=T VA FIZIEY TR T D RMEENRh o7 2 Lk, ERFICE 5
TEAMOKKEMEE TRBICERTED 2 & &, MREFEMEIICHE L CEERRIEZ R
LTEY, ZOFMEEZAERTEZERIIMO TREV, LvL, NPtk
ENART VY v =—T VONUKFEGR IR &R0 . RIDBMEIERT LA
BoNleholeDTh D, RELOMBEIZ, 2EITBWT U LIERAIZE D 2 TR
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L5, ZORBEIZT 7F AT (NAP) I 2 TREFICHR S, 2002 48121
KO BEERETD 1 IY 7750 CTX3C 2L F2AKT 2 2 Sk L, #fkEED
HRICHEST H N TE T, TOH L FICARREOLREZED T D,

(7) A X2 CTX3C DEKRIGELLICFHEE T HE/ 7V O—FILIIADIERK
UHRNX VU EEBUREBEREICRE L CU T IHEE T A0, Biv A b
X UE I —FAHHRE AW REEOIEDORB R EENR TS, LL, EH
VAN UREE AW RREOBNE /7 a—F B ERIE. KRBT A R0
ERDIRNZEbH o TREIL TR, Z2 T, fLFEAK L=V H b2 CTX3C @
WoOtEE 2 NTT & LTHURERED 7 70 —F 2 TG L7258, 88 (AB B .
=B (ABC B##) TliE CTX3C IZHEA T 2 Hkn™ G o T, LB~ 7 7 A I+ (ABCDE
BRI KL OVIKLM BRER) 277 & LTRD TaEAARKRICE VB2 RTE ) 7 o—
FAHUR, 10C9 B LU 3DIL B OHNT-, Zhbid, HENER LA thoR ) = —F L ifE
PERE, T LRI XV UM, ANFEE, v A B PRV UFRIIIREREE LW ERBH LN
2o tz, B LTEEREOEHSEEZ T T & LT, BRAROEN N 2R 5 bt
REAERRT 2 G ERTIEZ e LT,

(8) iy HRFL Y CTX3C AERAL CTX3C DEEMMOEREY Y R4y F

ELISA T DRF

v k¥ CTX3C @ ABCDE B2 fil3 K OV IKLM BRENZHES T 2/ 7 v —F Lk
10C9 3 L V' 3D11 % AWV T, CTX3C ZFF RN OmIKE (1ppb L) THRILTZ 54
VRAYTFA LT A EERRE L,

Borx OREROEINT, HEOKETIERL . b o ENEMRERIERFREL, TITEN
et T NV UHURERL, A AT e ROVIEIREME S, BT A T A = AD
JEBR~OHZE AT/ 5 5 L LTV D,

2. MEER

X #2 NMR OHEARIC L » T, ARES O & ik 2 7 LU T+ 511
=Y, Bx ARLEEOSHHERAICR Y >ob D, —J7, 21 ROFBEFET, BRA
MOFAE . T E RS L FEASRORFE L L TRAERICERMET 2 F I
Z LITRMREW RV, ARSI, R - mdk ST ARS UL A RS . mEE L
¥, arta—g—L STEWRE EEEMTFOESEI T, RAEEAERICESE
&, ZO SRS LR O SRR AT 5, £ LT, T LoL o SUSHTE
IZX o T, R DORERE &2 2 2 IR OBERENE 77 70 A6 R KR D& B 73 F
BAtE HIE Lz, BN, B VW& %4 LT DNA 28T 2160+ L Th a2t L
THESEAEEAGBPUETEDES, 440 F v RVEBEISHES U RSt E %
T D R OB A RO LIRS & R BRI Z A S 0cT 5, ZLTHEIZ, K
KW DOREREE B 2 5 T VI NBAGTROE ARG ER A PG T 28 LW kiR & Bt L
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T, BRZFF LUV L RIS FHEARCEET 5B RS2 AIhG L, R B
REFICH~OFREMEEZ RS Z L2 HIE Lo, YYIOFERMEHEEITRO5HE Th-o
77

(1) 1, 4-v7 Ve ELENT 2EAEESROFI L TV A

(2) FHLWERBRARY -1, 4-B7 2 HLOaxkaE & RO

(3) MEFBmRY =—T NLDA F 2 F v XV EOFI L EHE

(4) NTATTATEDUH F v UHRERFUROAIH

(5) WEPEAFMEMESF. BT L E 9 Ay T o2 I B I OPEAI O£ EOKE

A RIE D BR%E

FFRAERNL, EE T —T Bl &l o THERF M A HEE LT, ©F7 2R ET
LT UA CRHUEME (C1027) OEFEEAED NMR IZ X 5 =Ko Ofiftr & 7 R
KRy AR T HIE R R TV — T O R REFED ESR AFFEIE AL R o Rk L
IN—7 . EAEEAMPERAEWE R A I N Y ) AL TF T IRE R ORI HAL
KEFBELTAT BIREE O B « Kifi « B NV—TF, Y H XA T Fu s oFr U
DA A F v FIVEEATREMERO A K T AR O B REAR X AL KA FERMENT 7 v — T
LA b U HURDOFRBUIHRAL R FE A BIRBE O F [ - KAl - RS L — T B IO
Wy L OB 7 v —7 L ORI TH 5, BHEE L-FREE T, (2) 13%
WCINEETH D 2 ENHBA L2, FRLSOIEBIZHOWTIE, RS O 0BT
TR OFRFEEZRT D 2 LN TE 72, T C1027 B ARD =R ek &l & ESR OHFZE
MO RBERTE LA I RET AT B RENT DT R NV ERFRFTE L,
Z LT, ¥ FF v CTX3C DAz RIS TRk T2 2 nT&ERl L, L
N, BARTEEEFANTH YT ¥ CTX3C Hilke > KA v TFA L) T vk A
AP TE L Lid, FEETDEE S, e X L2GMEEMmOT T M v
BB LA OGRITIGH L, MBSO Y — v & U CRIA TR BICHE A2 D
TW5, RBFEICE > T, AERESES KM T . WA T FEERAIAFFE O il
ELUCIHFICHEERBHEEZ R85 2 LARETZO TRV, BF%EE, AL LT
PRERA) TEI T 513000 T <L A2 OREESAIEE IR O AR OHSHEEEIC b
BZHHLDOTHYIZWEES> TS,
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3. HIREEA
(1) Al

{bFER T N—7
WAL KRR E R (ORI - )| TARERSR)

Cl027,. AN v XA IV ) ARZTF v =T a2 XS F o,
VHEFV U BT MRV UDEAREE T U INERET I
A T DR AR E FUS OALFRIFSE . W TNZ NCS DA K.
NaEy, ST UE I URERREHEY

ESR /' N—7
FALR 2 e B R A0 FERT

TV NEEMDOBR OIS L o TERLIZ 1,4-8 700
LD ESRIZ L B EIRREfET & fH2Y

INUS U
FALR = A R e

ANLPiRIC LD~ A0 B2 PURIEIC L D0 b o bk
AT 5 V=K NNCS T RE R 7 BB AG T FBLR OREE 424

SR IE
Mo EE
| . )
5 PLCTX ik 7 —~

BARHFFER G M) 53 T2 ZE AT RE il 1 P

=i

AFED T H b F v FEICRT DRI E /7 v — LV hUAERL
LY KA o F ELISA EBIF 24024

B Ry EE T N—T
i N AT RERE U7/ [ i o

B R BB RO Z IR TTREE AT X O C1027 Je N E T R A
R DG F TR FIEIC L D AR a2 Y

F ¥ RV TN—T
HAL KPR AE MR A TR

UHRF VB STHURTEE L BT T T A PR T A T
TV —DOF v RFES TR A MY

—328—




4. FRBEPDOELEE

(1) V=0 vayr« R TLE

F£HH 2 ST 2N G
2000. 11. | HEEHAHLST & 35 4 RIKD GG R & A A AL
26729 N AT IL—DL FL BT ROGBA%E & AR AR

K OEE Sy TR AR & 1%
REMEDOE Y a Vb
S, ISWE R b8 o
RIERT — X G LR O
ERBEEZBHEWIIHEEL, =
TORNERAZREIT T,
FifrE L CORBILTFORER
Zhied, 21 Al DR AT D
B LTI Ens A
HALF DR ERTRT HHREES
LWkEIF—ThoT,

5. TLHMERE
(1) Fwsrsss

1. M. Hirama Synthesis and Chemistry of Chromoprotein Antitumor Antibiotics. Nine-Membered

Enediynes are Equilibrated with p-Benzyne Type Biradicals. Pure and Appl. Chem., 69,
525-530 (1997).

. S. Kawata, F. Yoshimura, J. Irie, H. Ehara, and M. Hirama Synthetic Study of Kedarcidin
Chromophore: Advanced Models and Thier Chemical Behavior. Synlett, 250-252 (1997).

. M. Yamaguchi, A. Nitta, R.S. Reddy, and M. Hirama Stereoselective Hydrogenation of
Tetrasubstituted Enones. Synlett, 117-118 (1997).

. H. Oguri, S. Hishiyama, O. Sato, T. Oishi, M. Hirama, M. Murata, T. Yasumoto, and N. Harada
Synthesis Study of Ciguatoxin. Absolute Configuration of the C2 Hydroxy Group. Tetrahedron,
53, 3057-3072 (1997).

. M. Yamaguchi, T. Sotokawa, and M. Hirama Allylgallation Reaction of Carbon-Carbon Triple
Bond with Allylsilane and GaCl3. Chem. Commun, 743-744 (1997).

. M. Yamaguchi, Y. Kido, A. Hayashi, and M. Hirama Friedel-Crafts B-Silylvinylation Reaction.
Angew. Chem. Int. Ed. Engl., 36, 1313-1315 (1997).

. M. Yamaguchi, H.-Y. Park, and M. Hirama Chemistry and Antimicrobia Activities of
3,5,7,9-Decatetrayn-2-ol and Related Compounds. Chemistry Lett., 535-536 (1997).

. K. Kano, S. Negi, R. Takaoka, H. Kamo, T. Kitag, M. Yamaguchi, H. Okubo, and M. Hirama
Chiral Recognition of Tetrahelicene Dicarboxylic Acid by Linear Dextrins. Chemistry Lett.,
715-716 (1997).

. M. Yamaguchi, Y. Igarashi, R.S. Reddy, T. Shiraishi, and M. Hirama Asymmetric Michael
Addition of Nirtoalkanes to Prochiral Acceptors Catalyzed by proline Rubidium Salts.
Tetrahedron, 53, 11223-11236 (1997).

10. M. Satake, A. Morohashi, H. Oguri, T. Oishi, M. Hirama, N. Harada, and T. Yasumoto The

—329—



Absolute Configuration of Ciguatoxin. J. Am. Chem. Soc., 119, 11325-11326 (1997).

11. T. Qishi, K, Maeda, and M. Hirama Stereocontrolled Synthesis of the HIJ Ring System of
Ciguatoxin. Chem. Commun., 1289-1290 (1997).

12. T. Oishi, M. Shoji, N. Kumahara, and M. Hirama Stereoselective Synthesis of the LM Ring
Moiety of Ciguatoxin: Reagent Control of Asymmetric dihydroxylation. Chemistry Lett.,
845-846 (1997).

13. T. Oishi, Y. Nagumo, and M. Hirama Convergent Synthesis of a Trans-fused 6-7-6 Tricyclic
Ether System Based on a Ring-Closing Methathesis Reaction. Synlett, 980-982 (1997).

14. S. Kawata, S. Ashizawa, and M. Hirama Synthetic Study of Kedarcidin Chromophore: Revised
Structure.J. Am. Chem. Soc., 119, 12012-12013 (1997).

15. M. Yamaguchi, M. Arisawa, Y. Kido, and M. Hirama 2,6-Divinylation of phenols with ethyne.
Chem. Commun., 1663-1664 (1997).

16. T. Kaneko, T. Takahashi, and M. Hirama Synthetic Study of Neocarzinostatin Chromophore:
Stereosel ective Synthesis of N-Methylfucosamine and Its a-Glycoside. Heterocycles, 47, 91-96
(1998).

17. T. Noda, A. Ishiwata, S. Uemura, S. Sakamoto, and M. Hirama Synthetic Study of Pinnatoxin
A: Stereoselective Synthesis of the BCD-ring Unit, a Novel 6,5,6-Bis-spiroketal System.
Synlett, 298-300 (1998).

18. T. Qishi, Y. Nagumo, and M. Hirama Convergent Synthesis of the trans-Fused 6-n-6-6 (n=7-10)
Tetracycric Ether System Based on a Ring-closing Metathesis Reaction. Chem. Commun.,
1041-1042 (1998).

19. M. Yamaguchi, M. Arisawa, and M. Hirama Ortho-Vinylation Reaction of Anilines. Chem.
Commun., 1399-1400 (1998).

20. T. Mita, S. Kawata, and M. Hirama Evidence for Spontaneous Cycloaromatization of
Nine-Membered Monocyclic Enediyne. Chemistry Lett., 959-960 (1998).

21.S. Kawata and M. Hirama Synthetic Study of the Kedarcidin Chromophore: Efficient
Construction of the Aryl Alkyl Ether Linkage. Tetrahedron Lett., 39, 8707-8710 (1998).

22. M. Yamaguchi, M. Arisawa, K. Omata, K. Kabuto, M. Hirama, and T. Uchimaru
Ortho-Vinylation Reaction of Phenols with Ethyne. J. Org. Chem., 63, 7298-7305 (1998).

23.|. Sato, K. Toyama, T. Kikuchi, and M. Hirama New Synhetic Route to the Highly Strained
Cores of C-1027 and Neocarzinostatin Cromophores. Synlett, 1308-1310 (1998).

24. K. Takahashi, M. Hagiwara, S. Ashizawa, and M. Hirama Concise Synthesis of the Naphthoate
Component of N1999-A2. Synlett, 71-72 (1999).

25. T. Kaneko, M. Takahashi, and M. Hirama Photochemical Cycloaromatization of Nonbenzenoid
Enediynes. Angew. Chem. Internat. Ed. Engl., 38, 1267-1268 (1999).

26. T. Kaneko, M. Takahashi, and M. Hirama Benzannelation Alters the Rate Limiting Step in
Enediyne Cycloaromatization. Tetrahedron Lett., 40, 2015-2018 (1999).

27. G. Hiral, H. Oguri, and M. Hirama Synthetic Study of Zoanthamine Alkaoids: The C-ring
Model Possessing Three Consecutive Quaternary Carbons. Chemistry Lett., 141-142 (1999).

28. K. Kano, H. Kamo, S. Negi, T. Kitag, R. Takaoka, M. Yamaguchi, H. Okubo, and M. Hirama
Chira recognition of an anionic tetrahelicene by native cyclodextrins. Enantioselectivity
dominated by location of a hydrophilic group of the guest in a cyclodextrin cavity. J. Chem.
Soc., Perkin Trans. 2, 15-21 (1999).

—330—



29. H. Oguri, S. Sasaki, S. Hishiyama, T. Oishi, M. Hirama, T. Tumuraya, Y. Tomioka, and M.
Mizugaki Designed Hapten Aimed at Anti-ciguatoxin Monocronal Antibody: Synthesis,
Immunization and Descrimination of the C2 Configuration. Synthesis, Specia Issue, 1431-1436
(1999).

30. A. Ishiwata, S. Sakamoto, T. Noda, and M. Hirama Synthetic Study of Pinnatoxin A:
Intramolecular Diels-Alder Approach to the AG-ring. Synlett, 692-694 (1999).

31. A. Nitta, A. Ishiwata, T. Noda, and M. Hirama Synthetic Study of Pinnatoxin A: Intramolecular
Alkylation Approach to the G-ring. Synlett, 695-696 (1999).

32. 1. Sato, T. Kikuchi, and M. Hirama Synthetic Study of C-1027 Chromophore: Enantioselective
Synthesis of B-Tyrosine Moiety and Effective Aryl Ether Formation. Chemistry Lett., 511-512
(1999).

33. T. Oishi, M. Maruyama, M. Shoji, K. Maeda, N. Kumahara, S. Tanaka, and M. Hirama
Enantioselective Synthesis of the Medium Ring Ethers, Tetrahydrooxepin, Oxocane and
Hexahydrooxonin, of Ciguatoxin. Extensive Ring-Expansion and Chemoenzymatic
Desymmetrization Strategy. Tetrahedron, 55, 7471-7498 (1999).

34. K. Maeda, T. Oishi, H. Oguri, and M. Hirama Convergent Synthesis of the ABCDE Ring
Framework of Ciguatoxin. Chem. Commun., 1063-1064 (1999).

35. M.J. Lear and M. Hirama Convenient Route to Derivatives of the 2-Deoxysugar Subunits of the
Kedarcidin Chromophore: L-Mycarose and L-Kedarosamine. Tetrahedron Lett., 40, 4897-4900
(1999).

36. H. Uehara, T. Oishi, K. Yoshikawa, K. Mochida, and M. Hirama The Absolute Configuration
and Total Synthesis of Korormicin. Tetrahedron Lett., 40, 8641-8644 (1999).

37.1. Sato, Y. Akahori, T. Sasaki, T. Kikuchi, and M. Hirama Synthetic Study of C-1027
Chromophore. Highly Stereoselective Glycosylation. Chemistry Lett., 867-868 (1999).

38. H. Oguri, S. Sasaki, T. Oishi, and M. Hirama Expeditious Tandem-Metathesis Route to the
AB-ring Fragment of Ciguatoxin. Tetrahedron Lett., 40, 5405-5408 (1999).

39. S. Koseki, Y. Fujimura, and M. Hirama Benzannelation Effect on Enediyne Cycloaromtization:
An ab Initio Molecular Orbital Study. J. Phys. Chem., 103, 7672-7605 (1999).

40. F. Yoshimura, S. Kawata, and M. Hirama Synthetic Study of Kedarcidin Chromophore:
Atropsel ective Construction of the Ansamacrolide. Tetrahedron Lett., 40, 8281-8285 (1999).

41. T. Oishi, Y. Nagumo, M. Shoji, J.-Y. Le Brazidec, H. Uehara, and M. Hirama Convergent
Synthesis of the IIKLM Ring Fragment of Ciguatoxin CTX3C. Chem. Commun., 2035-2036
(1999).

42. H. Oguri, S. Tanaka, T. Oishi, and M. Hirama A Very Short Route to the Functionalized A-ring
Moiety of Ciguatoxin. Tetrahedron Lett., 41, 975-978 (2000).

43. M. Hirama, K. Akiyama, T. Tanaka, T. Noda, K. lida, |. Sato, R. Hanaishi, S. Fukuda-Ishisaka,
M. Ishiguro, T. Otani, and J. E. Leet Paramagnetic Enediyne Antitumor Antibiotic C-1027:
Spin ldentification and Characterization of Radical Species. J. Am. Chem. Soc., 122, 720-721
(2000).

44. T. Sotokawa, T. Noda, Sun Pi, and M. Hirama A Three-Step Synthesis of Halomon. Angew.
Chem. Internat. Ed. Engl., 39, 3430-3432 (2000).

45. SM. Moharram, G. Hirai, K. Koyama, H. Oguri, and M. Hirama Enantio-Face Control by
Molecular Sieves in the Asymmetric Diels-Alder Reaction. Tetrahedron Lett., 41, 6669-6673

—331—



46.

47.

49,

50.

51.

52.

53.

55.

56.

57.

58.

59.

(2000).

M. Maruyama, K. Maeda, T. Oishi, H. Oguri, and M. Hirama Convergent Strategy for
Synthesizing Polycyclic Ether Marine Toxins. Synthesis of the ABCDE Ring Fragment of
Ciguatoxin CTX3C. Heterocycles, 54, 93-99 (2001).

S. Khan, N. Kato, and M. Hirama Stereoselective Synthesis of Functionalized (Z)-K eto-enyne
and its Epoxide. Synlett, 1494-1496 (2000).

.H. Imai, T. Oishi, T. Kikuchi, and M. Hirama Concise Synthesis of

3-0O-(2-O-a-D-Glycopyranosyl-6-O-acyl-a.-D-glucopyranosyl)- 1,2-di-O-acyl-sn-Glycerols.
Tetrahedron, 56, 8451-8459 (2000).

K. Ando, T. Oishi, M. Hirama, H. Ohno, and T. Ibuka Z-Selective Horner-Wadsworth-Emmons
Reaction of Ethyl (Diarylphosphono)acetates Using Sodium lodide and DBU. J. Org. Chem.,
65, 4745-4749 (2000).

S. Toujima, K. Kuwano, Y. Zhang, N. Fujimoto, M. Hirama, T. Oishi, S. Fukuda,Y. Nagumo, H.
Imai, T. Kikuchi, S. Ara Binding of Glycoglycerolipid Derived from Membranes of
Acholeplasma Laidlawii PG8 and Synthetic Analogues to Lymphoid Cells. Microbiology, 146,
2317-2323 (2000).

K. Toyama, S. Iguchi, H. Sakazaki, T. Qishi, and M. Hirama Convenient Route to Both
Enantiomerically Pure Forms of trans-4,5-Dihydroxy-2-cyclopenten-1-one: Efficient Synthesis
of the Neocarzinostatin Chromophore Core. Bull. Chem. Soc. Jpn., 74, 997-1008 (2001).

G.X. Wang, S. Iguchi, and M. Hirama A Very Concise and Stereoselective Synthesis of
3-Substituted cis-Hex-3-ene-1,5-diyne and Corresponding Epoxydiyne. J. Org. Chem., 66,
2146-2148 (2001)

S. Kobayashi, R.S. Reddy, Y. Sugiura, D. Sasaki, N. Miyagaw, and M. Hirama Investigation of
the Total Synthesis of N1999-A2: Implication of Stereochemistry. J. Am. Chem. Soc., 123,
2887-2888 (2001).

. T. Oishi, H. Uehara, Y. Nagumo, M. Shoji, JY. Le Brazidec, M. Kosaka, and M. Hirama

Practical Entry into the HIJKLM Ring Segment of Ciguatoxin CTX3C. Chem. Commun.,
381-382 (2001).

M.J. Lear, F. Yoshimura, and Masahiro Hirama A Direct and Efficient o-Selective
Glycosylation Protocol for the Kedarcidin Sugar, L-Mycarose: AgPF6 as a Remarkable
Activator of 2-Deoxythioglycosides. Angew. Chem. Int. Ed. Engl., 113, 946-949 (2001).

T. Tanaka. S. Fukuda-lshisaka, M. Hirama, and T. Otani Solution Structures of C-1027
Apoprotein and Its Complex with the Aromatized Chromophore. J. Moal. Biol., 309, 267-283
(2001).

T. Qishi, S. Tanaka, Y. Ogasawara, K. Maeda, H. Oguri, and M. Hirama Highly
Stereocontrolled Synthesis of the ABCD Ring Fragment of Ciguatoxin CTX3C. Synlett,
Specia Issue, 952-954 (2001).

Y. Nagumo, H. Oguri, Y. Shindo, S. Sasaki, T. Oishi, M. Hirama, Y. Tomioka, M. Mizugaki,
and T. Tsumuraya Concise Synthesis of Ciguatoxin ABC-ring Fragments and Surface Plasmon
Resonance Study of the Interaction of Their BSA Conjugates with Monoclonal Antibodies.
Bioorg. Med. Chem. Lett., 11, 2037-2040 (2001).

T. Sasaki, M. Inoue, and M. Hirama Synthetic Studies toward C-1027 Chromophore:
Construction of a Highly Unsaturated Macrocycle. Tetrahedron Lett., 42, 5299-5303 (2001).

—332—



60. G. Hirai, H. Oguri, S. M. Moharram, K. Koyama, and M. Hirama Convergent Synthesis of the
ABC-ring Moiety of Zoanthenol: Intramolecular Mizoroki-Heck Reaction. Tetrahedron Lett.,
42, 5783-5787 (2001).

61. H. Imai, H. Uehara, M. Inoue, H. Oguri, T. Oishi, and M. Hirama Convergent Synthesis of
EFGH Ring Fragment of Ciguatoxin CTX3C. Tetrahedron Lett., 42, 6219-6222 (2001).

62. M. Inoue, H. Furuyama, H. Sakazaki, and M. Hirama Stereocontrolled Synthesis of the
Northern Part of Potent Proteasome Inhibitor TMC-95A. Organic Lett., 3, 2863-2865 (2001).

63. S. Kobayashi, S. Ashizawa, Y. Takahashi, Y. Sugiura, M. Nagaoka, M.J. Lear, and M. Hirama
The First Total Synthesis of N1999-A2: Absolute Stereochemistry and Stereochemical
Implicationsinto DNA Cleavage. J. Am. Chem. Soc., 123, 11294-11295 (2001).

64. M. Hirama, T. Oishi, H. Uehara, M. Inoue, M. Maruyama, H. Oguri, and M. Satake Total
Synthesis of Ciguatoxin CTX3C. Science, 294, 1904-1907 (2001).

65. M. Maruyama, M. Inoue, T. Oishi, H. Oguri, Y. Ogasawara, Y. Shindo, and M. Hirama
Convergent Synthesis of the ABCDE Ring System of Ciguatoxin CTX3C. Tetrahedron,
Symposiain Print, 58, 1835-1851 (2002).

66. S. Kobayashi, P. Das, G.X. Wang, T. Mita, M.J. Lear, and M. Hirama Diastereoselective
Additions of Ethynyl Grignard Reagent to Erythrulose Derivatives. Chemistry Lett., 300-301
(2002).

67. G. Hirai, Y. Koizumi, S.M. Moharram, H. Oguri, and M. Hirama Construction of the Benzylic
Quaternary Carbon Center of Zoanthenol by Intramolecular Mizoroki-Heck Reaction of Enone.
Organic Lett., 4, 1627-1630 (2002).

68. H. Uehara, T. Oishi, M. Inoue, M. Shoji, Y. Nagumo, M. Kosaka, J.-Y. Le Brazidec, and M.
Hirama Convergent Synthesis of The HIJKLM Ring Fragment of Ciguatoxin CTX3C.
Tetrahedron, 58, 6493-6512 (2002).

69. M. Inoue, G.X. Wang, J. Wang, and M. Hirama Novel Assembly of Cyclic Ethers by Coupling
« -Chlorosulfides and Alcohols. Organic Lett., 4, 3439-3442 (2002)

70. S. Nozaki, Y. Tomioka, T. Hishinuma, M. Inoue, Y. Nagumo, L.R. Tsuruta, K. Hayashi, T.
Matsumoto, Y. Kato, S. Ishiwata, K. Itoh, T. Suzuki, M. Hirama, and M. Mizugaki Design,
Production, and Characterization of Recombinant Neocarzinostatin Apoprotein in Escherichia
coli. J. Biochem. 131, 729-738 (2002).

71.T. Usuki, M. Inoue, K. Akiyama, and M. Hirama Spin-trapping Study of DNA Cleavage
Induced by Enediyne C-1027 Chromophore. Chemistry Lett., 1148-1149 (2002)

72. M. Inoue, H. Uehara, M. Maruyama, and M. Hirama Practical Total Synthesis of Ciguatoxin
CTX3C by Improved Protective Group Strategy. Organic Lett., 4, 4551-4554 (2002)

73. P Das, T. Mita, M.J. Lear, and M. Hirama Synthesis of **C-labelled, Bicyclic Mimetics of
Natural Enediynes. Chem. Commun., 2624-2625 (2002)

74. M. Inoue, M. Hirama, M. Satake, K. Sugiyama, and T. Yasumoto Inhibition of Brevetoxin
Binding to the Voltage-gated Sodium Channel by Gambierol and Gambieric Acid-A. Toxicon,
in press.

—333—



(2)

et HiRA

OEN

1)

2)

3)

4)

5)

6)

7)

8)

9)

FERAHE  OKREE, EREA ZEEER]

KHEDOLF : NTRADNTF ) AR F LT HEL 80 G T

HRERE 5 « HFE 10— 358029

HEE A

A OEREIER, 4MIEZ

FHAOLT : R a7 AT ) T AN 1 o OGSk

HIRERE 5« H7RE 11— 242331

HEER

FEWE « ERIER, A8z

FFOLTE : R~ Ab® ) T AN N\ | 2 DR

HIREZ 7=« Pl 11— 242332

HER -

FERRE - MR, SRR BORARKE. M f

BPDLFS  FivH hFv T/ 7 n—F ik

HIFER 5« HFRE 2001— 247120

HIFEH : Pk 1348 H 16 H

FERAFE R

FHDOLFR : v H hF v CTX3C DEARTT

HIBRZS 75« FrfE 2002— 12460

HFEH : PRk 14451 H 22 H

FEHRE  ERIER, BT

DL : A b ¥ CTX3C ARADHHILEY

HIRRZ 5« FrlE 2002— 35075

HIFER : PRk 14452 H 13 H

FERRE - CFRIEM, SR BORAREE. M

DL F - CTX3C O A-E B A HONT T U iaF Tt 5L 0oy o —
R THIE L THEOND A ¥ CTX3C Hilkds L OV oEf 1k

HIRRZ 75« FrfE 2002— 66754

HIFER Rk 14423 H 12 H

FHHE  PMIERE, RSEEER, A, Ma

DR : A FF v CTX3C T 2% KA » FHIEFx >~ A

HIREE 5 FFlE 2002— 66755

HFEH : PRk 1443 H 12 H

B PR, BRHT

—334—



T OLT - NAPR#EILE - 0 R X2 0 CTX3C HOIFHI AR FIER A
A R BRI LAY

(3) Bl e 55
O HRE
1. ‘A SYNTHETIC TOUR DE FORCE’, C&E.News, Dec.3, 2001,9
2. ‘TheArt of Total Synthesis’, “Perspectives” Science, 2001,294,1842
3. ‘Organic chemistry takes on tropical seafood poisoning’, The Lancet, 2001, 358,1878
4. “ORGANIC CHEMISTRY ’, “Chemistry Highlights 2001 ” C&E.News, Dec.10,
2001,53
5. [ME2 o TEEAEROmGmRAM]  FHFR” 2002 4 11 7 30 A
6. [T ¥ OERICHKS)  #IHBM 200241 H 12 H
7. TRARWHE—FNDAEMORZEN ] R 2002422 1 14 B
8. [T UHDONLHIEGHIZAE] FH8E 2001412 A 7 A
9. THomEHL NLEM] HARRGFHR 20014 11 A 30 A
10. iz b BR  FotHTR 2001 412 4 3 H
11, TR O ALFE RIS fE HEE 2001 45 11 A 30 H
12. THEI 25 THEEIRIC L DV AFE TN b 2 UALRA RIS #05 F#ii
2001 4£12 H 12 H
@%H
H ERAE (1998 4F) R IE
AHEE AL E (2000 48) ~FRIIER
Roche Lectureship (2002 %) JA[H1E f#
H AR A SRR E (1998 47) B EEA
AARNREREB ST o ZEFINE (2000 429 A) /KAfE R
R FRGES R E (2001 47) H Btz
ARG AL FHaeamE (2002 42) BT
RINACFiRGHE TN (2002 4F) KBS
RS R E (2001 4F) AT ESE

—3356—





