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(57) Abstract
g a dimeric stryryl compound represented by general formula (I) as the

An organic electroluminescent element comprisin
and Q are each as defined in the specification. The dimeric styryl com-

luminescent material, wherein D, D, E, E', F, F, G, G’
pound used is one prepared by bonding two molecules of a compound having a good luminescence efficiency and a desirable lu-
minescence wavelength to each other via a divalent group which breaks a conjugated system without impairing the abilities of the

compound to thereby increase the molecular weight (to dimerize) and improve the properties as thin film. Therefore this element
is widely applicable as various display materials.




(57 B#

— R

F E E' F’
6 b=b-p-q-p-t=C-6

(X, D,D’,E.E',F.F',G,G'&U"Qliﬂﬂ#{ﬂ%ﬁ
RAHLIbDERALTH B, )
CEXNB_BATFYNLABEREHBEUTHNE
CLABMITAABRILVY POV IRy EYRET (F
BELET) 2HRLEbOTH 5,
ARHOEBELETFE. BRPESL. BRBEEN
FE L LAMOEAAETS 228, JOLED
ArsEfRsds _HETHEAL, 2FEELEY T (2
Ef) BEEAELASBELZIF YN CANEREH
HEUTHWELDOTH S,

UttioT. ARWOHHE LET . Bx SRR
LUTEIECFAAETS 50

MR LT~
PCT £ 7w TAMs h 2 RBRHEN ¢ 7L o F BIRKPCTARE:RET s i BAE 32— F
AT +—2Z2hU7 ES -4 ML = U

AU —2t+3507 12 . N

8 Fl 7 > i
B xR A SAA M ilis=7
BF . GA 7&K MW=774
BF 7577 & 27 3207
B ~+ GB 1 ¥R NO 7D x—
BR 7710 GR ¥ + PL &—-52F
CA :b-)-;' HU »~ > — RO v—==7
CG ::-/Zrz)”mﬁ JP H#AE SE 2 —F
CH 272 KP B#REIRARLNR SN.t 2 n
Cl 2—p-UP—n KR AREH SU+y £ x | #%
CM » A b LI YeFrvasdir ™D ++—F
CS 423 2ms LK 29522 TG;-—:’
OF F?-‘/ NET %‘% »;«eyy»a‘ US &

. . €+
DK 7¥=—7 MG =7 #7Z2A0

+SUDHEER TS TRABOBEL LTOBNEHTE, LoL. EOBENBYY (2} ABOC S TARUAORORTHN £ AT SPRFHTH,




WO 92/05131 PCT/JP91/01228

(1)

HE #H =H

L7 roIxy BV RETF
B i o B

AREBIR. BRIV oL IRyt YV ARFICET 5.
X5 EL IR, AREEF, #RkLomon T BTk
LM ARG RAEYZ MOETHEASELAFIINLEEDY,
ZOMBOIVWVHEFERVZOLEMEREMHLELT
BBzl 7 rolizxy bt 2RFICHET 5,

H R K

FE, L7 bolizxyty2EF (UF. ELETF
CEEFRT 3) BECRXLOHBARIEL. o2l
GEFTHZD, MERHIIENIRLEORBZERT S
TENS, FEETEBILBYIRRXETFLLTONMAN
FHaINTWD,

COELEFITE. RAEMBICERBLEYEZRAVTRS
EEELETEERLEADZRAVTIRZERELEZF LN
b, 205b, ARELETRHMEEZRBIELT
3701, TOERETAEIPBEBIYICITSINTL S,

MEABELRZFOHBRII>VWTR, BR/EXE B
BOMBEELREL, CNEEAEABGERPETEAE
EBFHEEZRILLO. AIAEBER/EAEAGEE X
(B BER BERE/REXE/ETEAGERE BER RU
Bk, FILEAGEE RLE/EFEAGEE BEY
COBBEOLONEONTWS, ZFELEABEREIRZ. B
BEOBEASNCEAZRLEBICERETAREZTL, &




WO 92/05131 PCT/JP91/01228

(2)

o, BEFEAMEBREBIVEAIhAEFEZRALEC
EETAIBEEFL TV, T LT, ZELEABEE%
EAXELERBEOBIINEITAIEICE-T, LHEL
BERATZCOEANREBICEAZIN, 51T, BABI
BEEXBEFEARGEBIVDEAZINAZEFIR. FALEA
ENrEFZ#EEBVWEES, EFEABLEEXBLEOREH
EORLEABIIERSINEANERENENRZ Z LA SR
TW3 (I 7T753A4F-T4 X472 LF—X] E5 1
%, $913H, (19874#) ],

EIAT, HEROFABELEFIIHLTR., EX#HHo
HEENRBNARIC, BFHFEERIE(TELE LD, B
ABBEOBRTEBS I LN o7c, EZ, RAEMHBES
WELBNS-7LLTH, FFEHBIABMLELTL
FVWIELFRFIETER L, Thid, BABOEZEEN
AREDERICAVWVRKEIEF >TLBELHITELEFN
HBELTRAZ:DTH2, £/, EXBOEEZE +m
EELHBILEOCOTRELHBEE b OEREIR. EV K
—“VENTERTLENLDLAIEERNG WV, £, EF
EELAZ L, ZEXHFH3 VB AEEHIVEREREY X
FHIT (BEH) THRELTH ERECRESLLTLE
WEVFR-NVITLB3FFHLTzEREFG N, 512, £F
PR, EREHEZIELIL, FFOV2—-LVBIILEE
BOHIl, BEABORE&L, B YUi-ILOEX,
BOHBMENETL., RFAFLHLLZYT 3,

UECRUICEBRBICIORRXOFBELETF . 5EE,
EMEROEXERIBEOSATLEVWOARELETH 3,



WO 92/05131 PCT/JP91/01228

( 3

MAiE, V- —BEFELTHERIZAF YN EY
teEREHBELLAHEEL, BEET80cd/m*
ODELEZBOIALIENBEINTLE (BRMEFHF
£0319881%58), LxL., BrxHHoHEREEOES
Ok (HEaHEE) . 9EE, SYROEXRIESATHL
50

£, BR/EHLEAB/ T3 7220 T 5020/
BRIVDEBELEZF (I7TTS5AF 74097 VL
y—-X1 E56%, $T99H, (1990%F)) &5
2. EGEBICEVWTHE YR - LT ) —O@EBRIZERKT
X7, BABROEBEINHEETL TV 3,
TTITHEN/AXDIT, RAEMBOHEBEREREETH 5,
HEEENBFTHEDICR, UTERT I 20EANSD
%o
OF-A:5294:=

fte¥z, PIZEEEFEL AbBErya-bE, F+ X b,
LBEZEOAHNDOFEIIIODERLEZT>HEIT. BEK
ENHBEOBEEN umBES nmOEHEICII Y bo—
VEETHH, EELOBICERSETHEL (B&l) ©
Mz e, FRERMABERICTOEEEFEME (SEM)
BRETHONMNIEDODONAE VK-, HBEENT WY
—RBHBERHIVRTEN Y s AREENERTE S L.
FRRABOLIERELHEBELTL, TOHELZTS
IERL ., HREEERRTER LN EREEREDORE L
Wb, CITSEMBEEELIVBEINIRLEDOTFHE
BEINTIREOHEBELIOUTOLIICEE(TSZ I L

%
i3

)



WO 92/05131 PCT/JP91/01228

HTE B,

779 % o B I O * 7 | 4K
(FHEBERCHT 585 H) o it

A) 5 0% ETETE | X

B) =3 0% RFfEAE | A

C) T 5% REAEF | O

@ B4 A

QIIEHLAFERICTEHERLELALE, EXF2zH 0
AEEFZ (FIZIEN,, Ar%E) SEHKTICEWT, BE
DEBIRLTHEEWHICIZEETOLE, HH0VIE
AR — L OEK, HBSOETAERCE, BBEEDL
(RTENI y ABOEBEZEERERETE L), &
EHEEORELL S, Chid. BERHZWRESEMEE
BEICIDUTOLSICEERTE S,

vy # wa AT IR HE i
A) | BEFHFERER X
B) | #H A
C) | 6 #AUE ©
® i 4 B 1 B

EFEEB. EEEHEIELLEI, EFOT a2
BUILZRBOLDIT, EABOKEEL, FE, EUk-
NOHEK, BOHBEOETHELS, RFAELLTEI L
MIENWI N, WRAEREEOHERE LS, Cho0ORTF
HEAHBONS XEBRE (T ZHETIILITX
b, EEMIIFEMmTE S, sTREMIIDELZI LR, €
EHBET AN, TeRERRUETRE T RA SN W, Tg
PEVWESPFORBEEOEMII S UAVERNITELL
LZLlLE, ELEEBLTWARTEOEANGERT 3,



WO 92/05131 PCT/JP91/01228

57 Tg i 27 R T
A) | E8LUT X
B) | EEEE A
C) | 50CUE ©

UERLIESENEERASA LV INTHDB, D3I H20O%HE
TR, ETELIOhBON, RAEHBEES TR
CTHIEBRBWEWS T ETHB, EIANBII, BHTFE
(BAZERY< =) 2LTLES &, ELRAEENFES
CEERMELEZD, D20V REBRIT—EROBRIZEAT 3
FHEMOBZELRAEEANETFTLTLES BHEA 3,
$h, H)T—Thde, SFRAGHEE LERES
BRENBONL VAEENS 3,
%5 B O B 7R
ZITHEREPEES R, ELETORLYDELREEED
Bz LWEtEHMERE LB RIZ, 206 WORENZER
FTE432EH . BbhoBEEE FFIFEL LT,
ThookadMRAtE, HEREWI _METHESLL, &
FF3 (ZBHEL) CLHAPBHTHI - EEEH

— <H
el
N

AEEIZ, PHBIHARIZESVWTERLAELDOTH %,
b, R\,
—ix= (a)

F E E" F’
G-C=C-D-Q-D -€C=C-G" - (a)
(X, DRUD HBBHPZVIEBBROREH6~20
DTV —-LvE XEREHI~200_MOoFEKRES



WO 92/05131 PCT/JP91/01228

M8

RETH->T. EVWIIR—TH-THEN-TH Lo
E.E.F.F .CRUG BZEhZFhKEFET, Bz
BEEBEBOREEE6~2007 Y —LE, Yr2oaxFin
E, REHBI~100TILFNVE, REHT~20075
WFEIVE, REE1I~1 007 aFvEII VW EERS
TREEBRORREI~2 00— HOFEHREEBRET
HO, TENOSREVWIIRA—TH-TLEHR-TL L, (B
L. FEGRUF EC HNELIZKEETFOBLIIE
CITEBRELR, REBEI~6OT7TALFNVE, REY
1~6D0TNaFVE, REEI~607 U VE, REH
T~8DTI7NVFNE, KEHEE6~2007 Y —L+F
E, KEH2~TOTAaFVANEZNE, BREXRT ~
21DT Y= AFIVANFZNE, REBI~6DT &
WEFVE, KEBEI~60T7TVLTIE, BB oH
VEF, AARFUNE, TIJANLEZNE, KBE,
PTJE, Zbo®, TIJUETHER (BEBBR T LEE
BERTLI0 ) 252, BE—BBROBL, Ti %
TUH—LFFUE, TI)EXBBERESETIEL 12
ALV I 2o VETLE, BHBEROBLIZ, 7
VE, TLaFVE, TUI-L+FIE, T JEXLE
BEZHETIAZELARELAVWI 2= VETH S, B
D&, 530VRBE RD EHEASLT. BEL L 2R8%
OCLBEBXBABEZERLTLE ., —F. FG L.
HIVRF BG EHEALTHANEL (EFRBTNOEERE
Xﬁxé%%%&LTQ;hcit\Qx#&%@%:
-

-




WO 92/05131 PCT/JP91/01228

(7))

TEXNLI2_EM2FVNEEWEZREHBELTHWLE
CLAEEITAEEIL 7ol IxyvE L AETF

Nz
wof
o

94

fo. REHIZ, —&HX (b)

M K K N
N-é=CH—L—CH=é—J—Q—J'—é=CH—L'—CH=é-N' <o+ (b)

(s, J,.J . LERUL HEBRHIVIEBEROREHR
6~200T7 Y —LvE, XBREHI~200ZMDF
EFEEEBRETH->T,. EVWIIRA—TH-THELE-T
bdl'e KK .M.M".NEUN BZNZNKEETF E
BEIEBRORRZRG6~2007 Y —LE, Y7oN
FUNLE, REHI~100T7TAFNE, RKEHT~20
DTINFLE, REBI~10D0TLaFVEHIZIWVE
BERFIEE m@ﬁ$ﬁ3~20®—ﬂ@%§ﬁﬁﬁﬁ
KXETHH., THOREWIIR—TH-THEL-T H

e EL. MENREUM ENRELIZKRETOSE

2k L. £, BREQFELRALTHO, E—BEBRODOS
LENVE, TU-LAFVE, TIJEXRERE
AHTAI3ELLRELAVWI 2 NVETLL . BHER
DFBEIE. TLFELE, TLaoFVE, TH-L1tFUE,
JEXRBEBREZFETIELIRELGL 7 22V E
THdl, KiZJE, d20WRK EI EHEE LT, &A%

\

EL  R3AHEMOREEXEANEERZERL T & —
F.MBENE, d230VEM BN gL TENEL
TR OTEEXIZA ZERLTL X0 72, Q

3
c v

Ot

BRI ERUTH




WO 92/05131 ' PCT/JP91/01228

( 8)

THINAZERRFIUNEEYZREXAMBELTHUL
EERFBETAIEEIL PO IRyvE Y AEFER
o5, SOCEKEHRIFEZ KX (a) Xz (b) TE
SNZ3_EMRFINLLEDZRETZ25DTH 3,
RELZERT I HOREORE
ARERIPFO—EX (a) TEINAEEHITENT, E.
F. GRUE .F' .G B, EhFhkERF, BT
REBBOREH6~200T7 ) —LE (L, 7==
WE, FIOFNE, TURIVNVE, B VE, §-7
zZWVE, BLoWVE, RYLNVERE), vyr7onF
UNWELOBEZ—MOE, AFNE, ZFNE, 4V T O
EVE, t-TFNEZORFHI~1 007 LFLE,
NLIUNVE, 7=z22FNVEEOREHT~2007 5L F
WE, XBAMFVE, = bFVE, JoRFvE, T
FUEZORERI~1 007 AaFvE, RIEN, O,
SHEDNTOURFZHITAIREHEI~200—-HOFE
BREEBXE, IR 70 0E, Fo &, oy li,
EVIRNE, FJUNLE, AANTYILE, N-TLFL
ANNTYNERETH->T, INoDFEREERERE
BREBEZALTL, FaL{Tbd, ZEBRELLT
2. A AFNVE, ZFNVE, 4V TobENVE, t -7
FUE, n—-RNRUVFULUERBEOREEI~60TILFILE,
AbFVE, ZhFUE, ToRFUE, TrFUERY
DIREH I ~6DOTFTLIFVE, RAIIE, TEFILE,




WO 92/05131 I;CT/JP91/01228

(9)

WENE, T2 ) FVE, PINTFUERLEORELS
~200T7 ) —=NFFIVE, A MFYANKRZIVE, T b
FUANEZNE, ToRFIANKRZNVE, TrFUA
WRZNWEREORER2~TOTILNIFI AR IVE,
T ) FVANK=NVE, PIAFTFVANFZNE, F
VONFFUINKRZNEREODRFHT~2107 Y —
NWAEFVHANKR=NE, TEFAUFTFVE, Tobbt =i
TFVE, TFINIFUVEREORFHI~6DOT VI
TFVE, TEFNTI)E, TuobtATIJE, T
FUONTI)EREOREFEHI~6DOTINTI)E &
ﬁnmfyﬁ%\ﬁwﬁ$yw§,7;U/ﬁw$;w§,
HNNEALNE, VXAFLTI)ANKEZNERLEDT 2
JANKR=ZVE, kEEE, AFLE, ZFNVE, T2z
X, M NVERLEOBBREZFIBLVELIRZETS MY
TO=NE, AFNE, FNVE, TJT2=20VE, MY ILE
BEODBREZFINVWEL(RETEIESI VY VLD
HE—MOEXBRUL MY NVE, FUUILE, 7= VE

X5z —HER

Yazi

Rl
/
- N

RZ
(X, R! RUR? k. N ZhKEFEF, TALTEFR
O v uFENE, RILINE, TEFILE, TJott=oi
Enrorv o nE, 7= VEXRBMNILE, FU0LE
BEODBBE 7 2=V ETHH, TNSBEA—ToH-Td &

WL, BEWITER - TE &, XEWIIESGLTER, £



WO 92/05131 PCT/JP91/01228

( 10)

EROBMABEXIER, EEBRORETA BEERL
ThThIe £, 2h 5k, E,F.GXRE . F
G’aﬁ@btw%%&%ébfﬁ&,ﬁﬁmwﬁﬁﬂﬁ
%XME@,ﬂﬁ@mﬁﬂﬁﬁﬁéﬁmbfwfégmol
TEANhBZTI/ERENBETOND,
WE~&§(a)E£H%EﬁHGXME,F,G
t. A—ThH-THbEWIER > TV TH &L, ELZTN
SIrEBRLTVAEOH TEALTEBEZRRLTNT
B;ho@b\FkG,Flﬂ?ﬁﬁumiﬁ%ﬁﬁé%
HlEB <,

wE—f® (a) CEYBDRUD K7 ==L VE,
Pl vE, FIFLVE, y-7z2=LVE, TV
KStEYUALILE, PLYYALLE, RVLYIANVER
CORER6~200BR L(BEEROT ) -V VE
Xﬁ%l:byi,EUUbVE,Buybyﬁ,#/U
LuE, AL VE, N=TALFLIALANTTL L
EHEORENI~2 00 _HOFERERRANETS 5.
. 20TV - L UVELPHFERERENER, ERER
ELTWTHELELTbI W, COBRELLTR. #
EE,F,GK@EHF.O@%%TW%LK%@%%
B3I ENTES, 72, ZDRUD B, THILER
LTW3 OB THALTEREEZFTIHELIRALS
WEAMEBBXRMAMAEBRAERENLIOTH>To
Lo

iE—fEks (a) THFB3DRUD BA—TH-T5
T, EWIZERAL ->TWTH &b

>




WO 92/05131 PCT/JP91/01228

(11 )

MEQREBZREWE _METHH, T ITHREE,
TEFOEBEBRIZLZbOT, HEZEHEEHIVRA
HEFEH-REITEFHICLIZbDLET, EFEMTITHE,
ERTAY VHAOCHEFZ BT BV ZME, LR

~-CH, - (#FLv), —CH, CH, - (=zFL¥),

—$H—CH2—(477DEDV),
CH:

(‘:Hs
—Clt— (FTabysFv),
CH.

~CH,; CH, CH: — (bUXFL V) &, 55018
-0- (x%v), -S—- (F4),

—ﬁ—(z;b74:-1b), @]
0 —ﬁ—(zw$:wL
0

—0-CO-0—- (ANK=ZALIDFFV),
-0OCH. CH. O- (ZFL vIFFV),

ﬁi (v7a~nF¥FvyFvy), =NHCO- (731 F),
-CO0-CO—- (FFHVYN),

-~-COCH, CO- (xo=),

—CO (CH2):CO- (R7 =),

-~CO (CH:sCO= (FFVIL),

ng
—C- (ANFHINFuALY T Tr),
|

CFs



WO 92/05131 i’CI'/JP91/01228

( 12 )
CH
O 10 (7wtvysam —o@cl@o—
' CH;
CF,
@D DD
CF.

—00— , -0{0)-0-
-1 {O)y<{O)~<O)-Ch~

' a Qo= 1O

2L TW5,

£7 . —fF® (b) TWT. K, M, NRUK . M".
N' k. 2hZhKERTF, BRIACIEERORFHS
~00DTY —ILE (A7 VE, FIFLE T
S22y LE, EozoVE, y—TzVE, ELZLE,
NYLZVERE), vranFyuEAFLE 2T
£ (4yTobLE, t-TFNEEORRHI~100
FTAFNE, RVINE, JTxxFUVEEORRHET~20
OTSAFLE, R ALFUE, bFVE, ToRF
SE, TR VESEOREHI~100TAIFVE D
BWEATFOEFAETAREHI~200—HOFER
EEERXE (FZE. 7V VE, FzoVE Yol bE,
Yy UNLE, F/UNME, ARV YILE, N-TLALFIL
AANNTYNELE) Thd, CNOOY7ONFYILE



WO 92/05131 7 I"CI‘/JP91/01228

(13 )

@~ﬁ@%§ﬁﬁi%ﬁ%ﬁ\E@%%ﬁbfwfggm
L\ﬁéﬁ<1§;woﬁﬁﬁﬁkb1w\Miﬁ,X%
LE, TFNE, 4V ToENE, t =7 FuE, n-~N
y%w%memﬁ%ﬁl~6@7w$wg,xr#yg,

T hEUE, ToRFVE, TRFVESEORREIL~
soT Lo vE, RLVINVE TEFE TobEA=
wg,f%uw&ﬁ&mﬁ%ﬁl~6®7yw§\Ny9
WE T FNEREORERT~80OT I FINE,
S ) FVHE, FUNAFVERLLORERE~200T
- N A FUE, AFUINRZLE, T hF VALK
LK, FoRFUHARZNE, TEFVAALRZNE
HEORER2~TOT N IFVANRZNE, T2/ F
SR IVE, MYAAFFVHARZIVE, FUUILA
FUA LK NERNEORERT~210T7 ) - FTFY
BV E= LR, TEFALTFVE, Tort=FFUE,
SFEYNTFVEREORER I ~6DT VT FVE,
seF AT I E, FTobEtrzATI ) E TFUALTS
/%ﬁ&@ﬁ%ﬁl~6@7yn73/§\AD?&E%,
FLRFUNE, TV ) ANRZIE, B NE AL IE,
SAFNT I ANENEREDT I ANFZINVE,
kB, AFNE, zFNE, Tz UE FY WERE
PEREAEIRVELLRETAMITY —VE, AT
VE, TFNE, ToonE, FMIANEBBEOEREEH
SHNWELLRBETAES V)L LIRS —HOEXIRH
LRy LE, FUULE, 72z lHEESECRRRX




W .
0 92/05131 PCT/JP91/01228

(14 )

R
_N/

R ?
[ﬁ¢\R‘&UR2uﬁ%&ﬁ%o§t\%nBMK
M NXiEK N M cEBRLTWaELHALTER,
ﬁﬁ@@ﬁﬁﬂé%l@ﬁ&,ﬁﬁm@@ﬁﬁéﬁé%m
LTWTd &)

TExNETI/ERLERBT SN,

i —&x=X (b) mHEIEF 3K, M. NXEK .M, N
2. A—Tos->TbIWL. HEWITERL>TWTH LKL,
s 2N IBERLTVAEDOHETHA L TEBEEZTK
LTWTd L,

fEL. M&EN, M EN BREWCKERFTHEEEHE
B <o

gigg—m=xX (b) cHi33J.J RUL,. L RERDS
W EBBROKERE~2007 YL vE (AR, 7
oL VE, Pzl vE, FuFLVERE) XRT
T-oLvE royrvE, UYL UVE, F)ULUVE,
FURTYL VEREOZHMOFEREREXETH 3o
t4. QT Y — L VESHEERERRREREREZET
LTh. BLBL T, COBEBREELTH, I
I\‘LNK(:&K',M',N'@ﬁﬂﬁfﬁlﬁbtﬁ’}ﬁ%%’éb"él
LTED, T, %I, JRUL, LK, ZHICER
LT3 E0BETHALTEREZETAIELIRALL
WMAEEBEYRETAEEIAERINILOTH-Tr
R



WO 92/05131 PCT/JP91/01228

(15 )

7. BiR—E®X (b) KEFBJI.J RUL. L' BA
—T b, EWIIER-TWT bl QREBZRZT S
WETHH., BEMIR, AL OERA—TH 2,

MR—B® (a) RU (b) TEINZ{LEHOEKH
LTI, RICETE (1) ~(T7) 2BFB 2L
MTE&E 3o




PCT/JP91/01228

WO 92/05131

)

( 16

ON AD)- o ON A
0=HO-HO=D E 0=HO-0H=02{ )=
O~ O O7 ~O o,

5= 10-O)r :U”iA@Ygo@vin_;©.ii®

6

(2)

O~
g
m/\on:o@V mou:o© o@v.:ou:o,©;_oa,uA®
Orn

H
0=H o.@ HO=HD %@v _A_onm,_o,©,:on:ol©
(1

)



PCT/JP91/01228

WO 92/05131

)

(17

\\\\ -,

S 1D 0 )y- _
An v\/ AQ nd } CAU A de— (1 A 2 — g oy ) )

1o {( )y 10=02 o

*H 0 0~ NWV\ rlw /(MV HO , % 03 A0y 0rnD
PR T § o) ;o DL,

ng — 1 - /n v\ Al\ ,./,A/D\,\ 01D

0=HDO HO =0
@\ @ /A@Q@Muv:u Q/.,:oLu\ﬂﬁwv

EER @7 ~O
(1)
O~ A
9=HDO HO =0 _
OGO -0 D
(9)
[ ]
Fmoo:Ava/ . Q O 2° H
oo O on:o@ AJV H 0= o/\MJK .
(6




PCT/JP91/01228

)

( 18

WO 92/05131

Or@/%%%%gzolo\@ m:u
- . *HOO
O*HD /@ Am..v So=H0 @:o Amvv

" @\ "0°1D «/\mwuv%mv
ap

/AH UY o—0-0~<) \!
A%W/\on:u@-:o -1 D - v

01>

HO=H HO = \@ 0]
Qruo=moOrmo=2(G £0)

I /\WJ\ o = :o&mqv HO -0 /muv

6



PCT/JP91/01228

WO 92/05131

19

_m_u_ - \Nﬁu s [C )]
. Hw/.!,./ Jy 13 < v\ « _
ZA@\r:o 19~(OY—~(O)-1a=1 49 _:ACx:AA )y HI=HD - f!&
O OO 0 O
4

(vi)

14- TH) @:mnu ng-1 )
/ )
ou_sg_; ) O/o __o@__omp v\ HO = \A:v

©/ NGO 050 O/ O

1)

\@SL ng-1 @/ OY_:_ }
u_sg ) \/o 3@@3 ,.\n

TN
Z;l@\ /@ 1@ @ 0- »ﬁu\ | /Aﬁu& ng-

(¢l




PCT/JP91/01228

WO 92/05131

( 20 )

“ON EHO0~

C_

o _;@@\oi _;I%A i

*HI

SINTE@)N oy
9= _5©AUVI Ho= o/©r 0°HO*HIO — Q @@Y \Qv .
\o 1o -9

*HO* 31@\

*HI

//AMMWT!I&& 5 __*HO—- D

)

tHO0

015 O oD
Awmuv.AM1Mv //AMMV-_ch

O
O

//Am”v,&=o 1o

(91)

0 = o-AMMMV;m_ 5 = o\\Aw.Mv

Rs:

(G1)



PCT/JP91/01228

WO 92/05131

21

e
WO O
PR o rmw ;
o/ O L (®)
FEI 9 - 0
Cf MO
'K
(02)
ng-1 AHHV
AHHV/W =9
@ D@ D
5= 0
©F NOra
wo-On D)
Q" OO O
o Awwv\\ //AMMV- 9t 1
(81)




PCT/JP91/01228

WO 92/05131

)

( 22

n:ONZw m:ON

__o

OO y-to 4O <) 1010 10O

O D% 11

N QQE:UI:QQ @ 1D ”:o_

*HOO

N

Q)

/@

(€2)

(¢¢

(1¢)



PCT/JP91/01228

WO 92/05131

ON ¢ AY
N AO)-no=mno- )= 00 -00() ()~ () N ]
O O W@Y@ 09 oowv /M m__S o () we, Y

OO~ .

O

ox@/ou:o
OO~

[3

5 q] HED OF 112
00% (*110) 00 - - (Y ot e
n@ O Q HO =190 A/Aw\ Ot 1D
(L2)

O w@ ,‘

@ 00-*HO~00 {( Hh-no=07 =

O o O
1 AN

0 0*H *HO 0°H

*HD D¢ H *HO | \

"TOO 00 cuar - 00 5y Mo

_ﬂ/v_i HO =~ 1O >~ N




PCT/JP91/01228

WO 92/05131

(24 )

(i
@\

(

*HO0

o
o-10-(Y~)-0- o)y 5. O

0°H) 1O - /ﬂv\

NEL - 42— 0g~ 1)

:m H\O/o HO @I@l:o J OD

w10

O——0n
ng-1 C\

O«O/ onzo@zono\@oco:

O

13 H
N=z©/
HO=HO HO=H2 — -
sz

19 i_o

7 o= __o&qVk@ - Q\A:V

- /@ OO AlV/o Ho C_a 0 =X =
H00D - Q\ /@A@

~()

m:o

1y

A
Q H) =0 /=
OOl

(0€)

__o!ﬂqwl HY =119 v@ 0- A@

(82)




PCT/JP91/01228

WO 92/05131

25 )

(

@LS&_T \@rc 1@% c;©V/ MD HO-OH - WQ\
@)

O H2=9 d-1D - )
- /@éL ng | @v\ ,.
) (ve)
:5
¢[00 ’ @ C 0 Anu £1190
@/o,_sg_a 4] :: V/o _S@ip:u 4]
@\ 00H® /©=m$ ng-1- Alv\ 3?/@
(£8)
::_,
(O 0100 © ©
@/o“_:g HO=0 ::_, U/?i@f@ﬁ&\/v
o/ NOyrma- o (0 NOY
(26)




PCT/JP91/01228

WO 92/05131

(26 )



PCT/JP91/01228

WO 92/05131

)

( 27

\ | 2
SR SOr——1—-4 /., Ay
2= @ @ @ H0=0 TR B 2419 AA wiﬁivkﬁux Ho- Q
e G \ @

Q)
@/% @Wv@ _;;\@Yi@ww-@; ASJ% O Q\@v
A A

(6¢)

\O T@ @ AJ ﬂvv 119 %119
LS@I@i& 40 --V/UL_UAIV AQ\ 1 - \
/@2; - »\mvv\ /Amv 9% 10

N

(86 )




PCT/JP91/01228

WO 92/05131

( 28 )

CACN O/ ®)
o Oy

(E¥)

O _ ©
_MWU“: ©| 0 @,_:Uo/
©

(v)

| .
SO——2—O)

\A@L:_;::_

_S@l@. HO=0 ¢4 ?3@@3&

/A@éL :_TAWM\\

/\Ov. C*HY) O

1y



I"CI‘/JP91/01228

WO 92/05131

29 )

(

F@@V 920 ‘@l@:_ojs @!&C» 2-9 l_.@@\_

H H H il

(9v)
\ ) S
@@f_ - UJ © O - 21010
H @ _mu_ ]
(4%)

(Vv




PCT/JP91/01228

WO 92/05131

30 )

(

::c €100 O % 1D 0°1) 010
= Qo S0 FHO0 @ 9 = A\W

£H00 D = &O_ 0° 10
400 0¢HD £1100 0¢H0

0
If

w

OO

0

s O =3 _©r©

_
i

<Jo

SARNCCT 10101590

*_3@ 2¢H

@
©z O o|oC ©QL /mvzw

(@) R

(06)

(6¥%)

(8%)

(Ly)



i’CI'/JP91/01228

( 31)

WO 92/05131

[e)ggie]
@Hmﬂﬁ@ =180 .,
WY 1) ‘i
ﬁO_ 19)
(£S)
e}
B = @SQQS@
QQ Y
(26)
i n ~
Fzmlﬁ_uun_v lﬁ@\!u@\r 03-023 l_/O_\[ AO m_vnz?l:
i __ i
(16)




PCT/JP91/01228

WO 92/05131

)

( 32

9=119 -H0= o 2119 v o o 09 = Q
Tf <O V
_O_

@ro :o@ Hd= on@! Allv =H3J \ll/r:; oA“v
© i 1Ol

On : O
?5@ 10-19 Oy XO)- no=H Q_a o
o/ O

*HOZH) *HOH)
|
@lz@?o:g c100-(0) Ox WRleltale]
sy (O] 081D 0%HD EHD0 “HO0 O o H

(LS)

(94)

(§9)

(vS)



l"CI'/JP91/01228

WO 92/05131

( 33)

“H0 :_o ;:c
N
Aéo =OQ=O OQ 0 <() \ 9 119 /Q\ Ho- o/\ ()
:_o €120 _ =_ :: | ___ 0*HO ;3
(09)
:So@o 3@ H= @:SO 3@3 UQOLS
@ @ (o] @]
{00 Ho-3-9° H Wo-9 -9 100
! _
£ £l
(64)
?5:@ HO- o© @ 911D Ho= o@
@ _o_ 6_ 1O
:3 £ 11
(84)




PCT/JP91/01228

WO 92/05131

( 34 )

i @ =
_@\/mzzlo H < 310@@ HOZH00 - &A VVQ =19 O;Sww ::\2/_@__
Q @O 00O ©)

(£9)

mﬁ »

O
mz@wS@@ﬁw©£o£o©o_a@©_a 9 N
H H I Cv

(29)
361 “49 19 o
OIo @ @)Y @ 10O
212k 0-n0 o= o© (®) ”_. 1 19 120
oy I e 13 *1)
1
@ lel
- (19)



PCT/JP91/01228

WO 92/05131

( 35)

‘0D O

Ny

o ::5 : ::: .._:
T u Qo o AOhl 1 = O\/n YRR _D_L: 9 2 V\Q |
:5 FL 0HD QOJ _C_::; O *w
P N
TR 0- £119 ;_o E110) TR - £119
- I
5
OO A Oy 140030910 <Oy 109 <O)~D)
O ‘43 _O_ (1)
1g 5
9% H) RUERTh
o H) N __ o Ny
TOI0L 4., 1010 Q S L S O T
N Tr NN _:uo-@gar .
F @) o AO_ | SR
:s 3 100 -0°H [ 1]
_ |
£110 £110

(99)

(49)

(Vo)




PCT/JP91/01228

( 36 )

WO 92/05131

O~ _ _ AD-om
SRS AS AN e RN NS
mmox©\o[,~mo_.©.,AﬁV 0 Q/Amu,/v

(69)

£ _ \../,.m (

0 mo©/oi ) ) ) \A{wc 1o
=HD HO=HD 0 HO=HD no=0{ =

?:o@\ .@x,om:u

(89)

O~ O o
onmo©l©mono ] )
@\ /A@W;@olzo@iﬁuvl:onu\/%%w

(L9)



PCT/JP91/01228

WO 92/05131

( 37 )

ng 1< )
AN

5119 () 19

/A@o Oy 05O c.A\C\,\

0 ()

(2L)

(1L)




PCT/JP91/01228

WO 92/05131

( 38 )

Fh
(6L)
ng-3 ng-1 O
@/?.:T@I@! *_Q“o\© m @/\u”__o-@v!@_;-ob
o/ NOr 0O o0 O
(VL)

Ammvv|,=ou=o,AHHUV| =9 £ 49 on:@.AMHUv =119 v
_ . .




PCT/JP91/01228

WO 92/05131

( 39)




WO 92/05131 PCT/JP91/01228

(40 )
Fro, FEYPTIE., —&K (c)

0 0
I I
K-C—{4d-Q-J-?=HC—L-CH=?—9:J-Q‘J-C-K = (c)
K K

(XA, J, K., LEUQUREEEL LA LTH3, £7-. nid
1"'5@%&?&50 ]

TEEINZEEDOIRAEHBELLTHVWE I ENTE 5,

COLIA—KA (c) TEIhBZLEYOEKEHEL
TR, RIRTHBDOEBETBILATE %,



PCT/JP91/01228

WO 92/05131

( 41 )

u :mu

IR \

_OE / \/n \ -ng 3
N1 PN =4
maéwA@o-@o@ o:u /FLTrqu__o
’ OO OO
0
2

U ng-3
OFH

0 O.,r__mL
fﬁ@g@@ﬁ@@; o
| %

¢ HD

=

NS -G 4O 04Oy -3 O w0
0

u ng-1 . cd)

td0 mu.wl_:_.d
@@@@@ﬁ@?% i
* o " \G0 00 1O
€40 0

(V)




PCT/JP91/01228

WO 92/05131

(42 )

H O ng-1
@@ @ OO ﬂwm?zl o= \@ “Hy

O <00

© ~ >©.f
@@ @ @n @ =00 -{O)—~<O))— o=

0
Cd)
\l.(/.
m.»l/ zoi\wf:_;
c
(d)
P
0 (OO0 Oy -
O &
0
Ca



PCT/JP91/01228

WO 92/05131

( 43)

Q “H9
_:_v_ O @ HO=HD - @ @ HO=HO - ; V/MMAVW__:

0

)

EHD

@ @T_o a:: 10— D-@o |

i

@ @T: 1< Oy—O)—w-10 O D-QY |

D)




PCT/JP91/01228

WO 92/05131

(1)
u ::

NO» 101D

(3

§H20

=m©o©__%$s:s%,©o@ww

0°HD
cr



WO 92/05131 PCI‘ /JP91/01228

( 45 )

Loz, —#R (a) Xi3 (b) TEENBLEY
1B DOLONH BN, — LD L LTR, —&X

(d) Xix (e)

'] :
G-C=C-D-Q-D-C=C-6G eee (d)
M K K M

| | | |
N-C=CH-L-CH=C-J-Q-J-C=CH-L-CH=C-N eee (e)

(. D.E.F.G,.J. K. L. M. NRUQRHRZ LA
THdo )
TEINIEARNHROZE{RRFVINELEATSH %,
ARFOELZFICETA3ERBR., oig—&xX (a) ,
(b), (c) TExh3{e&ME, ALREEE XE
va— Mg, ¥+ XA ME, LBERELOLAHOFEITLD
HEATEIECIOBRTAILNTESN, o FH#
BETHLIENIOFEF L, SITHFHEER .
e wOoRERENSTEEINEREINERE S, FiL
SHMOBHREXIREREN SEEFLLINERENIE
DZLTHY, BECOAFHEBERLBEIILIOERS
hi-#E (SPFEHE) Lk, BEHE SREEOHE
P, FNICEATABENTHECIIOIRG TSI ENT
=R

T, HEXRER, BHME59-194393F0HA
FItEHRINTWE EHIT, BELEORBALRLED
EEBHIIBENALTERELILDOD, ThERAREY -}
EREICIOEBRAEL. BRTLIERTE S,
COESICLTRERENAEABOREECSDWLWTRFEC




WO 92/05131 PCT/JP91/01228
( 46 )

FIBIEHL, BERRICIGCTERZENTEEN, #F
Snm~5 umOEHENFZE LW,
EEHOELZETICEITAREXEBR., ERHMEC. &
BXBEAFEAGEEIOELZEATEZIENTE, N
SEBRXREFEAGEBIOVOEFZEATIILNTE
DEABEE, EALUKCEWN (EFLE) 2EFROANTH
BxErmEHE, ETLEAOBREAOBEZREL, o
NEREIIORTFIREBELEEZFLTNVS, A8, E
LOFEAZINAPTIL, EFOEAINAPTIICRENLR
HoTbHDI LV, £/, EFLLETOBRHETEINSD
BEBECRKNS-TEL0N, E5oh—F2BEHT
5 EMEFE LW,
CORXEBICHVWAHEZ &K (a), (b)), (c)
TEIN3LEHE. —BITAF /b xAF—56.0 ¢
VEELONZVLOT, #4TEBEBL2EXIBERLEYZE
ENE, EBEMNEAZEALPTWL, $HLEFERN AR
228eVEEIOXREVLWDT, #HATEBREEXIERIL
e e EXE., EBENEFZEALPTVWE, EF, EA
DEEBEIENTWVLE, SSCEHARBEOHEE R
e, BETFLEAOBHEAKIEREINLEZLENPZOD
LEFEXBEENRNLEORHEBREEZ NIRRT IEANKE
o
FEHOELZETFOEBREIEEORENH N, EEXM
CR, —XWoBER (BREER) BT, WLRLEZER
Uit EL, ThIZREZRUT, EAEAGEEDPE
FEAGEEZAEI®NE L0, BEEMNICE (1) BE



WO 92/05131 PCT/JP91/01228

( 47 )

SRERE /2R, (2) BER/ELEAGEE/FEE/
B, (3) BE /FAEAGEE ZEXE/ EFEAE
EZE/RE (4) BE/EXE/ETFEAGEE/BE
HEOHREZEITFBZIENTE 3,
YTAEABEEPEFEAGEBRLTLOLETH
Bah, ChoOERD B &, BEREEI—BREAMLET 2,
. MEHMROEFILEVLTR, WTFhbERIIXF
ANTWVWBIEARFE L, ZERICODVLVTREFICHRE
B, EXRERELEFICEEEATWZ b0, XA
Sz, BHTSZAF v 7, ARERENLORZDOZRAVSD
IEMNTE S,
ERPOFHELEFIIBIIB®BELTIE. £FHE
DREW (4eVEHLE) 2B, 4%, EXCERLEEHL
CihoORAYZERYE LTI bO0HFELIAVS
N, 2OXSBERYWEOEKFMEL TR, Auii LD
£E, Cul, 1TO, SnO.:, ZnOWEDHEEM.EH
HEABITFONS, ZBBERE. ThoDEBYHEZEED
2Ry 7Yy TR EDFEICLD, BEEEREES I L
CEDEBTEIENTES, COERLIOVDREZMO W
TSI, EBEE ]I 06 LD KRETRIIENEZEL
L, . BRELTOY - MERRBEE Q /OUTNEF
z Ll
XS5ICBERHBICLLEA, EF 1 0nm~1 um,
Bzl 0~20 0 nmo#EBEINFE LYV, —F, BEREL
T, HEMHEO/MX L (4eVHT) 2B, 6€, EX
CEBHLEEYRUVINSORENEZERBMELT S HON




WO 92/05131 PCT/JP91/01228
( 48 )

flvohd, COXIUNERYEHORGHMLELTIR, 71
VYL, FRUDL-HYVDTLESE, T2V IL, JTF
UL, RIXVIL/HEBEEW, AL/ALO, A4V7Y
LB ENRETF LN, BEBECASOERYEZEE
PARNy FYV U TREDHFEIZILD, BREZFERaE3C
Eitky, FETBZIENTESE, £/, ERELTOY
— MEMBEEQ /OUTHAFE L, BEEREHE 1 0n
m~1lum, FIZ50~200nmoEHEANFELL, I
. FRPORFITBVLTR, HFITHEELAWDY, ZEE
XEBEBROWTNDA—FHAERELBEEWTHE I N
EXEEBL. MOHTHENIVOTHEZ L1,
FRAODELETOHERIE., G LcLHIC, #EORE
b0, i (2) X3 (3) OMRKOELERFITET
AELEABERIL,. EGELLEYDLORBIETH - T,
BRLOEAINACELERLBICEETIREZT L.
COFEABEAGEBEBREEXBEOMICHAEZIRSZ
IO, FVEVWERTE{OEARRLBICEASA,
ZzoLk, BABIBBRXRETEAGEB LI DEASINL
ETR, RABLEAZAGEBORBIIHFETS2ETD
BEEIZE D, CORXBRHORTMATICERBINZELRY
BRMETERE, RAEUEOEN KT LT 3,
MEELEABEBEICAVShAELEEE4DIZ., &
FEEZoh7-2B0ERBMIIEEINTER, SELN
EASNIEE, BEAZBENICRERABE~NREL D 2LE
MTH->T, FIZE10~10°V,/ cnDERMNMERIZ,
PRLEDT 0 ad/ V- -BOEABHEZL>bONE




WO 92/05131 PCT/JP91/01228
( 49 )

BTH 5,
TOLINEALEZELABIIO VLTI, WREOFZLL
HEAHET3LO0THNIEHICHBIZA ., %K, XER
BRIz T, EAOEMBEH & LTHEAIATLS S
OPRELEFOFILEAGEBIIERAEINZILADOLOD
FASEEDLDERERLTHEWVWSE I ENTE S,
YEMEBEHELTE, AAF MY TU-LEERE OF
Eir®s 112, 1975 HEEESR) , A¥¥UT VN
ik (KRESZHES 189, 4475 HAEESRB) , 115
J-NVEEE (BAE3IT-16096F5L8RESH)
RUVTY—=NLTINA v FEHE CRESFFES 615, 4025 H
mE, S, 820,9895 HME, 3,542 5445 HHE, #L
B45-55552A%H, M51—-1009835AH%k, #H
B51-9322454%#, AM55-171057F4%#H,
M56—414884%H, A55-1028667%5nH,
M56-156953F4%#, A56-366565nH
£5WB), ESVY VEERRUES Vo v BEE CRE
3,180, 7295 BHME, 4,278 T465 M E, HHE
5E5-8806454AH, M55-88065=5n#E, M
49-10553754A%#, W55—-5108©6FLH,
A56-800515A®M, M56-88141F0H,
M57—-4554550%, M54-112637F4LH,
R55—-T7T45486F8®KESM), 7L YIT 10
FEE CREYFES 615, 4045 HME, $L0E5 1 -

25836F54LH, 45 4—-5343550%K,




WO 92/05131 PCT/JP91/01228

( 50 )

M54—-11053654A%H, M54~119925%84
HESW) , TUV-NVT I VFEEE CRERSF$H S 567, 450
SEHME, 3, 180, 7035 HME, 3, 240,5975HMAE,
13,658, 5205 PR E, [4,232 1035 M=, R4, 175,961
SHEE, F4.012.3765H@E, HAM49-35702
A, M39-2757TT7T5AH, HHEMEL 5 -
144250828, AM56—-1109132%54#,
RM56—-22487THAH, EHBMFHFELL110,5185H
HMELESR), 7I BB ANV VFEREK (RERF
#£3,526, 5015 HMEESR) , TFVV-LFEHK
(KERFFESI 257, 2035 HAZFTL EILLEHDOH D) ,
ZAFIVNT VS UVFRE (FHIES56-462 3 4
FLBESR), JNF V) UEEE (FHEBS 4 -
11083 7THAHESHR), e NSV VHEHRRK (K
EfFFFE3 717, 4625 HME, FHEL 4 -
59143542, A55-52063F2%HK, H
55-5206452%k, A55—-4676050%K,
M55—-8549550%#, A57-11350%54%#,
R57-1487495208ESR), 2F NN UVFHK
(4%¥FB 6 1 — 21036 354, M61-228451
SoH, W61 —-1464250%H, M61-72255

o

P\
SO, M62-4764652%, W62—-36674
LM, R62-106502%F2%, M62-30255
S0, M60-9344550%, W60—-—94462
SAW, M60-17474950%, W6 0-

1

~J

505 250HESR) WEEZREFIZIIENTE D,



WO 92/05131 PCT/JP91/01228

( 51)

ERBIzE TR, ChoteWEEARELED &
LTHERTAIENTEEN, RICARTKY 749 Vs
B (B 63—-2956965FARNELECEHRDSOD)
RUBZEEREE=HT I VLEBRUCRFIULT IV EEY
(KEHFEL 127, 412504 E, FHELS 3 —
270833k, W54-5844550%K, RO 4-
14963482%, AW54-6429954%, FAOL5
- 7945052, M55—-144250754%K, 56
- 119132842, A61-29555852%K, [
61 -983538A M, M63-295695F0KF
SE), BEESERESHT I VANER NS LN
FElb, ZRVIZ4VVEEHOREMEL TR, R
VIa4v, 1, 10, 15, 20-5Fh+572=0—21
H, 28H-F N7+ 8 (D), 1, 10, 15, 20
-5+ 592=)21H, 23H-KL7 4 v8EWE (I),
5, 10, 15, 20-FF3FRX (R T7ILFrO07T 2
=ZA) —21H, 28H-#%LAT4>v, ¥YVa2T7HOY
TovErFYR, TAIZYLTYuY T 0 )k,
JhuvrToy (E£2E), VVFULI IO YT =,
WMFFSAFALTIYO YTy, oY7L, 70O
LYoy Tr=y, BRI 0sTL, SO VT =
vV, FHZULIIYOVYTZUEFUFRN, TITRVTLT
yovr=y, F VY AFATIOUT VR ENEY
5N 5o

THEEERESRT I VLAY RURFILT
sHOREMELTIER. N, N, N, N' =FFr5 7=

147

At




WO 92/05131

—JI—-4
=N,

73IJE

1) 7=z
JIT

14

-7 hF7

1, 1-

PCT/JP91/01228
( 52 )

, 47 =973 )7x2=WN, N, N' =YU7=zx=
N' =Y (8—=AFNT=z=N) —4, 4’ =9
JxzZ W, 2, 2-EXR(4-Y—-p—-FYLT
=N) oy, 1, 1-EX(4-Y=p-F
J 7 z=N) vrsuAnF¥ Ly, N, N, N, N’
-—p—-FUN—-4, 4 =TI )ET N,

EX (4-Y=-p—-PFUYNTI)T72z=0) — 4

—JxZ Wy i7oNFH Y, EX (4-IXFNT ) -
2—AFNT =) Tz Ay v, EX (4-YU—-p
- MINTI)Tz=N) Jz=2bAtH7 Y, N, N =7
7z=J)-N, N' =V (4-APMFUT7zx=)) — 4,
4’ -UT7I/)ET7z=), N, N, N, N' =Fb}3

TJz=zN—4, 4" =73 )IV97x=2x—FIN, 4,

4° —EX(VT7=2=0WVT73)) 74—=FK)T7=x2=J), N,
N, N-r) (p=HFUN) TV, 4= (I=-p=1V
NVTI)) =4 — (4 (J=-p=bPYUNTIJ) ZXFY

N) XF

ARy, 4=N, N=UI72=LF73I )~ (2~

147

D7z NVEZN)RVUEY, 3—AFF—4" =N,

N-U7

N = )b

22 NWNT I JRAFIMRYE Y, N=Tz=I)H I
BENEFSN S,

FEPOELEFICSISFEAEABGEER., Zh o
PDEAZZELEY | BXIE2ELUENSKI —BTHRS

nTnT

bW L, sk, WiIEZBELRHIEOLEY

OCRAEAEAGEBEZEE L DOTH->TH L,

_.ﬁ\
EE 3.

Bt (3) DHBROELEFIIETAEFEAR
ETZELEYHIrORBZbOTH-T, BERLD



WO 92/05131 PCT/JP91/01228

( 53 )

BAESNE-BEFZEXBIIEETABEEFL TS, &
DESHEFIZEENMESYIIOVWTHICHEIZL S, kD
HOEPOFHI»roHEEZEDLDEER L THWS I ENT

NO. NO, NO. NO.
Noz N02N02
0
BRED—roEBRINELV ) VEHE,
NC CN

N ,
Cﬂ/fsHt CH
¢,

7 TN

BEDFAEST Vv IFTF Y FFRE,

t-Bu t-Bu
0 0
t-Bu \}—Bu

BEOVI72=VF ) vEHE (TRYw—--TFLT YL
F (Polymer Preprints) , Y+/8v ) B3 7%, £35F,
BESINR—-U (1988F) BEILLEHDOLD) , 5
RN =¢




WO 92/05131

( 54 )

e <) c>g\_
@N‘g 05;@

HEDIEY (V+rN==X Ve —F N FT - T7
AR T74F 127X (J.I.Appl.Phys.) ] £2 7%, L
269 (19884F) £EEW) ., TUYMIFIIVLAF Y
FEE (FHEEBES5T7-14925952%, A58 -
5545052, R61-2251518540%#H, 6!
- 23375052 %, W63—-104061F28HES
B), JVvAV= U FUry o FdEG (BHEBG6 0 -

6 965750k, R61—-143764540%H, R6I
—148159F52®WESH), Ty o UVyFHEE (5K
iB61-22515152%, A61-2337508n4
HESHE)

—!
@O,WC<CH3>S

FAppl.Phys.Lett.] £55%, £1489XR-v (19
8 9F) ICHTRSNTWAFTF Y VT UL FEEKNLER
EF3 N TE 5,

RIS, TRV OFRE LERT U TIFHELHEDOH
Z, EBBRORFENZNIIOWTEHHET 2, MIZOBER
SREALE S/ BEBPORIELEFOEMEIISDVTHET
2L, ETHIRERLEL, HBOEEYE, FIEEBER
FAE»ORPEREEZ, | pmPlTF, L1 0~
200 nmOEEOBEEIZRL S LT, ZEPZ/ Ny ¥

PCT/JP91/01228

2



WO 92/05131 i’CI‘/JP91/01228

( 35 ) .

VIREDOFEILLD, FREE. BREERLLOB,
COEIEAEHBTHEZ—BK (a) TESINBELEHO
HEABRS Y, EXAEEZR VS, EEAHBOEERELD
FELLTIR, MIZAERYya—bik, F+XbE, LB
h, REERENHID, BEARIESNPT . D
Ervdh—RERLIIS W EDRENMNS, BEENFE L
Vo BERAHBOEBRLIL, COERBEEZRATSISHE.
ZOHREZHR. GRATIEXAMBOES, 2 THREOD
HMETIEREE, SAMERSITIVERZN, — &
K- FAMBERES 0~400°C, HEZE1 0 °~10"°
Pa, Z&EEE0.01~50nm. sec, ZFEREBEE-50
~+300C, BESaimBEWL ymOEHATHEES
IEHREELL, RICIOEABOREE., TOLICER
AWE» o 2EELZ. | umlTF, H#ELIR5 0~
200 nmOEBEOEKEEIZAZ L5512, FIAEEELAN
wF VY TREDHEILLD, Ellat, BRz&xI5Z
&Y, FEZOARELRFAPHESNS., %, ZIOE
LEFOERICHOTR, EREFZEICLT, BE, %
FHiE, BROMIERT I I ELLARTH 3.

Ric, BB/ EFLEANGEE/REE/BEMSKSE
FTOEHEREIIODVWTHATSE, £7. BBRZHELZOD
ELETOBEERMBICLTERLALDS, £OLEIZ, E
LEELED P ORI ERZEFELSSICIOERL, E
LEAGEEEZR TS, COBOEELHFE., WRELY
HOEBRROBEEZRFICELAL T L0, i, ZOEA
EAGEEO LI, IMREXERUEREZ., WILELETF




WO 92/05131 PCT/JP91/01228
( 56 )

DEHDOEEERBICLTHRFIAI EITED, HEDEL
RFNESN B,

BHE. COELRFOEHIZENTH, FHIER 282
LT, R, RXE, EAEAGEE, BEOIEICERNT
52 ELHRETH %,

SO, BR/EAFEAGEE EXE/EFEAEHE
B/ BEIASKAELEFOEBECSVLTHET S L.
£9. WLOELKXFOEHOEALERABEICILT. BE,
EAFEAGAE, REBEBERBI -0, CORLEOD
EiZ, EFEELEYHIORABRAZBTELEIZLOR
BLT, EFEABBELARY., RLWTIOkic, BEE
ME ELRFOMEHRHOBELABFIZLTHRIZ I LI1zLD,
MEOELRFIVHESH B,

BE. COELKRFOMERITENT S, FEIEF %+
LT, B, EFEAGEE, BtE, TAEAGEE,
EBROMBICHERL TS LU,

COXIRELTHONEEFTEHOEHELEFIC. BERE
BEEZHMT2HBE IR, BER2+, BREZ-ORMELL
TEEI~30VEELZHMT 3 &, RAENBHITES
HOBRMEIOBATESZ, £/, TOBRETEET %M
LTHERRBENTRAERZIECELL VL, 3512, XEE
EZHMT 3BEICE. BEX+, BERA-OREIZLE -
REZTDBFENRT D, UE, HNT 3R EOEBIIEET
LA

T, &
L A o 2%

ELRFOREALZ=ZXLIZ>T, BR/E
B/ EAE/BBOBROSAEMIETTH




WO 92/05131

( 37 )

He 3, MiBREE+, BEZ-OBEL L TEEZHN
T3¢, FERLIOVEAVNEAEABEBRICERICLD
FEASIN D,

COEAINAENLR, BEAFEAGEBRERLB O
BEICAYCTwESIh, COREISERXBENREASN
AEE (MIAEHELEE) CEAXBWEIN S,

—FH. BFE. BEISERBRICERICIDEAZN,
XStz ah, ERLOWBEE. 70bbRAEBENRE
RINZA2EBCTELLBHAET S (Z0FEKRT, MRHEK
2. BESHEBLEVW-THLW) o COFE&&ENTDND
E.AF, F0L4BXUEERTEOHERENER S N,
IRARICERINS, A, BEAHEBE. EFLE AR
EEBLERERXBLORTTHLIWVWL., BABLERLOFRE
Tb&, DA2VRHERAIOHENRABEFRETH »
TbdWwe ChRERATILEHNOES, TOXEPHE
WEIcL0ED B, |

EARFOFHRELEFICHL o3, £l c—i&X
(a) ~(c) TEINBRFYIN{LEHEIFRILED
THd, ChoDAF IV NELANEBOFETHET 3 Z
ENTEZ, BB, TITH—ER (d) X3 (e) TE
SNBFREAFIVUNMEEDZHAIC L THEFEEZRT T
%o

rE—%=X (d) OZEMXRFVI{ELEDE. EEODOT
ETHETAIENTELIN, ROFEILIATHRL S
Bl&EdT 32 LENTE S,

FEI—&=K ()

PCT/JP91/01228




WO 92/05131 I;Cr/JP91/01228

( 58 )
17 T
(RO);P-C-D~-Q-D-C—-P(RO), -+ (f)

(P, RBEREH I ~407 LV FNEHZNWIE Tz
x2%=32 L. D.ERUQREWEZEBAULTH %, )
TEIhBA3TYV -V VEXRB Z_BOFEEEEZBRST ) v
ket (UT. B2 I7V—-LVVESHEY V&8 L
T, ) . —B&X (g)

G>C=O ...(g)

(X, GRUWIEERUTH 3, F iz, BiIZBFERUT
HBEMMN, TUVFNLVE, TISNVFILE, TLaFVETHB

BEIRKRC, )
TREINBET M UVEHESEI I LERHLETS
—#& = (h)

R
G-C=C-D-Q-D-C=C-G ~++ (h)

(X#. D.E.F".GRUQRHIZLERLTH 3, )
TEINIZERFINILELEYOHEFETH 3,
DEOVFEIRWLEO—KX (f) TEIhEZTYU-L
VEEFEV L E—&KX (g) TREh3F b EE
MERICSESZ I EICE-T, B ET3—#%X (h) O
“EMXFINLENERETIHEDTH B,

SIT, —EBX () FOD.ERUQIEEFT &=
EXFYNEEY (h) OD.E, QuzHiEdT 3,

El. RBRFH I ~40T7WFNE (fIZ1E. 2FIL




WO 92/05131 PCT/JP91/01228

( 59 )

E, zFIE, JTob i, TFNE) HBZET =)
ETh3, COTV—LVVEEGE) VL&, 2HOF
B, flZ1F Arbsov RIBIC U7 - T, —i&KX

E E
X—é—D—Q_D—é—X
H f
(X, X o¥F UvEFERL, D,E.QIIWMEL &AL
THbo )
TEINIEFEEHEEZN N A FUEEHE. — KK
(RO)sP

(RX#., REIFEELRALTH %, )

THEINIE) VEMNITLFLIHAZ2OVEE) VEM) T2
ZNERIGERBIEINIVBELZIENTE S, Elt, —
B (g) oy bvitoWT, F'.GRR, BET~Ng_8
ExF V) NEEH (h) OF " . GIIHIELTEEEIN S,
e, ZITGCRETE—B&KX (d) DD LER—Ta 575,
Fizpiag—m%xX (d) FOFELRLTH, HL. TH
FUE, TINFLE, TLIaFIVEZR,

Oo—#R (f) o7V —-LUVEEH) VIEEME—IX
X (g) OFr P VOBERIGIE., BA B EHTETIES
IEMTER, TITHVLWARIGHEEEL LTI, RIEKE,
TAS—-NVE, T —-FTNENBETH S, BEEIITIZ, A
1=l ,xzy )= ;AT )—=),;TF5 /)= ;
2-AbFyZH )= 1, 2=VUAPFTI Y E
Z(2—-APFVvzFL) =TI VFFH TS
ko5 y, Mlzy  FULy VAFLRALFFY




WO 92/05131 P"CI‘/JP91/01228

( 60 )

Yzzi

FiN, N=-VAFANFRNLTIF; N=2FNAEQYF
vil, 83=UAFN-2-AIFTVI ) VERBTS
Nd, FTETFFSEROIZIVHEBIWVWEIAFIVLANLF
FURNHFRETH B,

T/, EFELTRFTHRY-F, Y, S MUY
L7 IF, KE{FTPIIL, n—-TFNVFILPFH
Y LAFS—bF, AVIL-t-TrFYFEDOT LA
S— M, BDEIZIECLTHWSNE, FTEn—-TF Y
FIOLHBANWEHIIIL-t—-TrF Y FDPHFHTH S,

RIGEER, AVLI3RIEEHOBEPHOEHFICLIDE
Y, —BHICEDIILRTERLY, BERH 0T~
BMIO0OO0CETILEBAICERTAIENTES, HILHE
LSCWRIOC~TO0COEBETH 3,

wiz, AETR, —&RX (i)

Yzxi

O
I

F
\ * o 9 1

(X%, FP.ORURRABLEALTHS, ) TESNS
U amE, —R ()
E E

O=é—D—Q—D—é=O = (3)
(K. D.ERCQUNEEALTH 5, )
CEENBVUS bV LBAS B LAMEMET S EE—
B3 (d) TEENBBRERAF I MLANORERET
53,

R (i) TEEABY VLAME—ERE () TE



WO 92/05131 PCT/JP91/01228

(61 )

X307 bhvEr, ERBERBZZIEICE-T, BN
ET3—BH (d) OZEBIFIVNMELENZERET 5o
ST, — R (i) PORBREH I ~40T7LFNLE
(FZ1E, AFNVE, =2FNVE, TobLE T7FILE)
HAZNWR T2 NVETHO, F.CREETNEZELX
FULEEHOF.GItHIET 2, 20V v{LEWR., &
HMOFE. flZI1E Arbsov RISIZUZN > T, — &3

F
C-X

¢ H
(R, X.F.GRUEZELRMULTH 3, ]
TEXhZ o xFLEedHE, —HR

(ROs)P

(R, RIAWHZERMLUTH 3, )
TEINZE) VBN TILFLEZ20EEY) VBEMY D
tZNEREERBZIEINE-THEZIIENTES. ¥
—fxX (j) OV by (ENKFEOHBERYT AT
ER)T20WT, E.D, Q. ®HEg~Xs_E8LXF VI
tE&HDOE.D. QAL LTEEZIN 3,
IOV PY (BBAEVWEITIATELR) | HIIFEBERY
Ry (BAVWRFEEIDTATER) B, RHOFEC
LOBETZIENTES, FIZETRERN, QOHTEIZX

-+
v N

Do
(1) Vilsmeier Reaction
— fi% = D-Q-D
(X#F., D.QRHEIEZERALCTH 2, )




WO 92/05131 PCT/JP91/01228
( 62 )
TZEN3EHME. N, N=-IUAFNFNVLT IFER
ftrxZXFYNW (POCls) ZRIEESEZ I EITLD,

— % = OCH-D-Q-D-CHO
TEINB3FEEIVTITERZERTE 3,
(2) Friedel-Crafts acylation

— = D-Q-D

(XH, D, QRWELERMLTH 3, )
THEINZLLED L.

— i =

E
C=0

Cz¢
(X#, ERFIZERALTH 3, )
TEEIND3B /7o) FE, VWA 2ABEETTCRIEX®

O, —®/KN (j) TESINBFEKRYY MV %
TE 3,
Co—f&X (i) oy vikame, — %X (j) oUF
Py (DTATER) EOHERITIE., R4 BEETERT
TRBZIENTES, SITHHIZCHAWSOSNARINEED
MEFE, M ATEITHVWSILOERETH %,
RICEERAWIRICEHOEEFPHOFAFIC L

D, —BHILEDAZ LRTEHLWA, BEIZHO
ENMTE 3, HFiC

-
—

5
&K

7.
HDREY
C~H100CETIRHEHEICERTZ Z &L
{IOC~T0CTH 3,
£—HRA (e) OZEMRZRFIINELEHIE. &
ROFEMIzEhiz

FEL
F 7.

BOHFTETHET D I EANTE BN,



WO 92/05131
( 63)

BERICBETZIENTE B,
HELR,
—ixX (k)

0 K K O

[ | I
(R0O);P-CH-J-Q-J-CH-P(RO), *--

(X, J.K,RRUQREHELLRLUTH %, )
TEEh37)V -V VEXRB_HBOFEEER

’PCT/JP91/01228

(k)

BRE® >

te® (UT. B I7V-LVVEERY VLEY) &&

To ) &, —xX (£)

M H

| |
N-C=CH-L-C=0 e ()

(XHF. LMRUNBRWEZERALTH 3, )

TEINBZITITERNLEHEIESL I E2HB LT SHIE
—X (e) TRSINBIZEMLXFYNELEVORES &

TH 3,

FhZoFELTERA0—%& (k) TEZINBZTY
LVEERY) JEEdE—KKX (£) TEINBTILTE

LEHARIGEREAZEIZLE-THEMET A2 —BE (e

O_E8{tXAFIVINILENEEETEZLOTH 3,

~

22T, —#X (k) FOJ K, QuEEET N —FR
(e) OZEBZF IV NEEHOIT K. QIZXNIET 5, £
o, RBEREE I ~407VFVE (I, 2 FIVE,
ZFNE, TobENE, TFAE) b0 E T VET
3. ZO—H (k) o7V =L VEEGHY VEkEH

KRHEOFE, FIZAWE Arbsov RIGIZ L7292 - T,




WO 92/05131 PCT/JP91/01228

( 64 )
—
i j
X-C-J-Q-J-C-X
H H

(XA, X.J.K.QUEEIEZELRLTH 3, )

TEINBIFEEEEZINNOLAFLLEYD L.
— % =X (RO):P

(X, REWEZLRALTH S, )

TEINIHEY VEMNITULFLHAWVIEEY VEENY 7
t oV ERIESEARIEICIDBEBZIENTE B,

g, —#XXL (£) O7FALFEFRIZHoWT, L. N, M.
HETNEz—HX (e) OZEXF I NEEHYDOL, N,
MicHIGELTEEENS, TOFTILFE RiZo0nTik, &
HMOFERICIDEETEZIENTES, AL
— %=

M
N—é=CH—L—CH3

(X, L N.MEHIRZERLTH3)
TERINAEEWEN- DT I F, H#IIN- /oo -R
UN-7o0fE-an/B7IPFNCL3C-HEEDS UL
NVEBRIZIZEIO, "oF VEFE#HENITHEAT S L
&b, UTo—BRATREN3

Yz

)
N-C=CH-L-CH:X

(XF, X, L. N ME#IRERALTH 3, )

~

(o



WO 92/05131 PCT/JP91/01228

( 65 )

TREINB3LEMHABSN D,
ChhEAGOREEFRAWAIEICED, TILFERANL
EBRTE3, FIZAETRG). (1) ORIBICEBZ I ENT
&3,

(i) Sommelet reaction

RO N F U ETAFNEESE, ANFTAFL VT
PS5 IV CHDNDERBE®E, £/ T AFVERIE
XHgB. MkapBREEzEizkh, —%X (£) TR
ANBA3TAUTFTEFPRELSNS, HD5IE,

(ii) Kornblum B%{t

o oF  ETVFNLEENE. VAFNVRILEF
yRERIBEEBZIEICED, —B&K

() TRENB3TITERABSN S,

So—BRX (k) o7V -V VEEHEY VEEBE, — &
K (L) DTAVTFEFEDHERIGE., A RXKHETET
XEBZIENTESE, JIT, FHICHLSNZRIDEE
PELAFIE., FAOFEIICBFER2LDLEAKTH S, &
. REBER. ALI3RICEHROESLMOFMHITLD
B, —HENIIEDIZILRTERLA, EFREHOTC
~# 100 CETIREBAICBIRT AN TES, HITH
FLLROC~TO0CTH 3,

wiz, AEIVIE—#KX (m)

M O
N—(|3=CH—L-CH21!‘(RO)2 cee (m)
(XF. LM NERURRBRHWRZERLTHS: )
T&sh?) vLtdH%E, —&K (n)




WO 92/05131 PCT/JP91/01228

( 66 )

K K
O=é}L~J—Q—wﬁ—é=O ««- (n)
(X#., J.KERUFQUBHEZLRALTH 3, )
TEINBIT MUV EHEIRAILZHHETEETE—
X (e) TRINZZEMMZIF I EYOREFET
HBD, PEVDIDOHEIVERHADO—FRX (m) TEREN 3
JokeE, kX (n) THEEOB3 95 by (UT A
TEFR) LEBERIGS®ZIEITLY, HBYLET 5 —#%
X (e) ODZEIFVINLEHERET S, 22 T—#
X (m) #FOL M, NRBEETANEZ—ER (e) OZETL
AFIVINVEEHOL M. NIZHIELTREEN 3,

Oo—#KX (m) THRINDY V{LtaHiE. DD FE.
il Z1E Arbsov RIGICU 2N ->T, —FR

M

N—é=CH—L—CHJ
(X#., LNMXBHRZEALTH 3, )
TEINZFEEREZ o X F e E, — &=

(R0O):P

(XH, RBWEZELRALTH 3, )
TEINAE) VBN TAFLHA2WEEY VEBENY O
IV ERIEEIFBEIEICELDBIIENTE S,

foe =KX (n) OVF b (KRKZEDOBAERYT
ANFER) 20T, J.KRUQIZ, BET~x—gs
(e) OZEARFVNMEAHO T, K, Quzxtic L TF
EEND, 2O—BR (n) OFFHEIFX FY (HBWE



WO 92/05131 | PCT /JP91/01228

(1)

( 67 )

FEBREIVTNTEF) B, AHOFEICLOEET S L
MTE, TOFMITO>VWTHE, IR FELIICERLLSD L
RAERFELHAVWBEIENTE 3,

Zo—%X (m) oV ke E, —BX (n) OV 7
MYy (DTN FEFR) LOBERTIE. B4 246 TET
SEBZIENTEDS, CITHHICAVWONERIGEE®
WA, FEFEITHVWSRLOLERBETH 3,

g, REBEERAVWARDEHOBEH PHOFHIZL
DEZO, —BHIIEDEZ I LRTERLA, BEIXHO
CT~#1 00 CETLEAMAICERTZENTE S, HIC
FELLIZOC~TOCTH 3,

e, —KX (c) THEIh AT VITv—{LEPHLE
FEI~Nick 0B322 enTE3, BL, RIGEERS
KHFFLSIROC~80CTH 3,

WIS, Effls TUHREMAICIORERZ X SICHFMIC
AT AN, ERFARBIASOFMITL-TASEESIND
bDTIEM L,
=%

tFxX (1) o NH. NH.

L LYY © @/ |
o (1)
(TR 262)

EB7T=Y> (4F=129.60) 325.25¢
(2.5096%FL) ZEEHETHE, MAEL., 120Cx=
THEL. Y7ouNFH¥y (4TFE298) 70.27¢g
(0T7T1T7TENL) Z30FNTTHT Lz, ZDH AR



WO 92/05131 PCT/JP91/01228

(68 )

AR xeEBET (158C) Tl H5BAMALLOS
HE Uiz RISEABELTHWEOTEK (60~707C)
W1 oLEBIFIAS 00 THERIE, 1 8%NaOH
KEHETHFM UL (60 0mlEER) o

0%, TREASRL. KEREEBIFL20 0T
| EHE L, ABESDE, BB /X YILT
Bk, BHSEELTHERSE 293 g45B7k, Ch%EDbke
OYYAHFNATL (EE; CHCL,/CH;0H=
100/1) THELTOLTMEHHLIDODE: TOXXK
v FEEGURAWELTR (1) OEKW136.22g%

B (NET2.52%) o

(2)

ftxxX (I) O

I I
EmDaRK @ @
t’ (1)
(FE 487.8)

k& (1) 81.17g (0.305=%En) #HC LK
BIR S 43. 4ml it BB R, 51Tk 343. 4nfzMAT
Obk3122g%ZMATHAL, 0 CELTFTTNaNO.
(2 FE69) 45.2T7g(0.656FEN) OKBERIS T
m%E 158 THETF L, COBOCUTT2 0BRSS
. K1 (#FE166) 209.17¢g (1.26%FL)
OKERS 3 0mE 40450 THTH, 0CLUTT2ERR
V=S el S

CHhICEBIF L2 LZMAFBREEZ ML, KEIZEE
BErFN500nTI3OMBLL, BREZODE. K1
LTHEEKE®R. EXEBE XV LTHRKL, BEE

o




WO 92/05131 I;CT/JP91/01228

( 69 )

BLUTHREY ! 66.6 g5B7k, COEBYZD —~FY
V1 LI BBIETMBEL, BEBLABFWEMOKRLL
OHEHELTHEB LT 3FE&RERI L (B& (L)
56.6g) c NEWBHEBELTRBEN LS DT, (&
Tl 10g) chx3kOyVAFLH T L (BE
n—-A~FHy) THHEMLTK (I) OEKW3S. 08 8%
B, X (1) OEBPOEE 1 02.6 gri-7t (E
68.96%) o

(8) L%k () @

CN CN
a0 EK @ @
@ (1)
(5FE 286)

ket (I) 113g (0.232%L) #N.N' -9
XFNRNLT I E (DMF) 2 8 3nlic i &,

CuCN (HFE 89.5) 46.6g (0.521%FL) %
MZT175CTABMRIES ., SNERBH®R2 8%
FoEoTAkl LHEAL, HEEEIBE, BRI

N1 e TSHEEEL, BB 2y LTREKL TR
wHEEL, X (M) OHEMRMEE 6 g2/ (REIG. 4T7%) .
TNECOTEHEYT. ROTECER L,

(4) %X (V) O CHO CHO

amDE R @ @
‘a (V)

ket (M) 66g (0.23FNL) Z275%0DFE




WO 92/05131 PCT/JP91/01228

(5)

( 70 )

(#FE46) 62Tml (12.456F)N) CHBIE.
SRXR—ZwhVEE&%x 66 gMATERT (108°C) 2
REEMBARBE L, ZOBIx—= v T ILEE&EZRAL.
RIEBICCHC L1 2 ZMATHBEAP2M U7z, KIE
HCHCZ2:1 00m{TIHEMBBEL, BALALIX—=y
SNVE2bCHC L1 0 0mTL{TBELTHBEZ D
b¥7c, THhZEK]I LTIMAKEL-DOLEKER< 7 %
VILTHRAKL, BRMEZBE UTHRRSL 0 g 2HF 7,
INEZ3kgDV VAT NV AT L (B, BB F N/
n—-"NFHr=1/10) THHL., X (V) OERY
38.21 gx#®7c (MXE56.89%),

%% (V) ® CH.OH CH,OH
LamoaK @ @
@ (V)

(#+& 296)

fte® (V) 22.697g (0.078ENL) 2515
ErFoT732 (THF) 2830 ItEBEXE, NaBH,
(#FE37.83)7.346g (0.194=F1L) %20
STHEMUE (BR300 CLULETEENERLA-DTK
wll) o OB, ZERTIKHEI 2RI ® 7,
RICHIZK4 0 Onl EREBEZF L 20 0nlEMA, HHE
BEABL. KBIEFEZFIL]1 00T 2EMELTEH
BREzZzH>DE, ZhzK200mT4EAZE L, #LT
kBB~ 72 LTHRAKL, BREEELTRK (V) o
Emt22.85 %% (LI 3I9%) .

»



WO 92/05131 PCT/JP91/01228

(71 )

(6) %X (VI) © CH,CZ? CH.CZ?

vewosr (O (O
‘a (VI)
| (5F8 3832 9)

k&% (V) 20.46¢g (0.069EN) Zhilzr
20 0micBBXE., EVYVInZREMHESOC L,
(4 F2118.97) 20.558g (0.173%N) %
208 THTL, ZORZEET2HHEI ISRESE
foth. RIGHEKIZAKS 0 0mlEIMA Tk, EREZSIL
o CHh%2%NaHCO; 500mTH-7DHB, Kk
30 0mT3EAKBELTHPHTIZIU, THEZEKKE<
FRYVLTHRAKL, BREZELTHK®23. 7282/
oo SHIZD —ANFY VA TZEMATICRET S LH
gEGATHLZoTIOEZREA LT (V) 0ERY
16.92g4%87 (NET3.53%, ¥Xx/ruxhbs>7
4= (GC) #E98.352%) o

(7) R (M) OLEHOERK

0 0
I |
( CH:CH.0):PH.C {ON_AO-CH:P (0CH,CH: .

‘a (#F& 536) (V)

® (VI) ofk&%H10.5g (0.031EJNL) (THY >
rUzFNLL9g (0.110FL) ZMA. TALITL
HAZEKT. 150 CTOREMBERET -7, —
BE#, BEOFE) VEMNIZFLEREEEL. N—2




WO 92/05131 PCT/JP91/01228
( 72 )

Frofke® (X (W) ) 16.2g%2B7/ (REIJ %) o
(8) & (W) o{LtEHDE K

O cr=et~O)- ch=c @e@ ci=c8~(O)-ct=ci <)

“

(VI
(*FE 644)

X (VM) oke® 4.0g (0.0 O T=ENL) ZTINITY
HAKHTEKRKT PSS EFOI5 010 0nfIlBERBIE.
AV L—-t—TbrFYF1.6g (0.015FN) 2
Z 1o

Z0H, ZEBICTA-XAF IRV ANEFYTHFER
3.1g (0.015EFEN) DFFSERODISVEIES O
mE3 0GP FTTHET LA, 4 0CITTTHENBERZ
fTofcBa, 25701 00mEMA, WHLZEEER
K 1L.T5g%2BI|UT,

INZzZbrSVRET250, MEOIVEREMA R
TV TEBERZET-7EZARAE283.0~285.0°C
DHEEHK .56 g (NEIZ3%) "EShi,
EBRHO'H-NMRIBZUTO&ED

'H-NMR (CDC £3)
6= 6.8~7.3ppm(m; 34H, FEFEHE-H
RUOE=ZN-CH=CH-)
6= 1.4~2.4ppm (b ; 1 0 H,
Yr7oNFUI—-H) ' 3
IRZRZ bV (KBré#l )

9 8 0cm™! (5C—H}\:§:/Z>



WO 92/05131 PCT/JP91/01228

( 73 )

TEHFIE. HRSL CsoHou b LTUTORED TS 30
nE. BURRBERIETS 3,

C 93.40% (93.12%)

H 662% ( 6.88%)

N 0.00% ( 0 %)
LEoRFEED. BontERBIERR (1) OeH
THBIENERI N,

& Bl 2
(1) 0, O-VZFNI T2 AFILERIFR—F

(#F8& 3802.3) 51g(0.168FN) ZTNITY
H2RHET. BAFFS5ERoI23 020 0nfiiiEBSE
AU L-—t-TrFYRF19.0g(0.169EN) ZM
i, BREEDIIEGEE L, Z0%, ERITTp -
FYUTAFER21.0g(0.174F0L) 21 HBEMNTT
BT Lo BO0CTERMBMBEBREEZIT-IE, 5/ -
N100ml, kK100mZEMA,. FEEZSML . KE
ECH,CL: 100nTIHMEBEL, AHEEEXEGDE,
BEewE Lz, ChEYIVAFNVAIIL (B =CH.C £
THEL., 34.4 g@&‘ﬁéﬁ%i'@%%:‘cﬁ (I -2) ofké
WEBLZ(RET4%) o

<§§>//;C=CH<<:>%CH3 e (1= 2)
(7B 27

(2) X (I -2) ofke®h25 0g(0.0917ENL)

[R]
-




WO 92/05131 'PCI' /JP91/01228

( 74 )

EN-ToEZRB{EBAIF16.0gC0.09FNL) &i&
BNy U4 1.6 g(0.006FN) 2MEIEM/RE
20 0mficBB L., BAXEBTICME L, 4R 100
CTRAIGHAORIGL., 6 BEBREBEET -1
ERL-EBRBERRRLU, A7) -V THEEL2L.6
COUBBBERTHER (11-2) OEWEBL (NE

6 7%) o

C=CH{: :>CHzBr eee (I1—-2)
o/
(& 349)

(3) KX (II-2) ofte®HW28.5g(0.0815FN)
EHEY VEBM)ZFIN35.0g(0.211FN) 27T
VHREEKT. AR 1 20CTHBEMBARERFE L, —
MKE®Z. BFOEY) VEMN ZFVEZREFERT 5 L.
3200 gDXR—-XMRYTHIK ([I[-2) otEH=
Bre (REITH) o

<:>\

/
<§> (#FE 406)

(4) X (III-2) oftke&® 2.8 g(0.006 8EINL)

ETNIVHAKR T, EkF I Far37 010 0nf
CEBIEAYVIL -t T FFUR 1.0g(0.008 9
EL) EMA I, 20%, ZERICTEREML (4) THS

@



WO 92/05131 PCT/JP91/01228

( 75 )

htzz (IV-1) oftd4% 1.0g(0.0034EN) D
FrSERNODIS VBRI OOmESOSNTTHT L,
EZETIBEEBR L%, A7) —N100nl k5 0nf
PiZ. WHLZEEHRR 1.5 g2 BM LA, ThZED
SyZ{ET EE, MEOIVREMA ANV EVITTEE
AT, X5V AF VAT L (B : CH.C L)
THEHL 1.2 g0REBRRZHELCNEL6%) .
EFHo 'H-NMRIEBLUTOED TH » 7o
'H-NMR (CDC £5)
§=6.8~7. 3ppm (m; 42H, FEE-HRU
AF VT4V —C/H=C )
N
§=1.4~2. 4ppn (b ; 10H, Y7 o~Fvil—-H)
Fro, BETZXZANZ PV (MS) O EHPHOT T
FvE=2 (m/Z=T96) OANHEHINI,
XS TESHHERER, HEACoHs: L LTLUT OB
DTHD, HFE, BLARBERMBETH 5.
C 93.06% (93.438%)
H 6.6 3% ( 6.57%)
N 0.00% ( 0 %)
IRANXZ ML (KBr&#EK)
980cm (8 (CH) P33 VR)
DEoER LD, LREERYTHIEZFERKRE, TEX

<6> (6} .
DC=CH@-CH=CH@ O CH=CH@CH=C§:
~\

(C,

O _
x.__// k}‘[/’ _,‘




WO 92/05131 PCI' /JP91/01228

(76 )

TEINZ_EYTHBE I ENEZFINT,
&3
(1) VYV =+ —VRAREOHAHE

Br@-ﬂ—@Br + oMg —> Bng@O@MgBr :

Blbik=27 2o 4389.38(1.627FLEF), &
BEFZUL/ATHF600mZ5 0°CITMEABTERLEIN S,
LEOIVEEMAT IRy L2EEAEL, JOHIC,
4, 4’ - VToEVT72=ZV—FTI 241.5 ¢
(0.738=N) 2#BEE LTHF 1 LICTBRBLIE
HEe@ET Lo HIKRBTHETEZRT Lic, 204, 47
- VT OEYV I NI-TLNBROET2EDH 2 ERIT
BHOBIEBEEIIEO, BTRTR]1 02 TERKBIHEAT
BAEREBIND > REORECAE -7, RIERTERE
EERH2-DKBOBEEZABLTRICEEZD 0~
55 CItHAfiLic, BFOMeg( 3. 4g) "E-TW3E
EERIENEAXE (FTRTHEN L.EER) &%

KA Tco FR2u= b5 74 —-THaH9T5E, 4,
4 =T nEVIzZNI-TNHELCH>TW, &
THRTH®%, 52~55CT3IRKREBHLAEZ, HALED.
304%. 1 TCIIH->7-BATTHFS800alxMZ 7,
HE., CORERL2TTATVEBRE T TIT - 2o +
(2) &N I NERE

Britg<O)-0<O)-NgBr + 2HCON(CHo)» —  06H<O)-0<O)-Cho

LEAEKF 3 (1) TEHELI V= —LBRARAD L

£}



WO 92/05131 PCT/JP91/01228

(77 )

BHLTRBEOBESR 2 0 CIZE2LIITLUENS, &
MDMF132g(1.81 %)W) #THF 66 0nfiZiE#
Li-ilkx 455 CTHTFLRE, BB (5~15C) T—HK
g, Kk 2keod it RIGHEEZEML, BT Y E=Y
L480gEMATLREOGSERE, BB FIL 1 LTS
Y. BEzFIEAEBLTHrSZNAEL-FT 5L
otk 65 gnBonl, ,
RiEoRERFRIoT b 7574 —2ROVTHREL.
UFNFE RAEMULESE, BEJ O NI T 74—
(TLC) Oy —UhHEDLOSR( B BERELR,
hadssrzab (AL YVAFN, F+I)T—:
sookili) BEL, HEEGK 2 3 gZ2F T,
NMR## (% : CDC £,
NiFE# . F S AFNYTY (TMS)
SiE=9.98 (s, 2H),
7.9 (d, 4H),
7.2 (d, 4H)
IRS#H :1695cm! (CHO) ,
1220cem ' (Z—71) ,
86 2cn! (1, 4—-@E#HBEK
s . 57~58%C
IHOoDOAWMETHS ERERMIIRATEEZNS 4,

4’ —VFRNINT 2N —FNTHAI EXERL .

OCH@O—@CHO

(3) a4k 2 (3) THoNAK ([II-2) OLED




WO 92/05131 I"CI'/JP91/01228

(78 )

3.0g(0.0078¢g) Z7TNITVHAKEKET. EXTH
SEFoT75 010 0nfiCiE@gEIE, #YTL—-t—-Th
FUR 0.8g(0.00783FN) 2MAt, 208, £
BizTERM 2 (1) THESK AR (1 -2) 0fteD
0.8g(0.0037FENL) DFFFEFROTISVEKRIL OO
ml%E 3 0FMMFTHET Uico 5 0CITTMEBEEG6 KM L
ek, A =N 10 0mlEMA, T LULAHBHRK 0.5
gERI LI, ThE2L&THrS VAT EE, WEOI Y
FEMALRVEVIITHESGZTVL, BV VALY
SL(BEE . CH.CL.,. AE45mXEE150mm) T
CEHL. 0.4 gOKREERRESL (NEL15%) .

BohRKEBBROBEIZ200~201CTh -1,
Egto 'H-NMRRBUTOEYTH 3,

'H-NMR (CDC £3)

8 ~7.3ppm (m ; 42H, FEKE-HEU

/
AFYVTF4ry —-CH=C )
AN

RU*E=Nr —-CH=CH-)
EMS &Y, BEHYHOBFAF v E—7
(m/Z=730) OANKHINT,
ElnkRofmERR, KX L TCssHH0ELTU
TOBYTHB, W%, HUAARERETH 5,
C:82.27% (92.02%)
H: 6.01% ( 579%)
N: 0.00% ( 0 %)
IRZAXZ b (KB r g&#l%)




WO 92/05131 PCT/JP91/01228

(79)

980cm ! (6 c-w» FZ VR)
DEoERE IO, LEERYTHAURFEHRRIITERX

Q 9
c=ci{O)-thi= i< O)- 0~O)- cii=ct-(O)-ci=¢
& ©

TESNALEWTHE I LARBE NI,
£ B 4

Q ©
C=CH<<:>%CH==CH<<:>*CH2—{C:>%CH==CH%<:>%CH=C
e _ ©

D & B

(1)
0ci<{O)-ch: {O)y-tho (1= 4) D&
(F& 224 ; 4, 4 =VUFKLINTzZ LAY L)

(O)-t: <Oy +zehsoenct. = oneO)-ch: <O)-che

V72N AFZ T 0g(0.417TFEL) ZRBEAL
FLULILIZERL, 0CICHE, BLAENS, ME(L
FH L 466g(2.45FN) ZMA. ZOFIT, V7O
ODAFNAFALZ—=FN2255g(2.22%L) 2@ T
LThvot, RIGEZ O CIZHEDIDICHEG LA S, |
BRETHTZRT Lico B BEBHRLAE., 2 KH
TERIIEL. —REFZ/HME L,




WO 92/05131 l"CI‘/JP91/01228

( 80 )

FIIERZHETTCOITLCAY =V IZEENZTVWDT,
BAMBET -7, KKk 2. 4kgicBEBET OnlZMACH
OOz, RIEERZEML., 3 048R, 1V Tobl
T—FJ) 1.2, BEEEZF N 1.2 o THIH, HE%E S
kU TkiE, BB /KDOPHA 5 ~ 6 127 - 7= B S THEKIEEE
FRrYUYLTER, BEZAAEL—-FLE, BEBOERK
101 ghtsonic, COHERYENSLIu< b (4
SL:VUAFL, Fr)P— EBEBZFN/ANFT V)
BEL, aagh22grBonh’,

Bk 'H-NMR (CDC £5)
§=9.9 (s, 2H),
7.75 (s, 4H) ,
7.2 8 (d, 4H) ,
4.08 (s, 2H)

685cem™! (—CHO) ,
1600cn™! (Rv¥Y),

850cm?’ (1, 4-E®HEK)

Q &
c=cH<O)- thi=CH< O)-t: < O)- cii=cH{O)-Chi=C
© e)

([[-4) D&

(FE& 728)
EBEF 3 (4) ITBWT4, 4 —=UKRLINT =)
I—-FTNVOHhboiz, £ (1) TN (I - 4)

o2l



WO 92/05131 PCT/JP91/01228
( 81 )

DILEMTH R4, 4 —IFKNINTz= ATV ZHD
RrRASEOBRELFTV., BNLAYER, 2T -7
BUTOEDTH %,
s 210~211.5°7C
'H-NMR (CDC £4)
5=6.8~7.4ppm ( m ; 42H, FEE - H

/
RUXF VT4V -—C\H=C)

E=lV-CH=CH-)
§=8.9ppm ( s ; 2H, #LAFLYy-CH:—)
7. MS &b, BWHOSFAA v E-I7(m/ 2=
724) hHEhl, BiZ, THRAMBERE, AR &
LTCsHuELTUTOBOTH S, bk, BHUANIZHE
RETDH 5.
C:93.84% (93.9259%)
H: 5.92% ( 6.08 %)
N: 0.009% ( 0 %)
IR2R7 bV (KBre#lk)
980cm' (8 ey PTVR)
PEIro#gERiy, LEERYTH I KFABHKRIT TN

@ C=CH CH= CH CH CH= CH CH=C @
5 {0 tr=es{0pr e <O e#=01<0y %

TRINZLEYTHB I ENER NI,
& B Hl 5




WO 92/05131 PCI‘ /JP91/01228

on o
c=ck <O)-0 {O)-ch=c

D 4 Bk

(0 cmzc@o @CHzCI (I-5) D&

LEfEDETRERINI-PTERL %,

@ o#e<{O)-0 {O)-CHo +2LiAlh, -
— HoeH:{O)- 0 {O)-CH 0

b H0CH:{O)-0 {O)-CH:08 +2HC1  —
= c1cH:{0O)-0 {O)-tHsCl

@4, 4" -V (EFoFUAFN) V=

NZT—=F L DE K,

(82 )

0c{O)-0 {O)-cHo +eLiath,
— noct:<O)- 0 {O)-cheC1

EEB 3 (3) THSNT4, 4 —UFKAINT 2=
N—FI 3 0kg( 0.1 88EIN) #2F1LFas—y—7



WO 92/05131 PCT/JP91/01228

( 83 )

TERULZTHF 15 0nliciE L7z, LiA1H,
12g(0.316%N),EBTHF850mORZY —
OHIZ0 CTHT L, BTHERBIZ4L05THD., K
BOWUERT Y ot TLCHWMTAE, VTLT
E FIZELCKL > T,
BT, 2EB. 0CTH#FELLRE, TLCOHT S L
one spot ZH > Tt BEBEZF L1 0nl%E 5 CUTT
BFUME, K25 0m% 15 CUTTHTLAL, RWVT
(1 :1) EE240nlZMA, FFBFIL 25 0mlT3
mH L, MELZAELTKE®R., EKEES M) Y LE
B, ARV - bTRLHBERK28. 2ghESNT, C
OEfEZZITT 5 &,
NMR (CDC ¢ NIFE®#TMS)
§=17.83 (d, 4H),
6.9 (d, 4H),
4.57 (s, 4H),
3.1 (s, 2H)
COHRENS, BonHEBEGKIZL, 47 -V (EF
OFUAFN) VI VI—-FNTHZIENERSN

YA
COHEEEEZLZOETERORIGOFERICHL 2,
b): 4, 4" =V (oo XFN) Vil —TFIN

D4 K



WO 92/05131 PCT/JP91/01228
( 84 )

oic<O)-0 {O)-CHO +2Lirll,  —
= #och:{O)- 0 {O)- e C1

LRR@THELL, 47 -V (e FuoFV2FN) VYT
N —=F728g(0.122FN) ICEIEBS 62
A, 11 0COMBT 2.5 KEBHRLL, TLCAHT
ERNREESC B - I LZBALTHOKEEZEBLT
e, r—7%2FHBICR3Ek®ELi, 4 0 CTRALE
T5&, BNYOHFER30.5 ghBEohi, COHES
ZRITLI2O0T b (AL VYAFNL, F+Y¥— B
BMIFL/NFH ) BEL, 245 g0BEHYERB T,

s :52~53°%C

NMR (CDC ¢, ¥#¥ TMS)

GfE=7.27 (d, 4H),
6.9 (d, 4H),
4.5 (s, 4H)
IR:158980cn! (RVEVE),
1240cn™ ' (ZJx=nz—FN),
87 0cm' (1, 4-@E#tk),
66 0cm™' (C—C2)

(2) 0 0
fl
(C2H:0) 2PH.C 0 46§§>—CH2P(002H5)2

(II-5) &K
(F= 486)




WO 92/05131 PCT/JP91/01228

BiEms (1-5) ofk&d®W1 0g(0.037ENL) ITH
yUB MY ZFALL6g(0.09FN) EMA, TALITY
H2EBEST. 15 0CT2BEAMBAREET -2 — K
WER. @EHOEY VEBEMN) ZFLIEBREEEL, X—X
FEOEEWTH AR (11-5) OfkEW1IT.8 g=RH-
(LI 9%) o

(3)

©\ e,
C=CH —@— 0 @CH=C
0~/ 0@
(I[I-5) D&
(#F& 678)

# ([I-5) oftk&® 4.2g(0.0086EL) =7
NIV HZEBK T VAFARA T +F P20 0nlic
BEEEE. AU L-t -7 RFFYPFN 2.0g00.0173
ENL) AMA T, FOH, 4 -RNUJUANET=22) 15 g
(0.0178EN) #MA, 50°CT6HEMARTESEL
RIEEOIAFNAN T +F VYV RFERERBEL, £ 7/ —
L200mEMA, —20CETHH LA, HHLLBEE
MEREVIAFAA T L (BE : CH.Cl.. EES X &
Xo50mm ITTHHEL, L43goatamREEL (I
F25%) .

ERHO 'H-NMRIRLUTOHEHTH 3.

'"H-NMR (CDC £




WO 92/05131 PCT/JP91/01228

( 86 )
§=6.5~7.6ppm ( m ; 38H, FEE-HRUT
/
AFY5F4v —-—CH=C )
AN

MS&bh, B OSFA44A v E-Y (m/Z=6T728)
@é‘ﬁ‘:*ﬁﬁjénf:o

FUIRESTHEEIIHARAC.H:s O LTUTOED
THd., Bk, FMABERETH 5,
C:92.09% (92.00%)
H: 572% ( 5 64%)
N: 0.00% ( 0 %)
UEDoZ &L EEAEHIEITER

SO
e

TERINZLEEYWTHS I eNERI NI,
6

o4

(1)

0 0
I l
1: 0Ot 0Oy <Oyt (1-6) 088

(2 406)

=



WO 92/05131 PCT/JP91/01228

( 87 )

200mp3>A7IRa~N, BETAVI=UL208
(0.150) .1, 2-Y2ouzdr100nlz A,
0 CITBHLENS, TVIVRIRT. p—AFANTY
AN7O54F15.0gC0.009EN) #2KEAM»FT
BMF Ul RIZUT7z=bz—5) 8.2g(0.04 8EL)
1, 2=-v7opoxy ] OnOBKRAE0CIIT2EREMD
FTH T L, MTRTHR, 2EBBHEERT . —BREK
BLH, RIGEEKL 00 githiy, KBZELAFL
10 0micTHIM L, HH®EES5 % KBTS b U~ LkE
B100mT2ME., K1 0O0mfT3MEEHEL, RKEF Y
LIITEBEZSE L, BEZEERT I LHERRIE
SNte ChEEMLEAFLY 257/ -0A=9: | BEE
HTHEZZL T, B ESEFR&E 1 0 g (JRED |
%) NEoNT,

Ma  202.0~203.0°C

'"H-NMR (CDC¢£: RMS),

§=7.0~7.9ppm (m ; 16H, FEE-H)

6=2.4ppm (s ; 6 H, #FINE-CHs)

I

(2)

O CHs (I1-6) O&K
/C=CH CH=C

© OO O

(7#F=2 910)
ElF 2 (3) THEALKX (III-2) o{tkédt 3.8 g




WO 92/05131 PCT/JP91/01228
( 88 )

(0.0093EN) ZTINITUYHREET. VAF LRI
FFYVRIS 0nNBEIE, CHACHWRE (1) TESQ
2R (1 -6) D48 (U7X b)) 2.0g(0.0049
ENAN) EAVIL—-t-TPFFYF 1.2g(0.010%FL)
EMAZ T, BRREIFRFZCBBERZE L. EETOEMER
Lico "BMER. BEZEELBE,. RCEEWITAY
J=NT00mZz/AL, THLAAKEERREZRBILL 72,
Sz VAT NAT L (BFE: CHoCl,, OF4 0mmXE
T230mm) ICTHEL, 0.9g (RE20%) OTEI
7y ARNEEB, FEEBER (DSC) HELOHZIDH
ODOT gk 91. TCTH » 72,
BB, COEBRWO 'H-NMRUEBTOBED TS - 70
'"H-NMR (CDCZ3)
6 =6.6~7.4ppm (m ; 18H, FEE-H)
6=2.3ppm (s, 6H, AFNVE-CH:)
. MS &0, BEWIOSF A4+ -2 (m/Z=
910) o&MRBEHEN,
Bil, iEoHBERIEARRELTCqHs, 0L LTY
TOBBOTH D, Wb, BUARNBERETH 3,
C:92.49% (92.279%)
H: 5.80% ( 5 97%)
N: 0.009% ( 09%)
PHEoZ X, LRk

o



WO 92/05131 PCT/JP91/01228
( 89 )

-

TEDLENALEMTHE I ENER SN
&7

ARES (8) TRENTWE 4NV JANET 2=
Aofbbiz, 83— (N=ZFNL) —FHNANY =V HILF
FUTAFE REHOMRRFCREZTV, E1RE
FENZEWT 2Bk, BELERIL, Z0LaYODEZ

T o

(5F& 1062)(Cs:H:20) ODOEMK

’ (1)
{g\C
cwpcocehe:  + o {OROyth  —
@)




WO 92/05131 PCT/JP91/01228

( 90 )

. g\/c-m{cm (I-38)
(5FE 346)

O, O-VXTF NI T2 AFINERARR—FM11.2
g(0.03T7TEMN) E4-F2FN—4" —FKNINET=
=) 7.2g(0.036FN) ZTNITVHFAKRT. &
KIXAFNRIVEFR20 0nlicEBEs., YD L-
t—7hFFF4.1g(0.0836FN) ZMAT,

ZDR. ZERICTOREBERZIT>7c&. 257/ -1
200mlzmMA, LB EHEK 8.0g (NEE 4%)
B, TOEHIEIME128.0~129.0CTH-
7o

ERYO 'H-NMRBLUTOEYTH %,

'"H-NMR (CDCls

6=6.8~T7.4ppm (m: 19H, FEE-HEU

/ ,
AFYF4 v —CH=C)
AN
6=2.3ppm (s ; SH, #FNV#E -CH,;)
(2)

©N
C=CH {@}@}cp - N-JoEri¢

o/

i 3 AN

o



WO 92/05131 PCT/JP91/01228
( 91 ) '

—_

©N
c=ci {OXO)-thabr - 11-8)
@4
ft&® (1 —-8)6.5g(0.018E)N) EN-TOE
TR EAIN 3. 5gC(0.01 9FN) LBBENYY
40 0.7 g&MIE{KZEL S Ol iCBEEBSE, ##E1 00
CIITHLIBRELL, {KHEERBEI LB, BEF
EETW, REBHKR1 0228/, ZhzyVadila
SLES (FE - BLEXFLY) 270, BEKK 5.3 ¢
(IRET0%) 2Bl ZOLEHOBMAE127.0~
128.0CTH» 7o
ERMO'H-NMRIUTOED TH 5,
'"H-NMR (CDCls)
§=7.6~6.9ppm (m: I9H, FEB-HRU

(4F& 425)

/. |
AFYF4v —-CH=C )
N\

6=4.5ppm (s ; 2H, o AFI-CH:Br)
(3)

C=CH‘~<::>{fi%%CHzBr + P(OC:Hs: —>

@4



WO 92/05131 i’Cl’/JP91/01228
( 92 )

0

. <<2>>\/0=CH CHzg(UCsz)z (11— 8)

ft&t (I1-8)5.83g(0.0125FN) [CHEY Vg
FYVZFNL13.0gC0.079EN) ZMA, THVIUH
ZEBE&S&T. 11 0CTeHEMBAEREZT >, —BRK
Bk, BEOFEY VEMNIZFILIEZBEEEEL, HEX—-
2N ROEEHERI,. CNEVIVAFNVAS LEHR (B
. HDELAFLYZRL, RICEAEAFLY :TED
v=1:1(FER) KTEZlk, ) 2TV, KHREBER
6.0g (EEM) %8B, COLAYOBMAIXE 2~6 4
CTHotco §1DILEH ' H-NMRIEILUTOEDOT
H B0

'H-NMR (CDC 1)

6=7.0~7.4ppm (m: I8H, FEE-H)
§=6.9ppm (s ; lH, AFYF 1V

e

(FE 482)

(%

/
-CH=C )
N

§=4.0ppm (q; 4H, = bFvE -CH.—-)
6=3 1ppmm (d;: 2H, —CH.—-P

J=16Hz ) ‘
6=1.3ppm (t; 6H, = b+YE -CH,:) .
&Rkl 6(2) (II-6) OERITHENT, AKHl 6O
(1) THoNIVF P UEEH (1 -6) ORDDHITE



WO 92/05131 PCI‘/JP91/01228
(93)

s (3) TEBRUK{LEY (I11-8) ZRL7fhld
AHROBELZTV., E1XIRINZLEMEEER LT,
Bohi{t&HOPHELZE I RIITRT,




WO 92/05131 PCT/JP91/01228
(94 )
Elk
=y AR AR '"H—NMR (CDCl;, TMS)
&GFE | (O
AEFIT | (22) |CasHaeN20 |237.0 | &=8.1~6. 9ppn(m; 280, FERERV
ty-ih B2-H)
(608) ~ | 6=4.25ppm(q;4H, IfLE-CH,-)
238.0 | 6=1.4ppm(t;6H, fiE-CHs)
BRkpl8 | (69) Cs2Hs20 [203.0 | &=6.8~T.9ppm(n;56H, FERKRD
~ -CH=CDH )
(1062) 204.0 | 6=2.5ppm(s;6H, FFIE-CH,)
Blx ()
EZTN TAARY bV | TESE (%)
() MidERE
| BT C:86. 53%(86. 81%) |
HEHMR | m/ Z=608 |H: 5 72%( 5. 96%
N: 4.325( 4.60%)
EEfF 8 C:92. 31%(92. 62%)
BEREMER | m/Z=1062 |H: 541%( 5.88%)
| N: 0.008C  0F) |




WO 92/05131 PCI‘ /JP91/01228

( 95 )
&R 9
i il
, <>\ /C}cwamsm<> /€)
C=CH CH=C CHe  C=CH Ch=C
O @@@ O
D & K

(1) BEEHIY»Y M vOER

0 0
<CH3>3c-<:3>-g—<::>-o—<::>—o—<::>—g—<::>—c<CH3>3

FREEROF P EEHOERE. TERERIEHKIZE-T

1:1.‘") f:.o

®

01—<::>—coon + $0Cl, —> c1—<CZ>—cocn

®

c1 <O)-coct + (O)-ccens O
— m—{ng4C>—umun
®

0
I
K0—<<:>>—0K 4+ 0 01—ﬁ<:>>—c-—<::>—-C(cna)a S
) g
ey s ¢ <O ¢ <00 <00 <Ot <O cccitss

Op-7o0oRBEEH 7054 FOERK
p—7o0oRBERET6g (0,486FL), YU
3Ty Y w M, BAEFAZNLTS50IY Yy NILODOE




WO 92/05131 PCI‘ /JP91/01228
( 96 )

EMAEBBLANS, WoK(ODERBL, 45~60CT
HNEVENREHEE (BEKERB (NMR) 4L
DFER) RIEL. WA VENEL B -BETRER
BLT, BRBEES 6 g 5B, BonBAAKAENE
NMRAHICEDp -/ o uLEEHI/IuS A FTHBZ
xR LT,
@Op—-—t-—-TFURYIAL -4 —-2vuRsEUVDERK

mkiEMRT VI =L 64g (0.48FN), BT
LYy2003IY Yy MU EERTHEELAAS I DoAY
ANy RK84g (0.48FN) ZHTF LA, ERL
R EABBRICt-TFAMRVEYT6g (0.567gEIN)
#835~40CTHTFTLA, BTRTRIOSTEIDS
4 FRECB>TVIDOT, RIGEZKRKFITERAL, A
V7o —FN (IPE) THHELALE, HEZHE
BEChd LEEKTH®E, Kit, EKFEEY -5 TRER,
INRL—-PMLT145 gOHHEREEERL, ZOKEZE
ZERTHETS EHERE LI, 2N ETPE/ n—-~FH
v=1/20%F+ )T —ELTVIAFNVASTLZRL
THEBAZTV, 85 gPMAARGKZRL, BoNtiE
BEFEEINMRSTICLD, p-t - TFAXRY I LI -
4 —20oNY¥YTHBE I LEEBLE,

@1, 4—-EX (4t =TFARYIANT =) FV)
RVEVYDERK

NA RoF /) v15g (0.136=%FN), KEMRNIYY
£ 15.3g (0.237TEMA), K703V Uy MLOBK
PREZEETKERE, RWT, 1 20 COREERET

47

£



WO 92/05131 PCI‘ /JP91/01228
(97 )

| SEEREERE%, ARM8D (3) THAEp-t—-TFIN
RyJAL—4—-2ooXRyEr80g (0.294FL),
PEG-6000 (1.3g8), VAFNRNFFFALR
1503y Yy hia, 150°CT4 1 BEMEAERL
RiGwEEEHE, K700y PLZEMAEAL
wetr—2icl., BEBE=F N2 v P EMAEAL
IO@EEIARL - &R, BB TV ANFFT =17
OBEBEEMATWe tr—21CLUEBL, 51T, AF
Or—-7%&5KLTHER3. 4gowe tsr—27%, TH
F/n—-~F%v=1/7%2F+)7—-&LThkDV
HENASLTRE L, BohBRRIFEADOLD, &
SIZTHF /n=-~"F%rv=1/7%2F+1)7-&LT
3.5kgD VN AFANASTLTHREBHE L, BoNKE
EEEEANFYVTERBRTILE, 22g0HBHE&NF
Shtc, BEEKBE /o574 — (HPLC) #HER
99.6%. REAEIZ192~193C, NMR#4#HITLO 1,
4 -2 (4—-t—-TFURLIALN Tz ) FV) XE
SThBIEEERAL,

(2) BEMBODE K

A2 (3) THEA{LEEM2.85¢g (0.007 /)
ETANITUHARET. JAFLZANLKFYFE 030
y PAANEMUBESE, ChITERFAITHOoNTIZ DT
Mofkea#1.86g (0.0032FIL) &EAYITL-t -
ThFFR0.82g (0.007EL) ZMA, Bohi
RAGBERZZETORMBARL -BREL &R, B
EBELL, BoNcREEE®WITAY /) - 1003

7




WO 92/05131 i’CI'/JP91/01228
(98 )

Jw PLEBRALULTHHBE UACKEERRZERLZ, TN
EVVAFNAESL (BFE:CHCL: /n—A\FHr=
/8 (kEH), 754 120g) ITTHHEL., 0.82
g (INE24%) ODREERRZER, BohtKHAED
RKOBMEIIR, 246~247CTho1o
72, ZOEHM'H-NMRRBLUTOEYTH 3,
'H-NMR (CDC 1)
§=6.7T~7.4ppm (m; 52H, FEFH®-H,
E=VE-CH=C)
§=1.5ppm (s ;18H, t—-7FINVE-CH; )
MSTik. B OSFA4 4+ -7 (m/Z=10286)
DEMNRBEH SN,
BIZ, RO EREHEKALLELTC:H00:6L T
LTOoBYTHD., . BUARBERETH 3,
C:90.71% (90.57%)
H: 6.32%( 6.49%)

N: 0.009% ( 0 %)
UEoZ &E&0, LREEYRLEELENYTHS I &H
ERINhi,
ERA 10

NAFoF ) UvORDOIZEZRT 2 ) —VAZRWVIZL
iz, BRI ER|ICLTE2RICRENBEAW 1 0
ER, E2RIIIOLADONEETRT,

&R 1L

NAFRFoF ) UORDOIIER (-t FpFrozz

) RAF RN GERA2 (3) THEeORD



WO 92/05131 l"CI’/JP91/01228

( 99 )

hiz

0
Il
@CH=CH—@*C}12P;OCH2CH3)2 it &4 A

EROILUNE, &I ERKBICLTE 2RIIREND
k&1 1 287, F2RIZZIO{LEYOYEEZRT,
ERB1 2

N Fopx)rvoffbbic2, 2-tE2 (4-ktFoF
VI xZ) ZihtFoTonrvERWL, A2 (38) T
BlolteWoRbOICEEAEEDAZRWIUAE, &
fl9LABMIILTE2RICITEINZLED] 22/, B
SRILIOEEYOMEZTR T,

&R 18

afl2 (38) THI{LEHWORDOIZEKH & (3)
THOoNIEEMER WU IE., &89 ERHEICLT
B2RIIREINBLEY I 352B, BE2HRIZZIDLEY
OYHZERT,
&R 14

AEMMIDOVY | UEEHORD D C

(cnsnc@g’@g}j@}gQ,wmm

CFs

ARUCCUSER. A9 ERBEICLTHE2EIIREIND
tEM1 4 2Bt B2RIIIDELAYOHMEZEZT T,



I"CI'/JP91/01228

WO 92/05131
( 100 )
Elk
ftaty st | BA | H-NMROCL. M) |
| BFR) | (O | 5
BBBI0| (T1) | Colleoly | — | 676.6~T dopm(u56h, FEERC |
-CH=CDH ) {
(1204) 5 =1. 3ppm(s; 18K, t-7HHEE~CHy)
51 Topn(s; 6, TOEKE-CHy) |
BRBILL | (T2) |Crollss0sS | — | 656.7~8. Oppn(ns8H, FEBRU
~CH=CoH )
Lo 5 =1. 3ppm(s; 18H, t-7HE-CHs)
ERFI2| (T3) |CrolocOeFs | — | 626.9~7. Gopn(m; 484, FEERV
~CH=CoH )
| (1160) 6=1. 3ppm(s; 18H, t-7FiE-CHs)
BRBI3| (T4) | Codinaly | 273.0 | 66.7~T. Sppm(m;56H, HEBRY
| | ~ ; -CH=CDH )
; | (1238) | 274.0} 6=1 5ppn(s;18H, t-7T#HE-CHy)
CERRFILL. (T5)

CrollocFe 1 233.0 1 6=6.9~7. bppmim; 48, FERKT

i
i
i

(1128) |

~

-CH=CoH )

934.0 | &=1. 5ppm(s;18H, t-THEE-CHs)




WO 92/05131

( 101 )

B2& (FEx)

LN

TAANRYT MV

gEAE (O8)
() RIZERE

EEF110

EETENI7A

m/2=1204

C:90. 81%(90. 66%)
H: 6.45%( 6. 69%)
N: 0.00%5C 0%

=4

KEBTELT7A

m/Z2=10T74

C:84.51%(84. 88%)
H: 5.93%( 6.19%)
N: 0.00%5C 0%

k12

KBTI A

m/Z=1160

C:81. 88%(81. 70%)
H: 5.57%( 5.73%)
N: 0.00%C 0%

BERFI13

HEEMR

m/Z=1238

C:89. 94%(91. 08%)
H: 6.28%( 6. 34%)
N: 0.00%5C 0%

&mf14

| R

‘m/Z=1128

C:83. 82k (84. 02%)

H: 5.67h( 5. 89%)

N: 0.005C 0%

i

i

I

PCT/JP91/01228




WO 92/05131 PCT/JP91/01228

(102 )

ERBl1 5
)T —{LEHWOERH I

(1) 7TV—VVEEH) VLEYORE

4, 4 —ER(TOEAFL) ET72=09.0gLE
UMY ZFNL L g2 TNIT VKRBT A A IV ANZIH,
BE140CTeREMBEEZIT -7, £O®. AFO
BY VBN ZIFLVEEEREL, —"BRRER. DB
@9.5g (NEB 0%) #6B/, BohkBBEEZORMS
397.0~100.0CTdh 1o

g, TOLEYW'H-NMRIEBUTOHEOTH 5,
'H-NMR (CDC15)

§=7.0~7.6ppm (m; 8H, Eo==VVE-H)
=4.0ppm (q ; 8H, = b FVEAFLY-CH., )
§=3. 1lpm (d;4H, J=20Hz

(*'P- 'HAw 7Yy 7)) P-CH, )
§=1.8ppm (t ;12H, = bFVHELAFNV-CH,: )
LUEDHERLIY, BonkcpEKRITEXNTEEZNS
TY-—LVVEGHY VLEdH (FXKx—-}) THB I L
MIER SN,
0 0

Il I
(cmw)&mo{!}—()—m&%m&un

(2) AV T<w—{LEYWDERK

EHMAM15 (1) THONILEXRVBIXATVILEY
2.1 g (0.0046¢g) #7NVITVYHRKHRT IAFI
ANFEFYFEO0IV Yy PIANEMULEBXE, ®KWT
ERH9 (3) THSNM{LEHL. 0g (0.004 8FI)



WO 92/05131 PCT/JP91/01228

( 103 )

EHYVYL—-—t—-TbFFUFL.0g (0.008 9EIN) &
MAt, BohRACBRRRLZER TS KFEBEL. —
BEE L COBRBEFBELLE, RISEREWIIA S )
- L1003V Yy PLERAL, HHLULKEARKRE
MIRL7:o CORBRBKREZVYVASFNVAT L (B
CHC . ; 5L ME4AOmmXEZ200mm)
THRLI S ZEDKEBHMKREZR,
COBYHORAZINI PV ERELIZEZAUTOL
¥HXTEINZIEPOBRBRYTH B Lbh i

cno—@o@«{cwcn— CHi=CH @0@9; CHO |

(X, WRHABETHD | ~4 OBHETRT, )

Bk, HXEER
W(l) :W(2) :W(8) :W(4) =5:3:1:1
ThH -7,

Flh, CORKYWDOIRIANI MV (KBr&#lE) %=
MELUIHER. Veeo 173 0™ "ITRIRABoNTZ &
MORWMNTNTERTHBE I EnDM T,

GBI 16

AYVITT—{LEHOERH 2

ERH 15 (1) THONAFKRRVBZIZATFNVIEEY
1.5g (0.0033g) #27TNVITUHIAKHET. VAF N
RNWFEFYFLT00IYVYy PAANEMLEBEsE, &KW
TEBMY (3) THONILAW2. 0g (0.003 4%
V) ERVIL—-t—-TFFUF0.8g (0.00T71 =)
EMA I, BOoNT-FREABRBMBIKREZ 4 0°CT5RHEBERL.

7




WO 92/05131 PCT/JP91/01228

( 104 )

—BHE L, COBREBEERELILE. RIEREHICAS

J=N1003IY Yy FVERAL, MBLALEREHERK

ERR U, CORBEHRROEBLAFL VAIBFEOSZ Y

VAFNA T L (BIE: CHC L. ; #1524 WE40mm
XEX200mm) KTHELL 13 g0 KEAHKRER

fo CORAMORMAIRS 0 0 CHETH 10 iz, =

DIEHOTAZINT PIVEMELULERE. UTOMER

TEEINBIRPORBRYTH B LMbh o1,

0

t-BU‘@C @ U@Og\c=ﬂccﬂ=c 0—@-0—@%-@—&%

AT
FYVITT—{LEHDOERH 3
ERF 1 6 THWEDY P {EEAWMORDDIT, 4,4 -
EX (p-FYN) Tz hT—FN

0
I

0
Ha c%C}m{:>&{:>wz

ERHWMIE, ERFAICERBFICLUTUTICRTEYZ
/i,



WO 92/05131 PCT/JP91/01228

( 105 )

faC C 0{3\ | 0
0=HC —cu=c @-o @-Icl@cug
}M{D/
n

lls

COEMOTRAARI PNVEMELLEIAS, n=1~
LOBRPOBRBEVTHB EDbhotce £/, TORMK
BOIRANRYZ MV (KBr#&#lE) zlMET S Eve-0
=1700cn " ITHPAASNT,
Ehf 1
25mmX 75mnX1. lomD¥ S5 XEREIZ, 1TO%Z%
EHEIZTI 00 nmOEXITHELAZD (HOYASED)
FERXFERE LI
COBERNBERETROEREEE (AFHEEHFWE)
ODEIENY—ICEEL, BV 7T v HoEMEFR -
ICTPDA%#200mEAN., FLHOE)TF UV EHF -
Mz, BBl 1 THEShR (W) ofkéd¥ (DSBC)
2200 ANTHEHEEAL1 X1 0 *PakTREL,
FOHTPDADA-FHi@A—PrE, 215~220
CETM# L, TPDAZEEHELE 0.1~ 0.3 nm. B
TERLHERLICEEZELT,. BEET 0nmOELEAE
AEEEE, COROERBEERBERETH - 7o
RONT, CNEZEEEEIOMOB TG, ERLEA
Boliz, $52—20FR—-FrIODSBCE=RXELLT
8O0 nmBEEEE L. BERHFR. F-TFTEEHN3 30




WO 92/05131 PCT/JP91/01228
( 106 )

CERET,. ZHEHEEIR0.2~ 0.4nm/#, EREERE
BThH-oT,

ChAEHEEEIOROBL, LERXEEOLEIIXT VL
Z2F—NVEBOTR7E2FZEL, BUEHRERVY —ICEE
Lo

wi, BV T FVEOEIMBAR - M IxV I L))
XylgirAh, o) 7T VEOEMEKR - T
AV I L0 0ghEEELL, OB, HEEZ 2 X
10 *Pag TRELTHS, AV ITL%E 0.03~
0.08nm/HORBFEET. AEIZLI—FOF—-1F &Y
T RYYLE LT~ 2.8 nm/BDOREEETESL
dr, R—PrOBERBRAVYIaTLAD, T2V L
ADOFR—=brE2ZNEN800C, 500 CEETH»*,

FREBETIIIRIVILEAVIILORAELEERZ
RXEBOLEICI S 0nmEBREELTHAEREL, FF
PR L7, RTIEEE, RAXEFPERTEELLEI M-
720

ITOERZBE, ~/xVYILEAVIILORESR
EERABERLLT, BohAEFIT, BREE 7.5V
AHMT 5 E. EREAN L. 6mA/dBEHFN., BXE
BEEEETBluex Bk, E—J7ERERASXMELD.
47TnmThbO., BEEEIZ200cd/ dTH-7,
OPHEOHMEIR 1.5 1 Lm/ WTH-1,

COEFIIFEHER. SEMEEBEXT-1 LI Y
—RTENT s AHEENERIN TV, OF B
2 (C) 57 Thoteo 61 ARAE%. SEMBEBE



WO 92/05131 PCT/JP91/01228
( 107 )

25 &, BREFTHEIPZVRBE YV R—LIZAL, QFREME
FHEEl (C) SV 7 TH-T,
£ 2
25mX75mX1. lmOFS5AEHREIZ, ITOZR%E
EHEIZT1I00nmOEETHELAZ D (HOYAR)
FEHIRERE L,
COFHEHERETROEEEE (FFAEZEHRHHWE)
OEFERNVT—ICEEL, BV I T VEHOKRMB R — b
ZTPDA%2200mxAh, FFOoE) 775/ EHF-
Pz (K) oftké® (DPVSPC)

<::>\\C=CH CH=CH CH=CH H=C//<::>
D Dr O Oy

220 0mANTEZEL1 X1 0 *Pag TREL

ZO0%TPDADOA-7HiEA—-bZ, 215~220
CETM#HEL, TPDAZEEHEE 0.1~ 0.3nm/
BTERXHERECEELT. EETO0nmOELEA
BrElBEaxgh, COBODEREERERETH -7,
RNT, ChzHEEEIOROETI L, ERLEA
BoEiz, $5—20 X -+ XODDPVSPCEZREREEL
LTS8 0nmEBESE L/, BFELHFIE. F—PEEMNS
20CEET, Z#E#EEIR 002~ 0.4 nm//®, ERE
BERERETH > 7,

INZEHEERBIOBMOBEL, EERXBOLIIZXT VL
AAF—-NEHOTX I ZRE L. BUERFILV Y —ITERE
L7,



WO 92/05131 PCT/JP91/01228

( 108 )

RIZEVITTFVEOBRIMBR - NIy L) R
v1igzAh, £flos ) 7F v HOEBERMBE- M T
AYIUTL50 0mEEEL, '

ZTOBREEEEZ2X10 ‘Pags TRELTHS, /v
VL% 0.03~0.08nm/ HoEEEET, REI:
b2—FHDOR— PO TR YUYLEL T~ 2.8 0m,/ B
ODHREEETHEELIED, R— MOBERAVYIYYLA
D, RTRXVILADDOR—- b E2FZHhZEN800°C, 500
CEETH -7, FFMHER. REXABEFAEHTABLLY
/AR i

EREFETTIRVILEA VYT LOREGLEER Y
EEBOLIZI 5 0nmBEBEREELTHAERLEL. £F
ZHR U7,

ITOBRZE®R, R/ VI LELAVIYLORES
EERZERBELT,. BohtEFII, BEREE12. 5V
ZHIM T2 &, BRA2 1 0mA/ dBERN. BHE13

B EEE TGreenish Blue 287, Y-/ HERHRHE
O, 484nmTHY, BAEEIZ200cd/ dTh -
2o

SOEFRAFHER, SEMEEHHEZT-7-&2 58
—RBTELT s AEFEEINEREN TV, #-T. OE
BRBKERL (C) v ThH-7, 6 A8B%E. SEM
EEHEZTIE. #ETHHZ B EVR—N 125 7,
QEBMERER (C) SV I THo1e, 72, Tg=82. 1
CIOOWMBEEMREER (C) SV 7/ TH-7-.

STHBHAITOHONMI LS, ELERB ZEZEE




WO 92/05131 PCT/JP91/01228
( 109 )

bod., Lal, #EEERIFLIELELL,

EHEf 3
O5mXT75mX1. 1lmDOHFSREREIZ, 1TO%R%

EHREIZTI00nmOESTHELALb D (HOYAR)
EEWEREERE L,

COBHIBEREATROEBEEE (BFEZERHHED
OERFELY—ItEEL, BV ITF Uy HOERMBER -}
TPDA%200wxAh, $FOE) T F Uy HF—
Mz (X) ofk4¥% (DPVSPE)

<::>\\C=CH CH=CH 0 CH=CH CH=C //<::>
Qv 9-o-0-war 0 &

220 0mgANTEZELZ 1 X1 0 *PagTREL

#OD#%TPDADOA-His@R—bE, 215~220
CxrTm# L, TPDAZEEZFEE 0.1~ 0.3 nm /B
TEWNEHERLCEELT, BETO0nmOEALEAE
ERBEIE, COROERBERERTH » o

RWT, ChzEZELIOROETI LR, EAEA
Botiz, $5—20F K-+ LXODPVSPEZREKEL
LT8O nmBEBEARE L, BEXHFI, F—-MEREN
S20CEET. ZEEEIR0L.2~ 0. 4nm ./ ®, &R
BEEREETH -7,

ChEAEZEELIOMOE L, EERXLEBOLIIXAT VL
ZAF—-NBEOT R E#REL, BUER KLY —TEE
Lo

RIZEV 7T VEOERMBR - M2y YL YR




WO 92/05131 PCT/JP91/01228
( 110 )

v1igEAN, o) T TFUEOEKMB AR - M
£ VUYL 00mEEELI,

FOREZEEEZ2X10 *PagTRBRELTMHNG. 1V
Y L&%0.03~0.08nm,/ HOXREFET., RAKIC
59— HDOR—-bXOT 2V LEL T~ 2.8nm,/®
DHEBEEETERE LD, F—MOBERA VIV LA
b, T2V ITLADDR—-bbE2ZNZENE00C, 500
CEETH» T,

FREHET IR VYILEAVIILOREGEBEERE
EAXBOLIZI S 0nmBEEEELTCHMERBE L., FF
EEB Ui, RFEHEE, EXEAEBRTERLLADI-
7<o

ITOEBZE®R, < /xVILEA VI LORES
EERAFRBELT. BohcRFIT. EREEL12.5V
FHIMT 3 &, ERM26 6mA/dBERNL. RERIE
B EEEE T6reenish Blue 27, ¥E—J7HEREFAEME
D, 483nmTHH, BAEEEIZL400cd/ nfTH-
7Zo
COoXRTRAEHE®R., SEMEEEHEZ2IT- I AH—
RTENT vy AEBRFERSN TV, #-T, O#FE
FERkEEl: (C) SV I TH-7, 6 »HEEE, SEME
BEHEELZT L. BEMHELAZVWREREYR—-LRAZC. @
HEAERFER
(C) U THotee £, Tg=T71.3CXHQMW#H
HmEEEE (C) 7 TH -1,

EHEM I T HOMAL LI, ELRXEBIZEEE



WO 92/05131 PCT/JP91/01228
( 111 )

bod., Lal., #EERFLI(ALLUL

== hte 5 4
25mX75mXL1m®ﬁ51§ﬁ£C\ITO%%

Tl 00nmOESTHELLZb D (HOYAR)
PEWZRERE Ui
COFHEEERATROEERE (BAEERHHE)
DERAN Y —cEHEL. )7 FVBOBRMBAR- T
TPDA%#20 0maAh, $HOEYTTF v HFA-
bz (X 1) ©fté#n (DPVSPM)

<::>\C=CH CH=CH CH . CH=C CH=C //<§z>
DenQan Q- a-QueaDumlg

220 0mANTHEZEA1 X1 0 *PagTRELT
ZO%TPDADOA-TcHiE@A—b%E, 215~220
czTm#l., TPDA#EE#EE 0.1~ 0.3 nm/ ¥
TEHEREELECESLT. BEET 0 nmOELEAE
AR g, COBROEFEREERIEZEETH - o
RNT, ChEHEEEIOROBT LA, ERLEA
BOLEiz. $5—>0FX—b+XODPVSPMEEXECL
LTS8 0nmEBES L/, BELHR, F-PRENS
| 0 CRBET. ZEXEIL 0.2~ 0. 4nm /¥, EiRE
BERERETH >,
ThAEHEZEEIOROHE L, EERAXEOLIAT VL
Z22F-VEOTR7EREL. BUERFIL - ICEE
Lo
RIZEVIFVBOBMBR - Mo 73y I LY R




WO 92/05131

( 112 )

v1igxaAN, o) T TF VHOEBEMB R — M
AL 0 0mEEELK,

ZTOBREZEEZ2X10 ‘PagTHRELTHS., 4V
VL% 0.03~0.08nm / HOEXEHEET., RKI
b9—FHOFR—-b ko229 L% 1.7~ 2.8nm
SHOEEEETEE LRED /7, F—FOBRERA VI
LAY, 2TV LADOR—-+EZNZEH 80 0°C,
500 CRBETH -0

EFREHFET IR VILEAVIILORELEERERZE
REBOLIC]I S 0nmBEBESF L THMEREL. T
EBER U, RTEEKE, BEABAEBRTARLELED -
72o

ITOERZEB®R, /X VILEAVIDLORESE
EERZEBEBLLT, Boh/EFIT,. EHEBEE1 5V E
Himd3LE,. BRP200mA/dBERO. EREBIEAE
BEFEEE TBlue GreenzH/ic, Y-/ HERSXAELD.
488nmTHO. EEEEIL300cd/ dTH -7,
CORFRAERER, SEMEREBHE:2T-7cE A8 —
BTELNT s AEERIERIA T, #->TOEER
BKREEWR (C) 9 ThH-7, 6 » AEA%, SEMEE
BEZTOL.BGWHIZIVWEEVF—LEEL, OF
REFFHEIL (C) VI THote, £z, Tg=71.97C
LOQOWBEREREILZ (C) V72 TH -1,

THBEFITEHOMS LS IT, ELEXBRBEZIEE
bod, UL, #EEEIEL(MEL &,

EHfl 5

PCT/JP91/01228

[CY



WO 92/05131 PCT/JP91/01228
( 113 )

25mX75mx1. lmOHFIREREIC, 1 TOZE
EHEIZTI 00 nmOEITHELAL D (HOY AR
EBERITRFEERE LIS
COBREHERETROEELEE (AFEELMHE)
ODERFNF—IZEEL, TV IIF v EHOEBRREMB AR -
TPDA%#200mAa AN, £hi0E) T7F 8#F-
Pz (XTI) oft&#BDMPVPE (Tg=66.67C)

OCHs;

AO-
\©—OCH3

2920 0mANTHEHZEEL]I X1 0 *Pag TREL
ZO%TPDAODA-cHi@R—bE, 215~220
czTim#l., TPDA#ZEHEE 0.1~ 0.3 nm/ %
TERUREERLEICEELT, EE60nmOELEAR
AEEXEL, COKROERBERERTH » 7o
RNT, ChEHEEEIOROBT LA, ERLEA
Boliz, $5—>0F—-+XOBDMPVPEZEXE
ELT60nmBEEREE L, BEFELHFR, F- FEED
31 0CBET. ZHEHEIZ0. 2~ 0.4nm ./ 8, £
BERERETH - 7o

ChzEZEELIOROEL, EERXBOLEIRT VL
AZF-NHWOT R EREL, BUERFSIVY —ITEE
Lo

RIZEYV T FVBOBERMBAR - Mo xyI LYK
vigiAh, £RHOE)V T TFUHEHOERLMBE - I
AV ITLE 0 0mgEESELL




WO 92/05131 PCT/JP91/01228

( 114 )

ZOBELEEZ2X1 0 'Pag TRBRELThS, 1~
UM LE 0.038~0.08nm/ HORBEHEET., AEIC
b9 —FOFR—- b &=V xyIL%z 1.7T~ 2.8nm
SHORERETEELED ., F—FORERA VDY
LAY, RTRVILADDOR—-bEZNENS 00T,
500 CEETH »7,

FREBETTTIRVILEA VI LOREEERERZ
EEBOLEICI5 0nmBEEESE L THAERLL, R T
EER Ui EFERE, EAEAEBRTHBLELEN-
72o

ITOERZEER, <~/ xVYILEAVIILORESR
EERZBRELLT, BohtEFIT. EREEL1ISHVE
MMy 3&E, ERALIS4mA/dBERN., BXBIEE
BEEZETBluex Bk, E-/HERSERMELID. 485
nmToho, BAEEEIX3I 0cd/ ndTH -7,

IOEFRAEHEE#. SEMEEBEAITO &H—UT
ENT 7 ABRBEBELIEREIN TV, #-> TOERE EE
X (C) SV ITH-1, 6 »AEA%R. SEMERHE
S5 & BRIFEHSI3VWRBEV RV REL, OFEH
R (C) v I ThH-7, £7:, Tg=66.6°C&0
@M EFERERRIL (C) 7 TH -1,

L 6

25mX75mX1, 1lmOFFREHREIZ, ITORZE
EEICTI 00 nmOESITHELAZ D (HOYAR)
EERXFERE L,

OEHIFERETROEEEE (AFAEERXHBE)



WO 92/05131 PCT/JP91/01228
( 115 )

@§m$wﬁ—nﬁib\%U??yﬁmﬁﬁmﬁﬁ—h
KTPDA%ZOOM%Kﬂ\it%@%U??Vﬂﬁ—
FKﬁ[XH]@ké%DPVSTPE(TF4L7@)

290 0mANTHEZEL 1 X1 0 *Pag TREL
ZOH%TPDADOA- i@ —rE, 215~220
cxTim#H L. TPDA*ZEEEE 0.1~ 0.3nm /¥
TEETHEELICEELT. BET O nmOEEAE
2EEXxE, COBMOERBERERTH » 7o
RNT, ChEEZEEIOROBTI &N, EAEA
E@LK\§5~0®£—F$ODPVSTPE%%%E
LT 0nmBEEEE L, BELHFR, - MRED
405 CEET., REHER 0.2~ 0.4nm/ 8, W
BEEREETH -7
CThAHZEEIOROHL, LERXEOLEIRT VL
ZRF—ANBOTR 7 EBREL. BUERFIL Y —ICEE
Lo
RIZCEN)TFVBOBRMBR - I 7R YT LY R
vligiAh, RO ) TFVEOBRRKMAKR - M
4V IYLE 0 0mEEEL
FOHEEEL2X1 0 ‘Pag TRELTMS, 1~
UM LE 0.03~0.08nm/HOXREEET, RAEIC
b5 —FOER— P2y LELT~ 2.8nm /%




WO 92/05131

( 116 )

DEEEETEELED, F—-POEERA VYT LA
Hh, V2V ITLAODDOER—- I E2ZHhZH 80 0°C,
500 CEETH >,

FRFHET TRV ILESA VYT LOREGLEERYE
EEBEOLEIZI S 0nmBEEEELTHMEREL., BF
ZER UIc, RFEHEE, BELENEHTHELALE L -
T2

ITOEREGRE, /2 VvILEA VY IYYLORESR
EERZERLLT. BoncETFIC,. EREEL 2V %
Hms3&, BRAT TmA/dBERN., BRABRAEE
BEHE TBlue Green® &7, E— 7 HERS AT XD,
489 nmTHO, BEEERLT00cd/ dTH -7,
COXRFRERER, SEMEEBER.2ITH > LH—UT =
V7 7 ZEBEPEREIN TV, - TOEBEEKIER
(C) V79 ThH-1, 6 » AREKR, SEMEEHE%
ToE. BEFHEDIVWRBEVFR—LIREL, OQFBERKE
el (C) V9 Thoteo £/, Tg=91.7TCLHE
MEAFRERIL (C) 07 TH -1,

EWfF T RU 8

ESROMMZRHVERM 6 ERBICEEL, 208E
AEIRICEED T,

PCT/JP91/01228

(i



I;CTIJP91/01228

WO 92/05131
( 117 )
% 3 %
SBOVE | EFUEABOMH | RAEORE | Sotite | EIET |
(et | RUWE (am) | (am) |- bEE (0
EMFIT| (43) |TPDA 60 60 312Cc| 15 |
| !
ZHF8 | (76> |TPDA 60 70 246C: 125
% 3 F @D
whEE | OB K| Fte | EE | EE | ESER
(mA/ad) | Ged/m) | (lmex) | Tomde | derse | e |
AT | 16 20 Blue c | c | c
477Tnm | |
sAs | 100 1030 |GreenishBle | C | C  C |
488nm !




WO 92/05131 PCT/JP91/01228

( 118 )

L 9
(ITO/EAEAEB/REE EFEAE Mg: In)
BEIOOInmOITOEHERBNRITIOSNTWEHFF
ZEWR (25 XT7T5X1.1mY¥+A4X, HOYA#HE) =&
X FEEREL, ChEAVTOELTLI-NTEHHE
EHEEL. AV T o AT LI —IcBELTCHSE L.
ESIT, HLaA4 v y—FVasF I dB8UVE Y vikEE
BIITHEELL, COBUXFERZCZBRBERTATER
LT, MROEZEEEEZBEOERM KRV —ICEEL. —F.
EYTTF UHERMBELR-MI. N, N' =V7z2=)—
N, N' =V (83=XFNTz=)) —4, 4 =-UT3
JEZ72=) (TPDA) 200mEAN, TSITHOE
V77T vEEImMBA - M X (A) Oké&®] 2200
g AN, X512, FIOENTF UBKE—- izt —BuP
BD[ X (B) ofké&¥] 20 0mAEAh, EXEREEE
N 5 B g e

RNT, EEEZ4 X1 0 *PagTRBELKDL, T
PDADA->HEMBER—-MIBELT, 220CET
MBEL, BEEE 0.1 ~0. Tnm secTERIHER
FitZEEL. EES 0 nmOEAEAGEBZH T/, &
512, N (A) DILEHODOA-HIE R - 2EELT
36 0CETMHL., HEZEHE 0.1 ~0.3nm/secT,
MEEfLEAGEEOLICEEFELT, EE6 0nmOEY
BzikiJ7c, 561, t —-BuPBDODA-7EWZER—h
ZEELTIS0CETMRL, BEEE 0.1 ~0.4nm
SSeCTHIGELBEIETEABEZR . NH, £E



WO 92/05131 PCT/JP91/01228

( 119 )

BOZEROBREREZERTH -7,
WRICHEZEZH T, ZEXEBOLIIXTF VL R#EHEODT
20 HEBEL, —FH. BV I UBERMEA - MITT
v L8gEAN, DOBOEEMET 45 A4 Y MITA
v LEAN, BURAZ®EZ2X1 0 *Pag TREL
Db, TR YILADOR - MIBELT, #EEEK
4~5nm/secTRIRYDTLEREL. TOK. RE
AV IUYLEMBLT, EEHEE 0. 2~0. 3 nm . sec
THAEEEBEL, MR IRYILEA VIV LOREY
CRANMBRBETEILICED, BWETAELRZTZ
fER U7z,
COEFOITOERELER. Y/ RXYILELAVDID
LEDRAMMOEANMEREZERLLT, Bk 7.5
VEHLAEZA, BREEN2 8mA /adDERNIR
N, E—27EEKE456nmdD purplish Blued ¥ %xH 7z,
COBOEEIXS 0cd/ dTh -7,

CH=CH—@—O@CH-CH@©

| -+ (A)
CH.CHs CH.CHs
N—N
60 Ko
(t—BuPBD)

COETREHER. SEMEBEEHEEZTI LH LT
ELT7y AUFEBESEREIATE O, OFBEBKIERL (C)
S ThH»T, 6 TAEB®., SEMEEBEZIT) &,
RERHEZ N RBEYFR— 3 H L, OQFEBHFEIR (C)
ST THoT,




WO 92/05131 PCT/JP91/01228
( 120 )

ERM L0
(ITO/EALBEAB RXE / BEFEAE Mg: In)
BEI1O0OOnmO ITOZEWHERBNZTOSNATWE T
ZEWR (25X 75X, 1lm¥A4X, HOYA#H) =&
HXHEREL. ChE2/ V0 ENTHNI-NTHEHHE

TWHEEL, AV TOBPAMTLI-LICEBELTEE L.
oI, VLA Vv i—F 2 aFtHEUVAEY VB E
BICTHEHELL, COZRXFERZERERTIATELE
LT, TROEZZBZZEEOERFANY—ICEEL. — 7.
BT URERMBR—- M. N, N' =V7z=)1—
N, N' =V (8—=AFNT=z=N) —4, 4 —-UT3
JEZ7z=) (TPDA) 200mgAi AN, T5IZFHODOE
NT 7 BRI mE R - Ml X (A) Ofk&d¥] 2200
eEAN, 51T, HOENTFUBKE- M
t—BuPBD[ X (B) oft&%H] 200mE AN, E
EEEREB I T 7,

RNT, EEZEZ4X 10 *PagTRBRELZDSL, T
PDADOA-HEZEMBFR—-MIEELT, 220CET
MBL, BEZEE 0.1 ~0.Tnm  secTEPIHFER
FIZEEL. EES 0nmOEAEABEEZ#HR T, &
513, N (A) DIEEVDOA-HIRBFR-FZ2HELT
246CETMHBL, #FZEEK 0.1 ~0.3 nm./secT,
MERElEABEABEOLICEEL T, EE6 0nmOREX
BAEZ T, 61, t—BuPBDOA-kHEIELK—+
ZzBELTI60CETMHRL, ZEFEZEE 0.1 ~0.4nm
/SSeCTHIELRELBELIIETEABER T . UH, £E



WO 92/05131 PCT/JP91/01228

( 121 )

BEOZEIROBRERERETH - 7,
WRICEZEA S, ZEREBOLIIAT VUV AHARODOT

20 EHEL, —H. BVITF UBERMBE- NI
vy L3 gEAN, DOOEEMBAT 45 AV MITA
oM LEAN, BUHZEEZ2X1 0 *Pag TREL
b, XYY LADOR-MICBELT, EEEE
A~5nm/secTR7RYILEREL, JOK, Rk
LA YUY LEMBLT, BEEE 0. 2~0. 3 nm/sec
THAEEREL, BRI RYILEA VIV LOREGH D
CREANMERBETAOLICED, BMETARELEF%
fER U T, .

COEFOITOEREER, v/ XYV LEA VI
LEDBRADIMORINMEREABELT, BRI TV
FHMULEZECSA, BREEN 1 AmA/dOBERI/EN.
F—2#%E482nmOBluedREXEB, COBDOEE
2800cd/ niTH»7,

CHs
/

© ©
©

<::Z-0-—Z::Z‘C=HC~<::><::>—CH=C’§::>
5oy

Hs

O @AW @ X" ...(B)  (t-BuPBD)




WO 92/05131 PCT/JP91/01228

( 122 )
EREH 1 1~15
EREH 1 0 CRBICEBELT. FOHERL2E4RICE L
DT,

EEfl 1 6~1 8
ANVIT—LEVMERAMBELALELRXRTFOEKG
EREF 1 0 ERBRICBELT, TOBEREEZEL4RILEF L

B,



PCT/JP91/01228

WO 92/05131

(123 )

g 4 %
| SUEOME | ELEAEOME | BUEORE ) EFEABOMH
| dtedy |RUBE  (nm) | (nm) | ROBE  (nm)
%Il (17 | TPDA 60 6 0 PBD 20
EHefi12 (7T1) TPDA 60 70 PBD 20
SEHERI13 (72 TPDA 60 40 PBD 20
EHEFI14 (73) TPDA 60 40 PBD 20
EMFI5| (T4) | TPDA 60 40 PBD 20
EHEGI16 | AERBI 1 5 TPDA 60 40 PBD 20
EHHILT| ARFILE | TPDA 60 40 PBD 20
Khef18 | AEBI1 T TPDA 60 40 | PBD 20




PCT/JP91/01228

WO 92/05131
( 124 )
5 4 E @)
FIEME HmEE | TREEE B E FHE
F— MEE (C) | (V) (A/ad) | (cd/ o) ( Amax )
EHEFII1| 395~402 10 16.8 55 | Greenish Blue |
12.5 56. 0 10| 488nm |
SEHEf12 400 12.5 35.0 700 | Biue green
487T7nm !
SIS | 41 0~413 1.5 9.1 50 | Greenish Blue |
10 48.0 200! 482nm -
SEREHI14 | 398~403 10 10.0 950 | Greenish Blue
486nm
ERBI5| 410~415 10 17.0 500 | Blue |
12.5 52.5 1000 480nm |
ERHI6 | 410~415 12.5 30. 0 500 | Blue i
480nm |
ERmHIT| 400~405 10.0 17.0 300 MmmmBmeg
488nm
ERFI8] 216~2109 15.0 28.0 60 | Green
501nm

?




I;CT/JP91/01228

WO 92/05131
( 125 )
g 4 F FEX)
FIEhR ERETORKEE | TSRS | M BT R P
(£m/ W)
FEhaF11 1.0 C C C
0.46
Err12 0.5 C C C
ERaf13 0.23 C C C
0.13
EhefFi14 0.79 C C C
ERERI15 0.94 C C C
0. 48
EHEFI16 0.42 C C C
EREFI1T 0.52 C C C
EmFI18 0.04 C C C |




WO 92/05131 PCT/JP91/01228

{( 126 )

HEH ]

o5mX 75mX1. lmOFSAEREIC, [ TOZHE
EFEIZTIOOnmOBEZTHELAZ O (HOYASE)
FERXFERE L,

IOBRPXFERzTROZEZELEE (BXFAEZERMEHE)
OEHRFLVI—ICEEL, TV IIF Vv HOEHMEFE - b
CTPDAZ200mZz AN, EHOEY) TF VEER-
Ml (XIV) oké&®

éjxc=CH{:>CH=CH{:>
©/ (X1IV)
DPVSB (Tg=23.1C) #20 0 ANTEEE%
1 X10 *Pag TREL®,
ZOBTPDADA-THIEER—FZE, 215~220
CETMHL, TPDAZEEZEE 0.1~ 0.3nm ./
DTERXFELRLIIEEZE LT, BE7 0nmOELFEA
BrxHELLL, COROEREEREETH » 7,
RNT, INTEEBIOROBT LR, ERLEA
BOEZ, $929—20DF-rXHODPVSBERELELL
T8 OnmBMEEST L, BERMER., BELHFR., K-
PEEN2 1 0CERT, #FEHEEI0. 2~ 0.4 nm /#,
ERBEERIZERETH - 7,

INZEEBESIOMOB L, LEERBXBOLIZFT VL
AAF = IVHOT27zREL. BUERFL /- AT




WO 92/05131 PCT/JP91/01228

(127 )

vigzANh, o) TTF UOBOEBRMEB R — MIC
ATV LE 0 0mEEEL I,

ZTOBEZEEA2X 10 *Pag TRELTHS, 4V
VULE003~0.08nm,/ HOEELEET, AEICD
FI—FHDOR— X022V ILEL T~ 2.8nm,/ 8O
HEEETHEABALED, R—PFPOBERIA VY IYLAD,
RIRVILAODDOR—-FEZZNZENSE00°C, 500°C
BETH -1,

LREHFETIRVYILEA VDI LORALEERER
REBOLEIC]I S 0nmBEBEREFLTCHAEREL, £F
EERUIc. BFEEKE. BRABAXNEBHETHBLELE» -
726

ITOERZGR, /XY LEALA VI LORESE
EEBEZERBLLT. BohltEFIT, HEEE1 0V E
FiMmg32&E, BRA25mA/dBERN., FEhEOITEE
BEETBluezE/, E—-J7HERESAXMELD, 48 2nm
ThO., BAEEEFIH3c¢d/ dfThH -7,

CORFRIEEEIOHGENET LIRS, EFLE L.
FamtOETOLHERTIABL, —KBEBT3E, E
LEFHILOIDRXEEBEONL M-, OFBERRIER
(B) 7 THO., QFEBEMHFSEIX (A) SV 72THH.
QM EBEREEREITTeg=23.1CLH (B) v 7Th-
72
EXLOF KRB ,

PEBBLAX ), AEHOERELEFRELET
DRELEEL, RABEEVZET LWV LEPOEHIEZETX




WO 92/05131 . PCT/JP91/01228
(128 )

BN, HEhOBERE EFIFHELT, LA
MES LEEEHEEZTYI_METHREL. 2 TEZLT S
(ZBHfL) T EHTE B,

L7z ->T. ZFREFOFEBRELEFIZ. B0 ETRHR
ELTHBILKFIAAIEETH %,

X5in, ARPOXRFYNELAMIT. ELRLEEEZH
TEODOHEHEN 2 ®BEZVNI_MOEZHRATHEREL
EHEROFELEEMTHD., AL ELRLEREREERT
A, MERRIE HEHRFE BEERECTC
N-bDOTH 3,

LihioT. ARBOXF Y VL&YW, ELEFOR
HPEERIUD., EAHHBHEOEBERAHBELTHEYG
FAPPEEINS,

T, EEBFOFER. EZXAFINLELEHOHED &
WRIEFELELT, FOEAMAFHAMBENRE .

A



PCT/JP91/01228

WO 92/05131
(129 )
7 3k O #i B
(1) —#&= (a)
F E E" F’

| |
G-C=C-D-Q-D' -C=C-G’ -++ (a)

(X, DEUD REBERHZVBEBEBROKERE6~2 0
D7V =L VvE XBREFHEI~200-HOFERER
BRAETH->T,. EVWITRA—TH->THELE->TH Lo
E.E.F.F' .GRUG REZhZThKEEF BE#HR=Z
HEBBROREHE6~200T7 Y —E, vroAFsil
#®, REEI~10D0T7TLVFNVE, REET~2007 5
MFEVE, REEI~100T7LaFvESI 0 IEERSE
FEEBBROREEI~2 00— BOFEHEAFTERET
HH, TNOREWVWIIA—TH->THRL->Td L,

BL, FEGRUF EC NEBIIKEEFOBEILE

{o SITEBRELEZ, KEHI~60T7TLFNVE, RE
BHil~607LaFvE, REHI~60T7ILE, KE
HT~8075VFINE, REEE~200T7 1V -LtF
VE, REHI~TOTLIFVAINEZNE, REHT
~21O0T7V—=NAFIVANFZNE, REEI~607
UNTFVE, REHI~60TUNT I ), 8 D
EUBRF, AANRFIUNE, TIJ)ANFEZNE, KEE,

VT ), ZboE, TIJETH»S (BHEEBEBTHEH
E; TH L, ) ° éé‘:\ ?%@igm\ 7}[/%"}[/;_-%,
TUV—=AFFIE, TIJEIXZEBEZFTIEL L]

FELBEWI 2o NWVETL . BHEBROESIZ. T
WE, TLaFVE, THU-AFFUOE, TIOEIZ

[




WO 92/05131

( 130 )

MESZETLIELLRALEVWI 2= VET IV, EX
D&, $B3WIRE D EEALT, BAELIRTE
MORBEEBXRABEAERLTH L. —FH. FRG L,
HELVEF BGC LEALTHANELI(RIAENORER
YHAEEBEAER LT LW, £/, QEEERRZTLZ
METH 3, )

TEIh3 _EXFVNVEEHEREMBELLTRVE
TrAEBEEETAABILV I PO IRy EYRAET
(2) —#&= (b)

M K K’ N
N—é=CH—L—CH=é—J-Q-J'—é=CH—L'-CH=é-N' «er (b)
(ste, J.J . LEUL RE®RHZVIEEBRORERH
6~2007 Y —LvE, XBREHI~200ZMi0OF
EHREEBERETH->T. EVWICRA—TH->THEN-T
brlih, KEUK MEUM ,NEUN BZhENKEER
F, Bl EREEROREZHE~200T Y —VE, ¥
po~nFYLE, REHI~10O0TAFILE, RERT ~
Q0DTINFLE, KERI~10OTLIFVEDHL
WREBERTFTEEBRORFEHI~20D0—MOFERE
FBAETHD., ThoBEVIIRA—TH->THEAL-T
L, BL, MENERUM EN'DBREBIIKEEFOS
LK, i, EREZFELRALTHD, BE—ERO
e TAFILE, TU-ALFVE, TIJEXTER
ExFTA3ELIRBALAL I 2 VETH L, BHE
oS, TUVFLVE, TLIFVE, TI-NMIFF
£, TIJEXREBREZFTAHELIRFLAVT = =

PCT/JP91/01228



WO 92/05131 PCT/JP91/01228

( 131 )

NETHL WV, KiZJ &, B30WEK I &HELT,
BAMELRFENMOABRXRIAEREZERL T &<,
—FK. MiEN&E, 30 BM BN E#EALTEANEL

‘ (RFBAMOREBRXIABBERR LT L0, 70,
QREEL LML TH 5, )
TEIN3ZEMAZFVILERERAEMBELTHWLE
IEEHEHETAABIL POl IRy Y REF,
(8) —f%=® (a) Xz (b) TRENBZLEYHIOSKD
ENAEBEAEFETAERE L 7 boLIixy Y REF
(4) BABA—XOBERBICEFLTAIFEKREILH
PEHIL 7 oL IRyt yXEF.
(5) B, EALEAGZEE, RALERVERZ COREF
CHEL TR 3FERELIZERKOFRL 7 bolixy
v A& Fo
(6) B, EFLEABGEE, RitE, ETEABLRUE
Brx _OEFICEBEL TR AFRELIZHKOFERL 7 b
ol Iyt yRAEF
(7) B&, REE, ETFTEABRUVBERZ ZOBEFICHE
BLTRAFREIZHOFER L 7 bl Iixy VR
#Fo
(8) —f= (c)

‘ Q g

K-g—é—J-Q-J—C=HC-L-CH=C—%;J-Q-J—€-K -e (c)
i ;

(., J,. K, L, QEUnBEWRBLRALTHD. )
TEREINBZIAF VNG EzELA ) T —{LEP T HEX




WO 92/05131

( 132 )

HHELTHWLE I EZHHETAHEHBL 27 bl I x
‘Y't':/zﬁ:j:o
(9) —#%&=xX (a)

F E E" F’
G-C=C-D-Q-D'-C=C-G" - (a)
(X#,. D,D",E,E'.F.F'".G.GCRUQRWRE&F
CThd, )

TEINZ_EMLXFVI{ELEY,
(10) —#& = (b)

M K K’ N
N-é=CH-L—CH=é-J-Q-J’-é=CH—L'-CH=&-N' «++ {(b)
(X, J,.J" K. K',L,L'",M,M',N,N'RUQ iZ#i
L ERMUTH B, )

TERINZZEMAXF U NEEY,

(11) —#&= (d)

F E E F
G—é=é—D—Q—D—é=é—G o0 (d)
(X, D.E.F.CRUQRHMIZLEALTH 3, )
TEINIFREILZHO_EMARF ) L{LEH,
(12) —#& =X (e)

M K K M
N-C=CH-L-CH=C-J-Q-J-C=CH-L-CH=t-N e (e)
(X, J.K.L.M.NRUQUHMEZEALTH 5, )
TRINIAFRHEIEECZ_ELZF ) L{LL 4.

PCT/JP91/01228

pz

[Z4



WO 92/05131 PCT/JP91/01228

( 133 )

(13) —#%&= ()
7o Tl
(R0O),P-C-D-Q-D-C-P(RO),
(teh, RIZFEEH 1 ~40T7hFNESLZVWET =)

- (1)

#4575 L. D.ERUQRHWELRALUTH 3, )
TEXNETY—LUVEXRZBOFERERRER ) v

tetae, —ERN (g)

B

N =

G/A: O (g)
(., GRWIZERALUTHB. FIF, MEFERUTH
5ﬁ‘7»#w£,75w#w§,7w:#ygfﬁ5%

k<)
TEINZF PV EMABIRZILEHULETS
—# X (h)

LT Pl
G-C=C-D-Q-D-C=C-6G +++ (h)

(., D.E.F".CRUQRHMZEELALTHS. )
TEXNI3ZEBLXFYIELEYOREEFE,

(14) —#xx (1)
0

F I
\ LR P
G/CHP(OR>2 (i)

(X, F, GRURRHBEELERALTH 5, ]
TEah3 ) vikdHE, &KX ()



WO 92/05131 PCT/JP91/01228

( 134 )

E E
O=é—D—Q—D—é=O e (3
(XF. D.ERUQRHEZELRALTH B, )
TREINBZVTF MV ERMESRBII L EHHLETAERE
IIEBEDO ZE{XF I NVILEHOREF &,

(15) —#ix=X (k)

S

O K : K O
(RO)zllrl’—(IZH—J—Q—J—éH—IIDI(RO)z =+ (k)
(X#, J.K.REUQRHMEZLALTH 3, )
TERSINZ3TIV -V UVEXRZBOFEREERSHY v
ez, —&=X (2)

M H
N-é=CH—L—(II=O e (£)
(X, LMEUNEBHIRZEERUTH 3, )
TEREINDITATENEBEIEZ L2 HHMETIHEE.
HI2EBOZEALRF ) VLA DR EF &,
(16) —#x= (m)

) 1
N-C=CH-L-CH.:P(RO):. +or (m)
(X, LMMNEURBHEZLERALTH 3, ) ¢

T2 kg%, — &KX (n)

K I[{
O0=CH-J-Q-J-C=0 cer (n)

(XF., J.KRUQREEZLALTH 53, )



WO 92/05131 PCT/JP91/01228

( 135 )

TEENAIIVF MUV EHEESERI L2 EMET AEKRIE
1280 B XFYNILEHOEEHE,
(17) —#&=x (c)

0 0
et~ Qe J-CoHC- L CHeCmd -G Ik -+ (O
K K

(#F, J, K, L. QRUNHFELAL TS5, )
TEINBF ) T — (LAY,
(18) ME—BRX (d) TEINZ-BL2F) L{LEH
EREHBEL TRV LABMETAABIL Y b D
VIxwty2AEF.
(19) FME—MR (e) TESNEZ-BIERF U LAY
ERAMBELTH VA EABMETAE/IL Y b o




INTERNATIONAL SEARCH REPORT
International Application No PCT/JP9 1 / 01228

I. CLASSIFICATION OF SUBJECT MATTER (if severai classification symbols apply, indicate all) ¢

Acrording to International Patent Classification (IPC) or to both Nationai Classification and IPC Int. C]_5
07c13/28, 15/50, 1/32, 43/243, 41/01, 49/84, 45/68,
C07D209/86, 521/00, CO09K11/06, C09B23/14, HO05B33/22

1l. FIELDS SEARCHED

Minimum Documentation Searched 7

Classification System | Classification Symbols

, co07c13/28, 15/50-15/52, 1/32-1/34, 43/243-43/29,
IPC 41/01, 49/84, 45/68, C07D209/86, 521/00,
CO9K11/06, C09B23/00-23/14, HO05B33/22

Documentation Searched other than Minimum Documentation
to the Extent that such Documents are Included in the Fields Searched 8

. DOCUMENTS CONSIDERED TO BE RELEVANT °

Category * \ Citation of Document, !! with indication, where appropriate, of the relevant passages !2 ] Relevant to Claim No, 13
P | JP, A, 02-292371 (Sankyo Kagaku K.K.), % 9-11
December 3, 1990 (03. 12. 90), |
(Family: none)
P JP, A, 02-285356 (Kao Corp.), 9-16

November 22, 1990 (22. 11. 90),
(Family: none)

E JP, A, 03-230584 (Toshiba Corp.), 1-11, 18
October 14, 1991 (14. 10. 91)
& EP, A2, 390,551

X JP, A, 52-46057 (Akzo N.V.), 9-16
April 12, 1977 (12. 04. 77)
& US, A, 4,232,042

X Chemische Berichte, Vol. 108, No. 8, 9-16

(1975) F. Bohlmann et al.

"Uber den EinfluB von Eu(fod)3 als
Verschiebungsreagenz auf die H~NMR-
Spektren von Zimtsdurederivaten, II"
p. 2809-2817

* Special categories of cited documents: ¢ “T" later document published after the international filing date or
priority date and not in conflict with the application but cited to

“A” document defining the general state of the art which is not understand the principie or theory underlying the invention

g

an

wor

wpr

considered to be of particular relevance

earlier document but published on or after the international
filing date

document which may throw doubts on priority claim(s) or
which is cited to establish the Publication date of another
citation or other special reason (as specified)

document referring to an oral disclosure, use, exhibition or
other means

document published prior to the international filing date but
later than the priority date claimed

' document of particular relevance; the claimed invention cannot

be considered novet or cannot be considered to invoive an
inventive step

"Y" document of particular relevance; the claimed invention cannot

be considered to invoive an inventive step when the document
is combined with one or more other such documents, such
combination being obvious to & person skilled in the art

" document member of the same patent family

IV. CERTIFICATION

Date of the Actual Completion of the International Search

November 21, 1991 (21. 11. 91)

Date of Mailing of this International Search Report
December 9, 1991 (09. 12. 91)

International Searching Authority

Japanese Patent Office

l Signature of Authorized Officer

Form PCT/ISA/210 (second sheet) (January 1985)




international Application No. PCT / J Pg 1 / 0 1 22 8

FURTHER INFORMATION CONTINUED FROM THE SECOND SHEET

X | us, A, 3,810,879 (General Electric | 9-11
Company) , l

March 14, 1974 (14. 03. 74) ;

X Chemische Berichte, Vol. 122, No. 12,
(1989) D. Hellwinkel et al.
"Phenylvinylog erweiterte Triphenylme-
thylium-Systeme" p. 2351-2359

X Journal of The American Chemical j 9-11
Society Vol. 105, No. 14 (1983) i
| J. Nishimura et al. ;
. "Cationic Cyclocodimerization. 1. Novel

|

| Synthesis of the [3.3] Paracyclophane

v.[_] OBSERVATIONS WHERE CERTAIN CLAIMS WERE FOUND UNSEARCHABLE '

This international search report has not been estabhished 1n respect of certain claims under Article 17(2} (a) for the following reasons:
1.[] Claim numbers . because they relate to subject matter not required to be searched by this Authority, namely:

2.[:] Claim numbers , because they relate to parts of the international application that do not comply with the prescribed
requirements to such an extent that no meaningful international search can be carried out, specifically:

3.[:] Claim numbers - . , because they are dependent claims and are not drafted in accordance with the second and third
sentences of PCT Rule 6.4{a).

VL[] OBSERVATIONS WHERE UNITY OF INVENTION IS LACKING 2

This International Searching Authority found muitiple inventions in this international application as follows:

1.D As all required additional search fees were timely paid by the applicant, this international search report covers all searchable
claims of the international application.

2.[:] As only some of the required additional search fees were timely paid by the applicant, this international search report covers only
those claims. of the international apphication for which fees were paid, specifically claims:

3.['_’} No required additional search fees were timely paid by the applicant. Consequently, this international search report is restricted to
the invention first mentioned in the claims; it is covered by claim numbers:

4. As all searchable claims could be searched without effort justifying an additional fee, the International Searching Authority did not
invite payment of any additional fee.

Remark on Protest
D The additional search fees were accompanied by applicant’s protest.
D No protest accompanied the payment of additional search fees.

Form PCT/ISA/210 (supplemental sheet (2)) (January 1985)

@

(X%

“d



-

International Application No. PCT/JP91/01228

FURTHER INFORMATION CONTINUED FROM THE SECOND SHEET

Skeleton from 1,3-Bis(P-vinylphenyl)propaner
p. 4758-4767 |

|
l
|
|
|
|
|
|
t
|
?
|
!

i
I
VVD OBSERVATIONS WHERE CERTAIN CLAIMS WERE FOUND UNSEARCHABLE !

This international search report has not been established in respect of certain claims under Article 17(2) (a) for the following reasons:

1.[:] Claim numbers . because they relate to subject matter not required to be searched by this Authority, namely:

, because they relate to parts of the international application that do not comply with the prescribed

2[7] Claim numbers
ch an extent that no meaningful international search can be carried out, specifically:

requirements to su

3,D Claim numbers , because they are dependent claims and are not drafted in accordance with the second and third
sentences of PCT Rule 6.4(a).

VI.D OBSERVATIONS WHERE UNITY OF INVENTION IS LACKING 2

This International Searching Authority found muitiple inventions in this international application as follows:

1 _'—_] As all required additional search fees were timely paid by the applicant, this internationai search report covers all searchable
claims of the international application.

2:] As only some of the required additional search fees were timely paid by the applicant, this international search report covers only
those claims of the international apphication for which fees were paid, specifically claims:

ditional search fees were timely paid by the applicant. Consequently, this international search report is restricted to

3.[7] No required ad
irst mentioned in the claims; it is covered by claim numbers:

the invention f

4077 As all searchable claims could be searched without effort justifying an additional fee, the International Searching Authority did not
invite payment of any additional fee.

Remark on Protest
D The additional search fees were accompanied by applicant's protest.

[:] No protest accompanied the payment of additional search fees.

Form PCT/ISA/210 (supplemental sheet (2)) (January 1985)




H B # E B &

ExumEsPCT/JP91/01228

I. RAOK T 22HOLH

EmsE AP0 15¢, CL C07C13,/28 15/50, 1/
43,243 41/01 49/84 45/68 C07D209/86,
521,00 C09K11,/06 Co9B23,/14 HO05B33/22

32

I. ERREYT- 2%

A& » 7 - ~ & B & M
5Bk F s B % 5
Co07C13,/28 15/50—15/52 1/32-1/34
IPC 43/243-43,/29 41,01, 49/84 45/68,
co7D209,/86 521,00 C09K11/08
C09B23/00-23/14 H05B33/22
EIBEHUAOEN THEY TR HOD
0. M&T 5EACET5XR
IO, gEXmE RU—BOBFAKETHE IR, TORET SERORR AROREOES
P | IP, A 02-292371(=BLEERRXAH), 9—11
!3.125,1990(03.]2_90).(77£U—KL)
P |IP, A 02-285356(JEEHRASGH), 9—16
22,11ﬁ.1990(22.11.90).(7759—KL)
E |JP, A 03—-230584(&%A&H ®WZ), 1—11 18
14.105,1991(14.10.91)
&EP, A2, 390551
X JP.A.52—46057(77?-aﬁl-71—). 9—16
é12.4ﬁ.1977(12.04.77)
& US, A, 4232042
X | Chemische Berichte, H108%, ®8%, 9—16
| (1975) F Bohlmann et al [Uber den

FEAXBO AT T Y —

TA| BIcERDS DX TRE L —BABRKELZTRTHO
TEJ AFXBTRS IS, ERHBANRCARIRTELO OizBIciAT560
(L] BT RcRErRLET 5 RGO XMOETH

[T BEEEEXREEEDRICAR SRR TS » TH
BeFETHLOTRE . REOREXREROER

[X) BrBEDS5XRTH > T, BEXROS TRADH

£ U< RE0BEBa Y ELT 5 ke BT 5 XR BHTBESENT E DR L0
) [€:::2- Sunc ) Y| HrBE0S5XBTHo T, BEXREMO 1L LD
T0J DI X BBIF. (R, BRABICERT XK SR D, NRECE->THRATS HHARITE > Tit
TP EMBERET, »OREEOTROBE LT HED B L ELLND O
BO%IZARINTXA (&) B—AF7v 77 ) —OXE
. & i
EmMEEYETLRE EMAENEOREE
=
21, 11, 91 09.12.21
IS I AT RO 5 RE 4347 537
BAE%ZFF (SA/JP) RNEFITEEREE —
£ BmETF ©

HAPCT /ISA 721038 2 *— <) (19814E10A)




mEwugss PCT/JP - 1'/ 01228

g2 R—Uhbi{ EH

( Mm% & |

EinfluB von Eu(fod)s als Verschiebungs—
reagenz auf die H-NMR—S8pektren von
Zimtsaurederivaten I} p.2809—2817

X fUS. A, 3810879 (General Electric | 9—11

Company ),
14, 38. 1974(14, 03, 74)

X Chemische Berichte, 8 122#%, £125, 9—11
(1989) D Hellwinkel et al

V. . —Hoi#ERoEBECoVTHERETbEV L EOEE

ROEROBEIC O TR BFRNSGTES BRHESCHET 5 REE 8 £ IHOREC LD SOEK
BEHERERL RV £OBEIE, ROEBH TH %o
1. | #FRo®E 1. BBEEY TS 2 ERELARVWEHRARLTHH0TH 3.

2. | #ERo®HE 2. BEREREEYTHC LA TEIRECE CHEOEHZRLL TWi

WEEHBORSITHRLI LD THD

1. REBFHROEE TS 020 PCT 151 6. 4@)% 2 XOBETHE - TERIN

w
]
5
Xk
8
&
B

Fn
TWhishe,

VI, RH0E—HOBEZELLTILALE EORE

R s Xt OEEEECR N EORPAEERTL S,

1. BIL T TN ERREAEE L BRI ST R0 T, ZoEBRESS, HRIROTS
TOHETERHROEEIZ DV TR L,

2. T ETLTHAT < FERSEE L BB 55 LM Sha o 0T, O BB EE R,
FEERIOWMAY S o RRPCFEIEDOFERDBETOVTHERL 2,

EZRoEE
3. T EULTHRET<EEREAEELCIBARE SRR DT, TORRE HHER . RO
Er BRI ER IR RECRBROEROEE IOV TERL s
’R@ﬁ%

<

et

4. EMLUHRETSERERRERTEETLARL, TRUOAETHAHRDEHET DT
LTEROT, BIIL TRATREFEROMS R G Ulkd o,
EBNFEEEZORT TRETLER
T oEmL ORI EFEHOMM LERT, ENESHEZOE L TRAEIR,
T oemL THRET R EERNORMCEL, BRERNERO B TR INEs o,

HRAPCT /ISA /210 =<~ 2 (1985 1 A)




EremEs PCT/Jp 21 /01228

0. MET3HAIET XM (B2 -V 2504 &)

KO BIRXMRRU—BOBMAMET 5L 13, EOMET SHAORR EROEENES
t
}fPhenylvinylog erweiterte Triphenylme—
!thylium—Systeme_l pP.2351-2359

X ;Journal of The American Chemical 9—-11

'Society E105#%, H145(1983)

'J. Nishimura et al [Cationic Cyclocodi—
imerization 1, Novel Synthesis of the
(33)JParacyciophane Skeleton from
1.3-Bis(P-vinylphenyl)propane]
p.4758—4767

#RPCT/ISA/210($RI~— ) (1985%E1 A)




	Abstract
	Bibliographic
	Description
	Claims
	Search_Report

