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(87) Abstract: The present invention addresses the problem of providing a rhodamine-based dye which is capable of
suppressing fluorescent yield and forming an aggregate even under low concentration conditions. The present invention
pertains to a compound represented by general formula (1). [In general formula (1), R;-R¢ each independently represent a
hydrogen atom or a C1-6 alkyl group, Y represents -O- or -NH-, A| represents a C1-12 linear alkylene group which may
have a substituent, the substituent representing a hydroxy group, a C1-6 alkyl group, or a group represented by general
formula (2) (in general formula (2), R; represents a hydrogen atom or a methyl group, Y, represents -O- or -NH-, and A,

represents a single bond or a C1-6 linear alkylene group), An” represents an anion, and the two R,'s, two R,'s, two Rj's,

two Ry's, two Rs's, two Re's, two Y's, and two An™'s each represent the same thing. |
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N5 EMHIEIT LN D,
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(—&=X (1 —2) A, R;~Rgs. Rg. Y. AnKU®n,~n;ld, EiE&
AUTHY ; 2DDOR,. 2DDR,, 2DDR;. 2DDR,4 2DDRs. 2
DDRs. 2DDOY  RU2DDANnE, TRETREALEDERL ; nz @D
R RN BDn id, TNEFNREA—THEL>TWVWTE LV, )

[0102] —fi&xX (1 —2) THRINZEEMOIFELWERFHIE LT, TE—MK
X (1 —=3) THRINZILLEMHEFSON D,
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[0105]

(—g= (1 —3) A, R;~Rs. Rg. Y. An-, n BRUn,li& LEEE
BLCTHY ; 2D0OR,. 2DDR,. 2DDR;. 2D0OR,. 2DDR,, 2
DDR4. 2DDY  RU2DDAN I, FNFNEALHLDERT, )

—fiE (1 —3) TRINZEEMOIFFELVWEEHIE LTE. Tie—/#
X (1—4) TRINZEEMPET LN D,

(==X (1 —4) . R1~R3. Ro. An . n, KUnik LEEEBU
THY ; 4DDR,. 4DDR,. 4DDRZ RV Z2DDANIE, TNENE
CLHED%XRT, )

—fE (1 —4) TRINZEEMOIFFELVWEEHFIE LTE. Tie—/#
X (1-5) TRINZEEMPET LN D,

(—f&=X (1 —=5) A, Ry IF. KRREFXEXFILEZRL, R, B
IR EDBIRORFET ~4DT7ILFILEERL, Ry E KRRF. X
EEHERE L IEDRRORFER T ~4 D7 ILFILEERL. Rl K&
BEF, erFOFEXEX (101) ~ (108) THRINBZEEZRL; A
n. NaRTnlEk, EBBERMUTHY ; 4DDR,. 4DDR,’. 4DDR
s RE2DDANnIE, ZENEFNELHDEKRT, )

—#&xX (1 =5) OR &L TFE. KRRERFH/FE LV,
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[0106] —f%xX (1 —-5) OR, ICH T IEHRIEOFRDREH1 ~4 D7
FIEELTE, —BRX (5) ORICH T EHERIIORIRDKER1 ~
ADTILFIEEBLEDAZETLN, FELWEDERE L TH S,

[0107] —#&3X (1 —5) OR,, &L TIE. XFILE IFILENISFFLL, ITF
WENLYFFE LW,

[0108] —f%xX (1 —-5) OR ICH T ZEHRIIEOFRDREH1 ~4 DT
FIEELTE, —BRX (5) ORICH T EHERIIORIRDKER1 ~
ADTILFIEEBLEDAZETLN, FELWEDERE L TH S,

[0109] —#&=X (1 —5) DR & LTI, KREF. XFIE, IFILENEFE
L. KREF. TFLEFPIYEFFLLL, ZFIVENRITHFE LW,
[0110] —f&=X (1 —=5) ICHBTBR, ~Ry OFFLWHAEE LT, BIAE

TREXR1ZBHEDOEDONETFLNS,

[0111] [F&1]

R Ry’ R3' R Ry Ry’
AFILE *ERTF IFILE IFILE
IFILE *ERTF n-7OEILE IFILE
n-ZOELE KERTF AUFOEILE | IFILE
AU7OEILE |KRERTF n-7FILE IFILE
n-7F L& KERTF AUTFILE IFILE
AUTFILE KERTF KEEF sec-7 FILE IFILE
KERT sec-7FILE *ERTF X tert-7 FILE IFILE
i tert-7 FILE *ERTF XFIIL&E n-7OEILE n-7OELE
NESTE AFILE AFILE AUZ7OEILE |AVZ7OLE
IFILE AFIE n-7FILE n-7F L&
n-7OE L& AFIE AUTFIE AIYTFILE
AU70OENLE |[AFILE sec-7 FILE sec-7FILE
n-7F L& AFIE tert-7FILE tet-7 FILE

AVTFILE AFILE
sec-7FILE AFIIE
tet-7 FILE AFILE
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R2EHMOR 0. N EUNOFE LWHAE L EBDELEDNEFHN
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[0114] [FX2]

R o ny ns R ngy ns R4 ngy ns
KERTF 0 1 xX(101) 1 1 x(103) 1 1
AERTF 1 1 X(101) 1 2 |&R(103) 1 2
AEETF 1 2 |R(101) 1 3 [*(103) 1 3
KEETF 2 2 [R(101) 2 2 |®(103) 2 2
AERTF 2 3 [R(101) 2 3 |R(103) 2 3
AERTF 3 3 [R(101) 3 3 |R(103) 3 3
AERTF 3 4 |[R(102) 1 1 x(104) 1 1
ErO*TE |1 1 x(102) 1 2 |R(104) 1 2
ERO¥vE |1 2 [R(102) 1 3 |X(104) 1 3
ErO*TE |1 3 [R(102) 2 2 |R(104) 2 2
ErO*vE |2 2 |[®R(102) 2 3 |R(104) 2 3
ErO*vE |2 3 [R(102) 3 3 |R(104) 3 3
EROFE 3 3

[0115] —#&=X (1 —=5) IZBFBR ~R3'\ Rio. nyBRUnsDLYFFELWL
HEtEe LT, BIAIETRRIBHOHEEE 1 ~4 00 FIF5N. RTH
A1 ~250FFE L. A&E5. 10, 15, 20RU25H/& YR
FLL, HEE 1 5T FE LWL,

[0116]



WO 2019/044872 28 PCT/JP2018/031869

[3%3]

R’ Ry’ R3' R g 4 5
a5t1 *ERT AFLE | kERT *EBRT
a5v2 *ERT IFLE  |kFEETF | kEET
a5v3 *ERT AFILH AFNHE | AkZET
a5v4 *ERT IFILH AFNHE | AkZET
HEH5 XEBET |IFLE  |[IFLH | AEZET
HEv6 *ERT AFNE | kERT *EBRT
HEHT *ERT IFLE *ERT KERT
a5vs *ERT AFILH AFNHE | AkZET
A5 AEET |IFME (AFAR | kZET
HEaB10 *ERT IFLHE IFLE | kERET
a5 11 *ERT AFNLE  |AkXET |AERET
H5H12 *ERT IFLE  |kFEETF | kEET
HAEB13 *ERT AFILEH AFNE | RERT

HEE14 *EBET IFNLE AFNLE *ERT

H5H15 *EET IFLE (IFLHE | kZET
H5E 16 *ERT AFLE | kEETF | kEET
HAB17 *ERT IFALE  |(kERT *EBRT
HA 18 *ERT AFILEH AFNE | RERT

H5E19 *ERT IFILH AFNHE | AkZET

H5HE20 *EET IFLE (IFLHE | kZET

HEE21 *ERT AFLE | kERT EROFSH
H5H22 *ERT IFLE | kEET EROFSH
HAEE23 KEET AFNLH AFILHE b ROFSH
HEE24 *ERT IFLHE AFILH EkOFSH
H5HE25 *EET IFLE [IFLH EROFSH
HE5E31 *ERT AFNLHE | AkZET EROFSH
HAE3 2 KEET IFLHE | kEET b ROFSH
HAE33 *ERT AFILEH AFILH EROFSH
H5E3 4 *ERT IFNE AFIH EkOFH
HEHE35 *EET IFLE [IFLH EROFSH
HAP36 KEET AFNLE | AEETF b ROFSH
HAB37 *ERT IFALE  |(kERT EkOFSH
H5E 38 *ERT AFNH AFIH EkOFSHR
H5HE3 09 *ERT IFILH AFNLH EROFSH
Hat40 KEET IFLHE IFILHE b ROFSH
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[0117] &7, RIEERIEHOMEE EEHLETHVWLNDANn-& LTI, &Y
A4, ER(MNYWMAOASVZAINKRZNIA I RTZFV, T h5FA(
RyHINAAT7zZIV)KROFRAV T =F . PFsARIFSh, BIE¥1 2

V. TESEZRRVAS ATz ZW)RIR(AN T =A V. PRaDFEL

<, BEMAA Y. PEsAFUTFELL, BIEMA A VDFITEFZ LW,
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MR (21) TRINZ(LEWETR—MX (31) THRINSGELEY
EERIEIEZZET, — MK (1) TRINDEENER/ZIENTESD
(Rix L11)

[0119]

(—=X (21) A, R ~RsRUPANn-I& LEERAL, )
[0120] H—Y,—A—Y,—H
(31)
(—f&X (3 1) A, Y RUA X, LEEEBLTHY ; 2D0DY IFEALH
DERT, )
[0121] —f&xX (2 1) THRINZ2EPOIFE LWEAKFIE L TR, TR—HKA
(22) THRINBIELEWMDET LN S,

(—=X (22) f, R ~R;RUVAn& LEEBLTHY ; 2D0R,
. 2DDORL,RU2DDR . FRhETRRALHDERT, )

[0122] —M& (22) TRINZEEPOFELWEEKFIE LTE, FE—MHERA
(23) THRINBIELEWMHET LN S,
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Vv 2DDR, RU2DDRS I, FhEFhELHBDERT, )
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V. TESEZRRVAS ATz ZW)RIR(AN T =A V. PRaDFEL
<, BEMAA Y. PEsAFUTFELL, BIEMA A VDFITEFZ LW,
[0124] —f&xX (23) THRINZ{LEYR. THROBD. HZWEBEHEAMDA
FILEL>THEHEAEK LIZHEOEZRAVNRIE LWL,
[0125] —f&xX (3 1) THRINZ2{LEYOIFE LWEAKFIE L TR, TR—HKA
(32) THRINBIELEWMDETLN S,

(—f%xX (32) A, Rg. Y RN ~n;ld. EEERALTHY ; 220
Y EELBEDERL ; nBORERE N BDNI1F. ENEFNE—THER
STWTHLW, )

[0126] —f&kX (3 2) THRINZEEYMOIFELWESKHIE L TR, TE—KRA
(33) THRINBILEWMHETLN S,
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(—f&=X (33) A, Rg. Y i n  KUn, &, LEEBUTHY ; 200
Y EELHDERT, )

[0127] —#&X (33) THRINDZILEMOFE LWEMAKHE L TIE. Ta—KRA
(34) THRINBIELEWMDET LN S,

HO%CHZ#CH%CHZ#OH (34)
Reg

(_ﬁgﬁ (3 4) I:Fl\ R9\ n4&zﬁn 5‘!3:\ J:EE(\:.EDO )
[0128] —f&xX (3 4) THRINZEEMOEFZLWEEHIE LT, TFaE—KRA
(35) TRINZELEMDEITONS,
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HO—{-CH - TH‘GCHg#OH (35)
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(—f&=X (35) A, Rio. Ny RUnsid, £EEERL, )
[0129] —f&=\ (35) THRINBILEMOERKFE LTIE, HIAE, ZFL VY
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THVTF =, 1,6-RUFIFA =), 1,6-~"FH o TF— )L, 1,7T-~7F
oI —I, ,8-F V5 IA—I 1,2,3-TONRY M)A =), 1,2,4-
TV M) F—b, 1,2,6-Ry &V N A=), 1,3,6-RU &GV M) F—)L
L3 AFH YN T =, L, 4T ANTHYN)F—UHIFFELL ; TF
Ly y)a—i, 1,3-7anvox—iv, ,4-TH2IA4—)L, 1,5-RV ¥
VvIOF =, 1,6-AFHUIF— I 1, T-ANTETF =), 1,8-F I H Y
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ANTHV M)A =AMLY FELL ; ZFLY S Y=, 1,3-FOansvy
F—=. ,4-THTF =), 1,5-Ry &SI —)b, 1,2,3-FO/nv )
F—=IDBILIKTFFELL ; L,4-THYVIF—IDRFITIFFTE LW,

[0131] —f&xX (35) THRINZ{LEYRE. THROBD. H2WVWEBEHEAMDA
FILEL>THEHEAEK LIZHEOEZRAVNRIE LWL,

[0132] EE&RE [1] IKEVWTE, —BX (21) TRINZEEWE B (
31) TREINZILEMEZ, BER. BRKEEHOFEETTREOCLUL
8O0CLT. FFL<IE10CLUESOCLUTT., B% 1 BBEULS 8B
DR, FEL<IE T ORI E 2 4 BREAU T CRIEI BhiZ L W,

[0133] LEE@EEeE LT, FIAESITFILI—FTI, 4V 7aiLT—FI,
IFUAFILI—FI. ThSEROTZSV, L, &-TFFH Y, IXFY
ITHVEDQDI—FNE; FIZAETE Y. IXAFLT N, XFILIFILYT
by DIFNT MY, 2-AFH )V tert-TFILAFILT NV, oaR
vH IV voaaFy/ UvEQS NVE Bl IEsOOXY Y, sO0R
VA, YoOoox4dy, YyoysoOox4dy, M)rsooxsyy, Mgk,
I0aARVEVEDONOT VERIEKREE ; BlZiEn-~FH 2 RUEY,
MLy, ¥ L VEFEORICKERRE ; AIXIEHBRIFIV, BFEETFIL. 70
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soooxdy, MLVIVALYBTFELYL, IhbIEERENRERTHESRW
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FZEULEEEAEHDETCAVWTELV, REFEOEAEIE. —BR (
21) THRINZIEEWImoliZx LT, BEO. TmLAES0mLLL T, #FF L <
120, 5nLLL E10nL L R T 5,

[0134] LEBAKEEFIE LTE. —RICHRKEEFE LTERIN250THN
&< BIZEREEED) v, EKBERZFOEBBRKEE; ALY
JONFUIIAIKRIA IR, D4V FOEINAILRI A X R 1-TFIL-3-
B-TAFILTI/)TAEINAIKRIA I R)BEBIBEEDOAIKRI A I NE;
BIZIERY) ) Vg, BMAKEE. WM. HILARZILIAIFY -, p-MLT
VAR VBENEFON, AILRI A I NENMFFE LW, EBRKESHIO
FEAEE. —BX (21) TRINZEEYOn IBICTH LT, BE 1 HEL
F20HEBUT, HFERLLIF1HEULET OHEMUTTHS, LRBRIS [1
1 ICBVWTE, BRKEEFHIOMEREAMEIEZLHIC, YAFLTI/EY
VUEOMEARVWTE LWL, KMEOFEREIR. —KX (21) TRTH
ZiEOm BICH LT, BEO. 1THEUETOHEMUTTH S,

[0135] —f&xL (3 1) THRINZILEHOERER. —HKX (21) TRIND
LEMOmo BICH LT, BEO. 1HELETHEMUT, FHELLEFO0. 2
ZEHEO., THEUTTH S,

[0136] F/. LERIG [1] ICLYBELNAE—MmKK (1) THRINZLEME.
IHICERMRBICHLTE LW, BEZBRIGE LT, BEH, —KR
(1) TRENZEEMIC. FFRBOT7 AV OIEEFEMITDI &L YA
Thd,

[0137]  LEREEXHERIGIE. BEOCULESOTCUT, HFELLIEF10CULSO0
CLUTT. BE100ME2485EUT. FELIE3I 0N LET OBFRELL
TTRINS,

[0138]  LEEBRRMICBITIBAEELTE. X5/ —b. TH /)=, 4V T
oeL7Iba—)L (I PA) . 3RO 75>Y (THF) . JAFHY
NN-UXFIRIVATI R (DMF) [ 70Xy, /008>
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[0139]

[0140]

[0141]

[0142]

[0143]

[0144]

S, I FIANFELY, CNLHIEFEETNETNERTERWIEZEL LE
HHAEOETAVWTH LW, RIGBEOFERER. —K=X (1) TRIN
Zi6EY mmo LICH L T, BEO. LA E100mL AT, 375 L < (& 1mL A _E50mL
LLTFTH B,
FERESBRIBICSITIMEOT =4 DEE LTI, REERDOET
—FAVELTHEDHDICEDLE TEEERTNIRL. HIAIE. FiE
—FVOTIVA)EEER. XIFEREIETLN D,

FERET7IVAVEEEBE LTI MEO7=F> &, T MNYDL AT L
CIFOLEFEOTIVAYNEBNORBZENETFOND, ZTIAYEREEE
LTI, AVTLRIEYFOLATFE LWL, ZT7ILAY)EBEOEREIR.
— i (1) TRINZEEDOm BT LT, BE2HEUESHELUT
FFLCE2YENLE2, BYEUTTHD,

LEEmMEE S L TIE, 1BE8. RIbKKR. VKK, REIERB. FRFR
B, BRE. BERB. ~AFY7IA0) VB AFYTLAOTY
BREDEREBNZES SN, B, BERE. AFHTF0YVE AFH
INWAAFPVFEVEIFE L AFFTILAO) VENLYFELL,
REMBOERAEIE. —BRX (1) TRINZEEYOn BT LT, BF
2HEL LS 0HEMUT. HELKIER2HEU L1 0HEEUTTH S,

TERERBRIGICBITBFMEOT AV OIEITIVA ) EBETHZHE
X (1) TRINBIEEMERBEOT=FVOTINA) £RBIEE. B
e, EMEAETCREIE, 7O0LEERELTHED 7 =4 VICERER
In—HX (1) TRINDEEMESLIONFE LY., HEBOERE
ELTIE, — %X (1) TRINZEEYOn BICH LT, BE2LELUE
S50HEMUT. HFEULKKE2HELU L1 OHEBLUTTH S,

Fle, LREXSBRINCBTIAEOT7 =4 Y OENEREETHDIH5E
—H=X (1) TRINDEEMEEEEEY., BEATRIGIEREL WV,

ER UAXFRBPOLEMOEESREICHD B ERIGEOENIZ. —EDKR
IDHEY R EREINNIEFICHIRIZ RS, BIZEBETITZELNL,
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Eit LR EBOILESMORETEICHDDERIGEICEON DRI KR
CERMIE. BEICHLUT, BECOZFETITHON S —RHNQRLIEERER
CRERHEBFICIYERLTE LV, BANIKEMAE. 2B, %% HE.
BIERNE. BiER. Z8B, A7L703K T304 -F%2T02&IKEoT
BONLERBMRCERDEERLTE LW,

AFEADE GHRY

AFREBOBSEHERDIE. XEPFOLEDELLCED 1BBLCEDTHS

AFPEOFEMERMIZ. BARNELSH I N A-ARBOLEDERBE L
TW3A., BEARNAPHEIN BN EBRLEEZEKTZ2IENTES
o TDI®H, AEPFOEBMERYIZ. BRERREE (LCD) PEAKERESR
F (CCD, CMOS%) ICAVWLNZHT—T7 119 —FEDEBRBHRENK
A, FBRlMYF A2y b UF, BLUBREORRICAWVWSZ
ENTE, FIL. RERTNEEOHNST—T714INLIY—BELTUFETHD, X
SIC. AFEBEOBBRMERMIE. RELAMOKFAEICLIY, o—b T4
L, RNV By THICKE L CEBBIEERENE LTERTSZEHTE
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TX, REOBIEE DEBEEFRETEIEICL>TERAKICHERT I &
NTEB, ZOMICEH, BIZIEHET AL, ANTAHAZ—) U TEL LEW
PEAMEICH T 2EEYME. ERABRELOMBREORRICEAVDZ &
HARETH D, ARFAOBSEHEEMIE. EARICEDE T, KEBDILEY
DI, ZOPBTRERAVWSONIRNFAEESATVWTE LW,

BIZEAFEBOEBHERMEZEEHEERRE L TRHWSEE., ARPOE
M. DA B ARBOLEME 1 BULEEA. B2, TOMOH
FEERBELTVWSRHDOAFE LV, ZOMOBAEE L TEREICREI g
B BIZERYFL 74 UBlE. RYZRFL UBEE. RY TRFUEHE. R
Y73 REERE. RY DLy VBl RYH—KRx— Mg, TRF HEE.
TOVLEE. 7o)AZ N IBEENETLNDS, T, TOMOKEE
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EREIEDHBE. TOREGEEE. KOLNIZEEBEOCEICH L TER

BREINMNELW, ARPFOSEERMZEERES L THAWSIEE. BA
AHMORFHEICEYEE L THWTH LW, I5IC. AFEBOEEENY
&, ARBOEEY. RUBEITNEZDOMOBEEOMIZE. AFRBOEMK
UHRZHITLEVEERICE W T, BHH. TERLR. EAMERHLER, BEIb
BRIEH&, HEREHR. DEF. MIREHR. MIBF. WMEEMHRER. FIE
Fl. fHsAFl. BAKRF. TEH, HEFHNEFEOIOL/FTEERV SN S RMNA
HEEATWTH LWL,

[0148] BIZIEAFKPOEEERMEECERTEEARE LTAWVWDSHE, AFKH
OEBMEKMIE. PR EEARRPOLLEMZ 1 EULEEA. BHD. EG6H
aE. N U —BERCSVANEEHE/ I —XEAFYIYT—%2ETD
OHFFELL, BEICHUT, BB BH. ¥SvhyTI U THL REH
EEBATVWTEHELW, ARBOBFEEBRDICE T I2ARBOLEMOER
2id. ARPOEBHEAKMOEEICT L TI1EERUELS OBE%LUT. #F
FLKIEOEEBLUESOBEWUTTHD, M. TITWIARHADER
HRIOEEIL. BHEZRERKRDOEEEZRK L. UTARPTIEARK
DEEKERT,

[0149] LtEEARBFIE LTI, BEIODPFTHVWONSERLAMORESH
BFINITHESRBFEZAWVWD I ENTE, AEGRBENEFZ LV, BHF
BUCIEB A, ST hF2 TN/ Y, 22 ROFT-2-AF)-1-7
ZFanRv-1-F . RUIUNIAFIVTE =, -4V TOELT T
Z)-2-e ROFv-2-XxF)L7Ov-1-4v, 4-2-E ROFT T hFY)
Jx=-Q-eROF-2-7OE)r b - ROFT v oOAF -
TTZNT Mol 224 FI-2-BILRY J G-FAAFII Tz =)) TR V-]
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JY. BEROFIRYY T IV, ARV A IA -AF-TT Y
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FEOFAFY VMR IES—H NV 44 -VIFNTII/IRYY T
VEQTII/IRVI T ) VRG-A(TzZVFA)T NI 2-F 0%
VIFU2-(0-RUVAWFFI L) N-[6-(2-XFILRVY A I)V)-9-TF
W=9H-H IR = )=-3-A WITH ) V-0-TEFILFFL LEDFFT LT
ATNHRG0-TFN-2-700F77 ") RV, 2ZFINTUVRZF /), 9,10-
TIxFVRALYF IV, AV I7—F ) VEREIFLNS,

TERESRBHRIE. BHTHE2EBULEZEEBLTELVL. TOEEEID.
AFPAOEEERMOEEICTH L TI1EERU LS OEBE%LUT, FFLL
IS EE%LULI0OEEB%LUTTH S,

FENAA VS —BIBEE LTI, FIZAIE. ALRFUENEE ROFVESE
PR EHTDETZIFLUVEREME/ v—. HWIEEZIF L UVHERE
ME/ v —EBBERIEKRECEMERIEKREZE TSI FL VTR
ME/ X—EOHEEEF. ZHESGFOMESE LJERBBFICIRFVESE
BLEED®, 70V L—FaNIEALEDEIETFLNDE, I bIFHE
BMTH2BULEZHAEDETH L,

ERBANARFOEEBETZIFL UHEREME/ X —OEAKFIE LTE.
TV, A5 VIVEE. RVIILASVYL—F 708V, -0
WP IVINEE T )IVEE, (TWREBEOAREME/ WK VEE; <L
AV BKILAVEE. TR A5V BKAYIVEE. VRS
OAVEE |AKYMSOAVEE XAYIVBEORREMY AR VEE (BKY)
$8; 3L ELOREMSMEAILRVE (BKY) £, 2-7/)0140%>T
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[0153]

[0154]

FIAFHEROTHILE, 2-X57)O040F T FIAFHEROTS
WEE, 2-X 40 )O40F I FIN2- ROF> TN T YR, 2-7 9
DO/ OF>IFII2-E ROFTIFILTIIIBEIEF SN S,
tRENNM VS —BlEOEEER. ARPAOBEHEKYMOERICH LT, 1
OBEWLU LS OBEERLUT. FHELLIZ20EERULES OBERLUTT
HB5

LRSI VANEEHE/ I—FEA Y Iv—E LT, —fl&LT, R
VDIFLYI)aA—-LTT7o)L—h (ZFLVEDOHEN2~14DED)
RUVIZFLYZYA-NTAE ) L=k (ZFLVEOEN2~140D
HD) . MIXFO—LTORRVITIY L=k M) XAFO—TONRY
TAZI)L—b, MUXFO=—LTFONVNYTIYL—=F MUAFO
—7anRy M)A L=k M)XAFO-LTARVINFIRNYT
g)L—k, MIXFO—LT7ANRVIRIFSMNYXZI)L—K, P X
FO-—LTRRyTORFINYFTIYL—b M) AFO-LTONRYT
ORFIRNYAGI)L—b FTRIAFOA—-IASV )T L=k,
TRSAFO-IWAXAS Y NIXZZ)L—F FTEIXFO-IXSVTH
STV L—FM FRSAFO-NWAIVYTRSAS ) L—b RO
ELy ) a—wo7o)L—hk (FAELVEOEMN2~140D%0) .
R)7OELY )= IX8 7Y L=k (FOELVEOEN2~1 4
DED) . IRVHIINVRAY =RV EFTI)L—r ORVEHTIYRY
h—=IbRVEIXZ ) L—h IRVEITYR) b=AFHFTHo)L—Fh
IORVEITIDRA) M=IANFHRX ST ) L—b I hFIMERVEHITYR
JR=IWF K ST72Y0L—F (ZFFIENFL0UTOED) . TORFY
ERVEATYR) =T ZF70)L—h (FORFZEN40LUTOB
D). IhFIUEMN)XFO=—LTAnV )T YL—F (ThFIED
A0UTFDEMD) . FORFUMNYAFO—NTONRYNYTI)L—b
(ZORFIENMAOUTOED) . ERT7/—IVARYAXRIIFL Y
STV L—=h ERXRT72/—IARVAFIIFLYIXS YL —H,
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[0155]

EXT7z/—IWAJAFVIFLYITIYL—F EXRT/—IVATA
FUIFLYIXIIYL—F ERTz/—IANUFFSIFLIUIT
JYVLb—bM EXR7z/—=IVARN)FIXRLIFLYIAS D) L—F EX
T/ —IVATHAAFIIFLYOTI)L—MN EXRT7z/—IVATAHA
FOIFLYIAZGY)L—M AVITRIVBBI NFIEERNIT V)L
— b ZBEHDIVKRVE (BKT7SIVESE) cEFOFERTCIFLVHER
fBHNEEEIT2EY (B-ErROF2ITFLT72YL—b, B-EROFY
IFLAS Y L—bE) EOTRTFIVE. 7OVIBELIIEXAS DY
WEBBDTIVFNZZATIN (TIIVINBEBAFINIZATIV. AFT)IVEXFIL
IRAFIV. POVIBIFINIRATIV, AT )IVBBIFILIRTIV. 77
DIV T FINIZATI. AT VIVBTFIIATIV, 77 )IVEE2-TFI
ANFUIIZAFIV, AT )IVE-TFIAFUIITRAFIVE) . 2-£ RO
FYIFLTIYL—F 2-EROFVIFIAIIYL—b 72/FY
IFLTIVL—h T/ F2ITFNAII) L= NN-IXFILT Y

DILT IR NN-UAFILTI/IFLTIYL—b NN-UAFILT I
IFLVTI)L—hDAFNIOZA RICLDIURKIELEH. NN-T X FILT
/70BN TOVITIROXAFILIOF4 RICLZ2RELLY. 72V
OAILEILR) Y N4y FOELTIIYILT IR NN-DIZFILTI )L
TIRBREDREIFOLN, ATH, IRVIIYVRY =RV ETI) L —
M ORVEITYR) b= RVEGRXAZJYL—b IRVEITJRY b—
IWAFHTI)L—h, DRVHTYR) b—IbAFH X597 1) L — DT
FLL, IRVIIDR) =RV ETI ) L=k, IRVEHITYRY K
—IAFHTIO) L= B YUFE LV,

LEEERE LTR., mBErER. REBOBFENY—VZEETZHICH
WHONZERTHNIELL, BIZRE 7907V RERNENETFLONS,
Z790YT7ZURERE LT RDEBIC. YTRYOL, FHUL 8K
3OSV Db, R, BEEA. TILIZOLEZSUEOAEFLN, B
ARICIEBIZIE, CIL.ESAY MLy R, CLESAY MLy R2, CLLE
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AV KLY RE CLEZAYNLY K17, CI.ESAY MLy K31, C. 1,
EIX MLy R32, CLETXY MLy R4, CLETXY ML w K122,
CILEJXY MLy RI123, CCLLEXAY MLy K144, CLLETAV ML Y
K149, C.I.EZ XY ML w R166, C.I.EZ XY hLw R168, C.I.EZ XV
NLw K170, C.I.EZ XY MLy RI7T1, C.I.ES XY MLy K175, C.I.E
AV MLy R176, C.I.EAY MLy K177, C.I.E AV MLy K178,
CILEJXY MLy RIT9, CCLLEJXY MLy K180, C.ILLESA VML Y
K185, C.I.EZ XY hLw R187, C.I.EZ XY hLw R202, C.I.EZ XY
ML w K206, C.I.ES AV hLw R207, C.I.ES XY ML v K209, C.I, ¢
AV ELy R214, CI.E AV MLy R220, C.I.ESZ AV ML w K221,
CLEAY MLy R224, CLLESTXAY MLy R242, C.LLESXY ML Y
K243, C.I.EZ XY ML w R254, C.I.EZ XY ML w R255, C.I.ES XY
NLw K262, C.I.ES AV ML w R264, C.I.ES XY MLy R272, C.I. ¥
TAVNTI—15, CLET XY N TI—15:1, C.I.EI XY N T )—15:2
CCLETAYMNTIL=15:3, CLEJAY MNTIL—15:4, C.LLET AV
TI—15:5, C.I.ES AV NTI—15:6, C.I.ES XY NT)I—16, C.I. E
TAVNTI—1T:1, CLETAY RNTI=T5 CILEITXAY NTI—T79, C
A ETAVYNTY=VT CLETAVRNTY =236, CLILETAY NTY
—23, CLEJAYRNTY—=208 o007 II=Z0L790Y T2,

EROFOFIIZOL7AYTZV, PLIZOoL79AYTF U F
VR, ROV T ZUNEIFLN S,

[0156] ELEEEENOSEEI. AFKPOEEHEBMOERICH LTI OBE%LULE
SO0EERUT. FFELLLIZT0OEERYULEIOEERUTTH S,

[0157] ARBFOEFEMEMRYN LEENESTHEE. BRIBFIEEET 200%
FLW, HERLEFIE LTE. fIxIE. RYFPIR7IVRTZOE. K
JANRVERUCEDER, 59 FERREMNBIATIL, EER)ILS U,
EHRYIZRTFIL, BERVT72UL—b BERYVAS2YL—b 772
DIVRHEEKR X5V )IVRAEEGH, FI7ILVRILKRVERILT) Y
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BaY., RVAXFSIFLUYTAFILYY VBIRTIL, RUAFIFL Y
FIVRIVT IV, PIVA/ LT IVENZEITFLND, BEROEFIL. Bih
THERALTH., 2EBULEEHAEHLETERALTHELW, TOSEEE. E
FOEEICHLT, BE1EERU LS 0EERUTTHY., FELLIFT
OEEWU L6 OBBUUTTHS,

[0158] EEEBEFIE L TE. AFEAOBEBEXRMICEENZIHICH U TETRR
ThIELV, BEMICEMZIE. BT FIU, BfE-n-TFI. BflRA( YV T F
. ¥BT7IN, B4V T7IN. 7OEF VBT FIL. BB,V FOEL
 BEIFIN. BERTFIL. HEAFIV. BRI FIL. FFEBERXFIL,
AXRIEBIFI. AFPEBTFI. A MFUEBAFIV. X b F R
ITFI. ANFIHBTFIL. TREFIFBAFIL. TRFOEBIFIL. 3
A ¥ FOEF VXA FIL, 3-FFFOEAVEBIFIL, 3-X M 70O
EFdVEBEAFIL, 3-A NE>FOEF VBRI FIL, 3-T hF> 7O VR
AFI, ST hF2TOEFVEBIFI, 2-4AF> 70T VXA FIL. 2-
¥ TOEFVEBIFIL, 2-FF>FOEFVBTOEL, 2-X 2T
OEFVEEXAFIL, 2-X ¥ 70X VBT FIL, 2-X M2 FOEA Y
B7OEL, 2-Zh*270EFVEAFIL, -T2 TOEA VBT F
o 2-FFV-2-AFNTOEAVEBAFIV, 2-X NF2-2-XFILTOESF
VEEAFI, 2T RFI-2-AFNTOEF VBRI FIL, EIEVERAFIL,
EILEVEBIFIL, ELEVEIOEL, 7  NEEEXFIL, 7= NEEEET
FIb, 2-FFYTHIVEBAFIL, 2-FFYTHSVEBIFIL. PIFLVTY
O—IWIAFII—FI, T3ROSV, TFLYT)IA—ILE/ X
FLNI—FTI, TFLYTYVIA-NLNE/IFLI—TI, AFILEOVILT
TEr—bh ITFILEOVILTTET—N PIFLVTYVI-IEIAF
WI—=FII, JIFLYJY)A—=LE/IFILI-FTI, PIFLVJYDO
—IVE/TFII—FI, 7OELYTYDA—LE/ AFILI—FTII, 7O
ELYJYI—=IWE/ AFIVI—FTILT7EF—r FOELYS)O—IE
JIFINI—FLATEFT—F FOELYIY)O—-LE/TOELI—FTI
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[0159]

[0160]

[0161]

[0162]

TETF—h AFIIFILTEY oanFHY IV 2-~TH IV 3=~
T VERBFOENDG, LEERFIORIK. ARBOBSCHEBRADRED.
BHIPTRE 1 OBEWULS 0EEUUTICRZETH S,
FERISVAY YU TEIE. HSRFOEMIEET 2HBEICAVLLR
%, BZVIVAYTIUITRIELTR, BECOSHETHVWLNSRERAMN
DHEDERAWVWRIENTE, RIBEBEBERESL LT, A, TRFVE
FA-ILE eEROFVE FIJE ULARE EDLE FoYO
ANEREEBFTZVSVAY TY D TEINETFONS, EFEMICIEHZIE
 B-G AT RFLLI/AAFVIIFINYARNESSSY y-T Y
RAF2TOEIR)IARNFSOSY y=-XIATRTOEL M) X MFY
SV, y-T7I/7AELRNIIN RIS Y N-BA(FI/IFI)-v-
PI/7AEBLRNIARFOOSY y-OLA RTOELMN) I RNFOTS
Y. EZIMYIRFIOSY, EZI-RYR(B-X MFII R FI)VS
V. ¥y A4 000FTOEI NI ARSI OSUNBIFOND, LBV D
vhAy TV VTR RISARFTREO. 1HE%LU LT OEEWBLUT.
FELLIRTEEBULESEERUTEAZEZRAVNIEL W,
FEEBEIE LTE. EBERGICLYERLELETRZ 250 THNIEEIC
REINT., #lxiE. (a) TRFIHME. (b) AFO—ILE FZILIF
DAFIERCTIOFIAFIENLRBENDI DR EE 1 DDEBRET
B I N, XSIVEWM F7FIVREW. )30 )ILicEY
XIFTLT7IEY. (c) AFO—IE, ZIAFIAFIERTTOF
UAFIENSRIENDZDBLCEE 1 DOBRETERINA, 72 /-
e, 7 h—LEAMXbe ROFS 7Y MSEVEEY. B IFLh
. FTH, ZEREIRFIUEEBEN/EFE LV,

tEEBRHOSEEIZ. ARBAOERERMOERICHLT. 10EE%
LESEOEE%LUT. LI 20EE%U LS 0OBEBUTTH S,
AFEBAOEEMERMIE. LEEHO® DM, EEGZILH. REESH
. RIFIFEESEATVWTHE L. ENHERBAELAKDOE D THNIEFICRE
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INT. ALVHLNZELRECODHTAVWVLNZETHNIEREI QW

[0163] ARAOEEBHMEEMIE. FIBOKSYZREL THEIND,

[0164] ARAOEEHMENMIE. BEERAMOBEAECLYEBEZ DRI ELER%
AWTFHEOBRICRET 2 &N TED, BEEMICIERZIE. FHERFE
(M2 avEE) . ERRE. SHERRIE. Bl UBRE
 TO—EEE ALUVS—BEE AT L= avEE T-FA4K
Wik, bS VAT 7 —HEFORMEICELY . FAEDOIRICKIET 22 &
NTEZ, T, ARBPOZEEXRDIE. BAELXROR - N AEICKY
. fOME (8B, A5 X, A LYA VI Y—bM BOTHHEE
) IKBFHT BRI LR, HOMBERYEDESZ I LB TED, BEAHMICIEA
ZIE. RV NBIR A V0TV y ME OEEGE. RERME O—
WBIE 20 ) —VERIEZFICL Y MBOMBHICER T2 &N TE S,

[0165] HIAIE. ARBOEBCHEKMI OEBBLIREEHKT 2156, FTHIR
EREOER LICEELAMOAEICL Y ARBOSBHERMERA L. BF
NIFBHEEZEBIE, RVWT, BREICH LABRERT XIZEEL &1T
DT EILY, BBEBILLEZR/ZENTES,

[0166] EEEFERHZEELTE. BHRAMOGETHNIERICHIRINZD E DT
L MzE Ry ML=k =TV BAENMBBELFERL, BF
50CUE200CUT, BELLKIX50CULETS0CUTT, BE60
ML ESEFEUT. BELLIF6 OMUL 1 BB T TINRGZIET 5 &I
LYBRIND,

[0167] EEHNELFEE LT, BEAMOGETHNIERICHIRINZEDT
Fad, BABRPETREOEFUI XX —BE2TEICH LBHNT 2 &
IKEYREIND, BHRICIEIBIZIE SRE U TREKSRIT, HEKIRLT,
EEKEBIT. XONUNSARSYT, LEDSY TEAFERL. BE200nmLL
F400nmEA TR, #FF L < 1£320nmil E380nmiA F DS R A, BE100m)/cm2Ll
3000mJ/cm2 LA™, #FF L < 1£500md/cm2 A _£2000md/cm A FDENE TR T 5
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ZEIRELYRBRING,

[0168] LEBELAZELTE. BHEAMOAETHNITRHICHIRINZ2E0DT
Ead, BIAE. Ry M FL—bh, =T, FAMRNBBELGERL. &
HE100CUE300CUT., FELIKT150CUE250CLUTT, &
#®O. 1B OBREIUT. @ELIX0. 1B L5 BEEUTTM
BydIEICLYRTIND,

[0169] LATFIC., EFEFNIC K YARFRLZ X SICFHMICIRARZ D, AFEBIF LD
EREHICIREI NS H D TIERL,

e
[0170] =HEFI1 O—4 3 v ERES a¥3) o&
BREEZRACAKEIZ RO, O—43IUB (bEW1  FJMET
E(#%)&) 5.09 (10.5mmol) RUF S ROTSY (THF) 75nl%&A0%
THEEL, ISICIFLYYYI—)L (bE%2  MAMETEFE)R) 0.3
g (5.0mmol) . &~-TUXFILFTI/EYTYY (DMAP) (FIFHIZETE ()
) 0.3g (2.5mmol) RW-TFIN-3-3-UAFINTI/7OEN)AIKRY
13X NERIE (WSC) (GUFEMHERORE) 2.9 (15.0mmol) ZMNZA. =RET
2 0OREREEIT o e, RIGETH., RIFKREKTHEL. BERMBEICEL -
TRIGENSBEEEBLE L CRABEGER L, ZEFEL VATV HT L
TREL., BReEAOO—¥ I VERLEY (ba®m3) 0.5 (IRE1 0
%) &8,

[0171] Effl2 O—FIVEELEY LEYE) ODERK
IFLYTY) =LKLY, 3-Tany T4 —IL (a4 : FYLHt
ETEMWRS) 0.49 (5.0mmol) Z#AAWVWT., EET24BEARNAIT> UM
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WKAFHFILADY VA ) UL (RIAMETEMROHE) 0.1g (0.6mmol) %
MA. ERT2RERBZT >/, RIGERTH, /700X 49 Y TRNE%
HBIMLEER. KTHEELE, BEBHBICL > TRBBEINOBEEZEZEEL. A
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tE®W8) 0.29 (IXFE5 4 %) =™/,
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[0174] EjEHIS O—F 3 vEiEEEY (LEYW10) DEHK

[0175]

[0176]

BHEBABALANKEISZAIIC. O—4IVB (LAY 1  MAMERT
E(RRE) 2.09 (4.2mmol) BTy OOX% V3mMLAEMITABL, I5IC
1L,56-Ry &y IF—)b (bEW : FHAMETEMRDH) 0.29 (2.0mmol) |
DMAP (FIAHMEIRMEHDEH) 0.1g (1.0mmol) RUWS C (FFHH (#R) &
) 1.2g (6.0mmol) AhNx. EBT2 OBRERGAEITo>-. RIGIETHE. Rib
BAEKTHEEL, BERBBICE > TRBBRNSBEELELE L CRAEE G
B, BEGES ) ATIVASLTHEREL, BABEKOO—4 3 Vv EHEIL
& (bE#M10) 0.3g (NFE15%) =5k,

e‘CI e(] GJCI
R O~ AP L R
= ‘" B B BT B
= WSC, DMAP . =
o] + HOWOH 4;.0‘1202 o] 0
e S ARARE
1 9 10
= S~ N, —+
| 6 0— I E’ A A 1 2 @A

THFORbLYICY7OOXxyvT5maE, TFLYFY)I—ILDOKbYIC
TJ)EYVY (LEMT1 1 - MAMEBETZEM@RRE) 0.5 (5.0mmol) ZWLL
SiE. RESINT SRAKICL T, BABEFODO—F I VERLEY (LEY
12) 0.49 (INFK8%) %15,
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e © Et B 9 Et

& 1 I?t i 0 0
N 0 N. N 4] N. _N 0 N_
Bt Et Et Et E Et
T WSC, DMAP = S
0 + _— Lo o]
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sl ot
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LeE Il O—43 v B QIR R
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O—4 IV BORNEEETEROL DIC L TEHEL .

BB, O—43vB (MAMEIEGIE) Img (2X10%mol) %, /N4 T
VIR (HZ RHB) ~AN, TIAIY /—lL2mEzMA T, BONIARRO. T
mL&BID/NA TIVHE (HS R ICAN. PIVTVAHREZRWTAR % B8
I, BEI /N TIVIR (F5 ) IZK1mLzAh, O—43IVB
DOKBER CRE : 1X10M) ZAR L, BONLKBARENABRIcnD )L
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ICAN, DHAEET (BAE V670, BADHFRHE) 2AWVWTRALE A
E L7
[0177] =BG (L&Y 3 DIRILIFMET
L&Y 3 DRMEFMEE TERO L D IC L TEHE L 7=
Bit. E25EF1 TEAEEW3 0.4mg (4X107mol) %, /N4 PILHR (A
SZHR) NAN, FIAIY /) —)LI0mLENAT, B5NZERINLAEBID/N
AT (HS ) ICAN, ZPITVHRERWCAEAREZIE 2, B
B X W7o/ TIVER (H5 ZHR) ICK5LE Ah, {b&# 3 OKBER GRE :
8X10M) ZFHHL /=, BONLKBREXBRIcnDEZILICAN, DHAE
g (WEE V-670, BADNR(FRHE) ZAVWTIRAEEZRE L,
RBO1 ORERRE, H1ICERTRT, Fioo LLEHI1 ORERRE
RRETOE—VBEICEDETRBELEZEDE, B ICHKRTRT, &
. B ARofEis (EBRAIICHITE) RAEERL. EE# () ER%E
xR,
[0178] EERFI2 (L&Y 5 QIRILIEMET
LE&M3DRbYIC, EfEfI2 THAIEEWMS 0.2mg (2X107mol) %F
WAk E, EERBIT SAKICL T, (A5 ORAREETTM L 2 CRE
: 4X10°M)
RBOI2DRERRE, H2ICERTRT, Hio. LLBHI1 ORERR%E
RRE2OE—VBEICEDLETHRBELEZEDE, BHI2ICHKETRT, &
. H2sofEis (EBRAI2ICHITD) RAEERL. #EE# () HER%E
xR,
[0179] EEBHI3 (L&Y 7 ORI E T
It&¥3nRbYIC., EEHF 3 THEALEEWMT 0.1mg (1X107mol) %
WAk E, EERBIT SAKICL T, (LAY 7 ORAREE ML 2 CRE
L 2X10°M)
RBOISORERRE, HIICERTRT, oo LLBHI1 ORERERE
RREBOE—VBEICEDLETHRBELEZEDE, BHI3ICHKRTRT, M
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. E3FhofitEiE (ERFISICHITS) RAEEZRL. &8 () IFRR%E
=7,
[0180] =E&H14 (L&Y 8 ORI
{tEM3DRHLYIC, EfEhl4 THIbEYw8 0.03mg (3X108mol) %M
WBIAE, BRI SRRICL T, (tEY8 DRI AETE L 2 CRE
: 0.5X10-¢M)
EERPI4 DRIERRE, M4ICERTTRT, k. LBAI1 ORIERR%
ERFIA4DE—VBEICEDE TR LELDZ, B4 ICHKIETRT, M
. E4FhofitEiE (EREI4ICEITS) RAEEZRL. &8 () IPRKR%E
=7,
[0181] EE&FI5 {EW1 O DIRSSE 4T
EEMIDKHLYIC, ERERF S THRAEEHWT O 0.2mg (2X107mol) %
AWLAE, Z8RFIN CERICLT, A1 O DRI ZETHE L /2 (
IR AXT0M)
EERPIS DRIERR%E, MSICEIRTTRYT, k. LBAI1 ORIERR%
ERFISOE—VBEICEDOE TR LAEEDZ, BISICIKIETRT, M
. E5 ot (ERFISICEITS) IRAEEZRL. &8 () IIRKR%E
=7,
[0182] =E&{516 S 1 2 QIRSCYFHEET
EEMIDKHLYIC, EfERF 6 THRAEEWMT 2 0.4mg (4X107mol) %
AWLAE, Z8ROIN CERICLT, A1 2 ORI ZEHE L 2 (
IR 8X10°M)
EERPI6 DRIERRE, MOICEIRTTRYT, k. LBHI1 ORIERR%
ERFIODE—VBEICEDE TR LALEDZ, BI6ICHKIETRT, M
. E6 ot (ERFI6ICHITS) RAEEZRL. &8 () IIRKR%E
=7,
[0183] Z=E&HI7 w4t ET
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