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(57) Abstract: Disclosed is an organic electrolumines-
cent device (organic EL device) which can achieve high
efficiency and long life even though the device is oper-
ated at low voltages. The organic EL device comprises
at least a light-emitting layer and an electron-transport-
ing layer between an anode and a cathode facing each
other. The electron-transporting layer is composed of
two layers, namely a first electron-transporting layer
and a second electron-transporting layer, and the first
electron-transporting layer and the second electron-
transporting layer are sequentially arranged in this order
from the light-emitting layer side to the cathode side.
The first electron-transporting layer contains an indole
derivative having an aromatic group substituting a ni-
trogen atom in the indole ring and an aromatic ring
fused to the indole ring.

GHEH: EKBEETHY LA
E%un "é:_ﬁk'c%éﬁ’f%%ﬁ%

BAWO) ﬁaﬁ

W
s

\ Ea) S m-h NG A

3l
<}
(’)4

orr 3

n

Tn'-HUJ)

| ol 2y
B kS Th

N 1 gl ek ot
Mﬁ@ﬁllﬁmr\-

SR )
Bl o S

| R T o 2

© B | e
N

WC%TW&%N

at

.

(1

S

#S

FUEIEY
b7 17 Sh

> | FHO ol
CremA QN It I
O | mHpterm
R A SIS A S
AN O T R O

N
A



WO 20097116377 A1 W00 N 0T TR 0 O

CG, CL CM, GA, GN, GQ, GW, ML, MR, NE, SN, TD, &{+/\BIE4E.
TG). — ERREHE (S8 2%50)



WO 2009/116377 1 PCT/JP2009/053713

[0001]

[0002]

[0003]

[0004]

JE i

T

AREENIE 1

ety ¥y

AFEINIABERREE T (LA T, AHELE 1-209) I 250 THY, FELL
FEEDOWIEE A T OB WA E R EE L THNLZ R KB THY
PHEBIFDND | RFEMEZR TELAMELE I T2H0THD,

T metidfr

—HIZ, AHRELE 713, Z O MG S LTIt M Ok fE 2t A7z —
Xt ORI BB S TS, b6 AELFE 7 ClL, mimmmHIC
DEUNESDE, 2B E A DBVEAZIV, BB O EALSEASIL, ZHB3500
JEZ BV TR & = L — YL OMmiE B ) DAl 7 HF IR O BRI =L — &
L ObE N9 28I 2RI ¥ 2,

AR AHENE W= AHREL R 7 OB IMTOND IR o7, KR,
ERE RO DI, BB LF YU T —HEADOREFE R Ex BEEL TEMORED
BAEEATVN, BHEES 7005 EAEEE8 — bR rd ok /UL T A=y
DGR (LLUF L Alq3EV D) D72 58 it e 1ok g &2 SR ] L difibe s LTk
FeE T OBRIZED, 1RO T T SO WS E VS 1L L CRIE
IR OYEDN RSN ZED D, BRI @SB MLV o T2 R E R > @tk
RET TR A~DFEME B IRL TEDHILTE T,
FFOFNNFE LT DAL LT HOBFEAT BT B I Bl
HIELRTTENTWD, EREOFHEFRY T I BARHIELEEEEAlq3)B32 5
B EERRT T2 2T LD E LTS DOFE - BHOF N EFH L2 D TH o7
LB E WD, e | S EBEEIRIENHOR AR T HZ8IT Y
eSO (—EH) & FHVEFE LT S~ MERIE O RN EaREs
Do ZD B MDD T <) FHERSA T = ) FHERE R E T AL G
RISIVTEIZN D TR R LOME DV e o Tz, £t —EHUREEZFIH 9
HRAEL T, 22—y AEREZ WD Z LRSIV TETZD, Zhb m O3



WO 2009/116377 2 PCT/JP2009/053713

[0005]

[0006]

[0007]

[0008]

[0009]

JETIX BB Te, ZORNFNERIH U, Bt — S he LT
FRFSORRLIZZE T DD L7V DD DEE RS O H G RS R % LI E 3 %
EATON TN,

REFFSCHRD : K5 3%2003-515897 S/AH

FEFF IR R BH 1-5-214333 75

REFFSCHRS : ReBHE11-162650 5 A

R F SCHRA D 11-176578 5

R SCHRG - FEBA2005-093425 5-/A

Fio, FFOFBEFEEZ NF o228k omah Rk, REMLERFTo2Eb7S
TS, BilZIE, FETFSIR21TIZALG 3 DX /) ) — L R e B ISR B RES T
WD, LU, 2o Gz V- A FEELSE TIEERE B R <, B
M THLIEND, HRLIEEEA, @, KEM L TELE k) ke
HILTUND,

F77 BRSO TAU R H L — AL S DB R 72 S TSR, =
NOEDILEMIE, AL RIS — BRI B A R B ik L2 MG
Thd, T, FrF SRS K O THRREN TNAA Rl ) — b AW, IE
FLIRIERA BEE L C o B HERES N TRY (LG DO LR EWDIROITND), &
FHEA B L TOREHZ B A DD TR,

7o REFFSCHROITIE, ik e & 5 — i s e &3 R 2 0T
ENENDBIRE LS E DI LT, FREDOWEEXD B ORI
RENTNWD, ZLT H— é@%ﬁﬁ%@@%ﬁwtrﬁ%vav(lpl) &5 R 1
IR DAAACRT L2V (IP ) B3P <P OFPHPNIZE TR 52805
RENTND,

FEIHO BN
TEIDIRIR LI & Bl

BARELR %27 7y RN T A ATV AFEOLRRFEFITISHTH2011E, FF
DI AN BT HE MR BRE RF D22 VA + 3 ITHER T D B 8D, A
FEBNE, EROBLRICHE A | REE T35 BN S0 @ BREY 2 E A A LTz



WO 2009/116377 3 PCT/JP2009/053713

[0010]

[0011]

[0012]

T EAMRABELSE T 2Rt 5282 ARE T2,
M IR DT O T
AFEINT, 3T DR 2RO I, D7aKEbItE | Bk S A
FEAMFEHE TN T, B R E A — A E &R E O 2@
B7R0 . FEICIEDBIERNT 173> CTHf 8 kg | 5 s g O NI FE)E
SHTRY, B E R Nl (1) TRENOLEWE B T Z L2 Rl s
THOAMEE R R FIZETD,

e
.

2

R,

A
N i
j al
(a2)

E>N~Ar2
(b 1)

I, BRald, 2o R AE S T AR (al) T (a2) TREND S EF R IE
FERZ R, BRa'lt, SODBEERIES A (al) TEENA T HER UIHEFER

(1)

(al)



WO 2009/116377 4 PCT/JP2009/053713

Z/RLL X 13, CHOUENZZR T, Bibid, 200BESR LA 63 53U (b1) TREND
(CES /T?L Ar ~Ar [T, B L TIRE IO G H IR AKFEE, X
B LR @®ﬁ%%@ﬁ RIZRT, R ~R IIMNLIZ, KR, T
NI TINRNIL TNV TV T R TRV TR,
DTV NT B TNV T IS T B =hadk TV v adky
HIVRZIVEL VRSV T Al Vi LR LA LR VL e T L
FoUH OKEREE, TINEL BT UIIREILO BB AV KR LS, SUTEHATL
RO FEBALRII AT, X | X KOX [ NIZCHXEINE KL, Dz
<EH—DIENTHS,
[0013]  ERt—# (1) TRENMEEWOF T, TRt — MR (2) TERINL LGN
HELETBND,

(2)

-~
l/\/N«Ar2
(b 1)

TZT, Beb. Ar2~Ar4\ RINRS\ X2~X46i\ — (1) DERD., Ar2~Ar4\ RINR
X;XKEE%%%ﬁ 95,
[0014] ERE—Ma (1) X (2) iz, X2~X4&iCHX6iNT“3@Z>75§\ RDOUVWT N)vE



WO 2009/116377 5 PCT/JP2009/053713

[0015]

[0016]

[0017]

[0018]

[0019]

[0020]

WETDZENLFEL,

D X ~X DIBO=DRERTHHIL, 2) X BERTHOHIL,3) X ~X DI
SOTONPERTHOIE 4) X EX PERTHHIL.5) X ~X ORTHER
THHIE,

ERE (1) UT ()BT, Ar ~Ar (3OS BT LR E RO )
FIRIRAV K FE I, ST E AT L< iiﬁ%?ﬁ@ﬁ%ﬁﬁ%ﬁ FTHHM, BEHALL
IIAEHLD IR FEID~ 10D FHRIRAVAKTE L SO T A L IR E O R T
2~BDOBFEHAEFRIRIETHHZENHFELL,

—e (1) R (2) iz, R ~R ITARNTIT, KB, TS5, 7%k
NVRZ/a=VI N SIS N /7/%\ CTNFNT M TV T
T INFNTI T H, =hadk 7YV T vaks v = Vs v
RFIIVEL, ToLass L TS LA LRV e T LR L L KRR, TS
REL, B U IR EHO T BRIV AR I SUTE A LT E O 7 F Ik
BRBRIETHON, AFELIIKGE, B L IIREIRO R F IS~ 18D I F i

PRAVKFR I, ST B L TRE LD R BB~ 17D S HF AR THD,

Fio AREINL, BB LR NT ) — LR e B R A G T ETHD ERRo
AHEBIIEHEFITBT 2,
1] 1111 O i HL 732
(XN TIEATEH O AEELFE D — Gl 2R L7 R 2w 3,
I D720 D it RO HE

AFEI DA B IRFE IR 1L, x9S E RO I, D7 b5t
RS2 G A BRI YR TS &2 T s D28 0077
0. FEJE DDA 10103 > Ty — B ik | 25 7 ik ORI F e
WY, BBk LR (D) cREnAbEWE G T, LT, BT
— A (1) T —M(2) TRENDILEWE | EnEn—HE(1) DIbE ) T
— R (2) DILEEB N,

ER (D, RR(2) 2 E T DAV ERfiEs D, LT, i
(1) &M (2) 1, — () DFRans =il (2) (2380 TL X A3CHT, RHTS



WO 2009/116377 6 PCT/JP2009/053713

[0021]

[0022]

[0023]

[0024]

[0025]

[0026]

LA (a) TROEND S EFERER>TND, 77205, —ixA (1) DERaB~ BB
LI TND R THLET S, o, —MR (1) &—M(2) 1B\ T, MR BIEFRT
HWaf15, 2T, — A1) &—ixR(2) T 2851, — (1) o
RKLTHINTDHZLDDD, (LA DTNV TH R TH D,

BRIV T, BRald, 200 EBR LG T2 (al) i (a2) THRE
DI B T F IR Z R T, (a2) 2BV T, Ba' X3 DO MHEE LHi & T 55
(al) TRENDHEHER IIEFERZ R, X (a2) F OB’ DA OB IE %X
(1) P ofhoBREMEEG T 5281300, ERt—ME(1) L ON(2) 2B\ T, Bibit, 2
DOPEEREME ST 5 (b1) TREINDIEHEERE RT,

ERAA (D) KT NIZBNT X (X X KOX NI, CHXENZ R
X X BOX (378 = DENTHD, X X JOX [ 3472Eh DN
THLM, —D2, “HONE= Oﬁ)NT&)Z)%/\Z’PﬂiLb‘O ZL T, —2OBNTHD

A1 X 75>NTE§>Z> EVGFELLS, ZOBNTHLG AL, X\ X375§N‘63%>Z>:9:
UFELY,

Ar ~Ar 7R BRPAEARFRIE LT B R RIS ™, 2005 H kALK
FH NI HF BT ILL, BRI TNTH, REBTHoTHE,

RERDO G FBIRAKEILOFIELTE, REB FTFL TRy T
=P UR DRI HNDD, I FELITRFEIS~ 10D FHRIRLKFEILTHY
IVEFELEARB U THD,

REBOF FHEEFRREOFLL UL, TA T =2, 770 BT Br—ib, A3
)= BT =) AT =) AT = BV BTV EUR
VU ENVED T FTY e AR N T AN —
SENZTBIDN, IFELIL, IRFBE2~ 5D HFEREHERIETHY, L0 ELLIT

BV BV U R ON TR E DO EREARNB R HIRESZRIETHD,
ZNEDH F R K E T NI G HFIRE R R BT T A0A . Bk

LT, T TRV TV s VB TRV VT VT
IWERITI)H TV TR T INNFVTI R, I =kl U
o7 ady R Vi HVIRF L OVEL Torak s oL TR LA LR



WO 2009/116377 7 PCT/JP2009/053713

[0027]

[0028]

[0029]

IVH TV VR KRR TR SRRV K R ST B A R R A
IREDFSTONDN, IFELUE, IKFEE L ~100T N F N EL | RFEFA~15DT T
NI IRFEFA~15DT VA VL 7T H | IRFEHE~18D I FRRAL
KRFEFEZRDNTIRFEBB~ LTI FRBEHEEILTHD, ek ARMIE TV T
AR, T T INNFNEG e, e, AR BIRAVK I ST B IR R B AL
(T, W BRI REBLE AL THELS, 208G LR EBITERIE DR EK
ZEOTEETD, 2B, FRREHILR T LI, 7Y=L o I RERIC L
BROIRNKE G A I THLG G IKFBNL20LL T THLZEDAFELY,

— (1) KOV (2) PITB VT, R ~R |3, K TNFNEL, TINFEL T
W=V TovR = VL /7/%\ /77/1/#11/7\/%\ TV T I TT
FINFNTI R, TI M, =k, TUVE T akx s ViR s VR ViR
% Ny Vi © S V= S | Vo o 19579 % eny 2 - SN e by gy P o U = S L R A =
B ERIRAC K GBS ST B R SR B A, AR ELIE, IRFEH L ~10D7 1
FIE RFEBA~LISDT IR NVEE RFEBA~15DT vakiov ik, 7/,
IRFEHE~18DIFFIRIRA KRR N TIKFIA~ VTR H AR R TH), B

(ZAFELLIE, IRFEHB~ 18D F FIRIRA KRB TR FE B~ 17D &I =

BILTHD, 2T, BRI EERACKFE RO F AR LT, Bt
THEL oG G BRI RENTEMIE OB TGO TR 5, 728, EitR
~R BT FNIE TV =V IED ISR LIRDIRNRGRE A L TH LY &
RFHIT20EL FCTHLZEDLELLY,

s, — (D) LS. AR —ME(2) DG W 6T
ND1ODAEEWINOAERSNTH WL, 220 EDILEMOIRA WSS
THREV,

— (1) KL ON(2) TRENDEEWITAMD L TR ICET 523 T&ED
o Bz 1%, Tetrahedron,1991,Vol.47,No0.37,p7739-7750 X Archiv der Pharmazie (W
einheim, Germany),1987,320(3),p280-2 (ZRENDA B E B EIZL TUL FDOKIG
AUZIVRETL2E N TED,



WO 2009/116377 8 PCT/JP2009/053713

[0030]
9 o NH-NH, HCI R
+ = R T
R R H H
R
Cr
RE T 2R
L
/S H
()
O S
8
ArJl\N/)\Ar4 O N N O
SE v
7/
Ar,
[0031]

R
N =N -\ __R
Loy o/
NH- -

[0032] AR (1) L TVN(2) TRENALEMDIH-FLW BARFZ DL TIOR8, 2
NHIZIRTE T HHO TR,



WO 2009/116377 9 PCT/JP2009/053713

[0033]




WO 2009/116377 10 PCT/JP2009/053713

[0034]




PCT/JP2009/053713

11

WO 2009/116377




WO 2009/116377 12 PCT/JP2009/053713

[0035]




WO 2009/116377 13 PCT/JP2009/053713

[0036]




WO 2009/116377 14 PCT/JP2009/053713




WO 2009/116377

[0037]

i

L
é}.@[\

[
D .

15

JN /gN/N =
o
N\m ==

.
p
: N

N

i
RN
-_{ “\y
N
7N
\ _

NT

\\j \©c-1 b

_ [y
50

c-14

PCT/JP2009/053713
<:>N JoN
7N -
== TN
N N N -
| N
[ /IN e Q
Ho
e
N .
o
/;} ;g B
L0
P DY
N s N
\j L C-6



WO 2009/116377 16 PCT/JP2009/053713

[0038]




WO 2009/116377 17 PCT/JP2009/053713

[0039]




WO 2009/116377 18 PCT/JP2009/053713

[0040]




WO 2009/116377 19 PCT/JP2009/053713

[0041]

[0042]  AFHIOEHEELE HIZRBWT, B Tt E &L X, B HAL—XZE
THENTELE RS EM B M L, — AN S AT E OB Fv
HIENTED, HFELLIT, Alg3 (T —F ) ) —LEEIR) PLig (VT L —F 20 )
— VSR IR FBEND B BT E DX Y ) — ) m B BEERR RV, £ LT,

GERE PRSI DA ALRT v (IP)EH LB DA AERT
“\7/1/(1P2>k@ BIERIT, 1P <IP Zefili/o - 7R, LLAIP <IP OBIRET /29 %)
BB RDPRIONDLZ LD DD,

[0043] I, KD AHEELFE T OREEIZOWT, RIIZSRURNLII 12523, K
FEWH DA EELFR 1 OREEETH PR OB DI RE SN DD TIE/RU Y,

[0044]  FFE-OBA: 1 FM, 2 B, 3 ELEARE, 4 EfLEEE, 5 $tE. 6 E
TkNE, 7 B A, 8 R

[0045] (1) AHEELZFE - DHERK

B 1A BN OSSR A HEEL R - O R 61 25U o3 i )
THY, TTE, 203058, SIXIEALEAJE, A IEfLEERE, 5I3E. 6 —

B FiIA g, 6 —bids E AR, TIRE A, SITRRE A & R,
AFEHOFHEELR 7Tl Bt FEotE . & s L Otz O EL T
A 50, BEIZIOMOJEZGRT TH I, oo &1, Bl 2T E AL A 2= <
B PHAJE S OVEALFH AR @S2 B0 ZRBIZIRESNDHD TRV, 72



WO 2009/116377 20 PCT/JP2009/053713

[0046]

[0047]

B, IEAEAE R, EALIEAE & EALE S E OV AR E 2 5
o JICRICRE . BB S & OV U Tt L R AL NI B LR
JEEns,

(2) Hetle

FM VT A REBRFN R 1O IFFHRER DD THD | ARSHTADI, 4B
RGBT, S TATF VI T7 4 LRV — e BB WO, FRIH T AR, RY =X
T IRYAZ IV — b R T — R =R, IRV ZLIRA2 8 O T 726 Rt
RREOBIAFE LN, A RHRE Hb oz T 25 83T A T YECE BT D0 2
W&, HARDIT A S TN NS T E DL HpRZ @i L7 U L0 AT E R %
HFR T PBAT DENRDHLD TUHELIR, ZDT2D | HRBIIR AR D D7l 4
H A 7o S ) WA U RS % 3 T AR TP 35 7 IS I E LV 5 3k
D—D>ThD,
(3) F5iti

FEWL FITIX B R 2033 T HAVH D3, BEhRI S IE FLIG 2% Jeg ~ D 1F FLHE A D5 El %
72T HOTHD, ZOBIT, W@, TAI=T A & ] = v T UT A A
BHEOE)E, AT LR SULARDEA) , AP0 LR O AT A Ok
b7 & D&BIRILY), avibiilizE O e Av& g, h—R 7 Tv 7 AN

IR B-AF T AT 2) RV T R T = OB RN RS dD
MRS ID, BB OTERIT T | A o2V 7hE BZEAR LRSIV TR
EMZN, Eo, W& De Rk - VAR E DKL -, A—R T Ty 7
TR D4 SR AL oL -, ML & 4 F I AR 8 DIGEITIE, W AN A F
— IRV A B . FER I8 T D 2 I IV E R 9 528 TED, B
VR RSy OGS T E AT L EHE R ISR L 720 B
(MRS A LTI E I 2248 T&S (Appl. Phys. Lett. , 604, 2
TITHE, 19924F) , 350 5W B THREIE L OB T D28 ATRETH D, G )E

FrE, ST HHEYPWEC LIS, BINER L ELESNDIGEE, A DO FE ik
ok L 60% LA B AFELLIEB0%EL EETHZENBEELL, ZDHE | EAIE,
WE | 5~1000nm, 4FFLLIX10~500nmFe L ThD, NEY]ITIWGEITIE, i



WO 2009/116377 21 PCT/JP2009/053713

[0048]

[0049]

[0050]

IR SR —ThEV, F72, I RO _Fiz B 58 B bR 5
ZEHARETH D,
(4) TEALEG%fE

B2 D _FIZIE LB AT HID, Mg O, EAENE3EZRITHE
EHTED, IEALIG S OMBHZ BRSO GAEE LTI, BB 50 IEALIEAZN S
L, 0 EASIEIEALE R K<k T 52 &N TEDM B TH L LB
TD, TDT=DITIL, AFACRT 2w VNS ARG DYETR U T
<, LIS IEALBENE S K&, BIZZEMRITEI, Moy 7 LD Al s il is
REPl LR AL N2 E BRSNS, Fz, FEIE I 27018 e
IHDOFEIEERH LD, FIEEE DM TEX ATV I AR L TR E R T
HRWZEPRDEND, ERLO RGBSR UM, BliF s OISz 2725
B BT MBEDR R END, - T, Tgb LT85 CLL LOEEA 244
BERZEELN,

AFEIA TRl CEDIE LA BHE LT, ek BIZHW BT AT D
bEWENDLZEINTED, Bz, 2L EO3RT I 25 H2{H L OS5
FWEBRDVEE R CICEH L2 5 F Y 7 CReB 5 — 2346815 | 4,47,47-
MAA-FTFNT 2V T INMN T == LTI D AZ— N — A MG AT 5
FRETUALEW (. Lumin., 72-7T43% 985, 19974F) , B 7 ==L 7 DM FR
SRR LEF T AV AW (Chem. Commun., 21758, 19964F) | 2,2°,7,7-T 7%
A~V T 2=V TIN-9,9 -AERE 7 VAL DAY a b A W) (Synth. Metals, 91
2L 200H . 19974R) FEDVRITHND, ZNHOLAEMIT, BALTHWTHEWL, 4
PTG T, 454 VIRGLTHWTH I,

$7o, ERROALEMLSNT EALERE OB L T ARV E = A R — L
PIE = VN7 ==L 7R (B ET — 53953 B AH)  ThI 7 =m b _u oy %
AT HRITY—L o m—F )L LRy (Polym. Adv. Tech., 75, 335, 19964F)
FEOm D FMEN ST B,

TEFLER B A B AT L TR T DA 1%, IEFLEEH B2 TR U 2L &, &4
PUZIDIEALD Ty T35S Z —BHE L@ At R A2 & ORNAlE %



WO 2009/116377 22 PCT/JP2009/053713

[0051]

[0052]

[0053]

HINL | T TRAT A TR | AL a—MERE O FEIC LB 2 8Ah
L. W2 CEALI A 2 R T 5, A Z —RIEEL T R B —ARR—h, R
U7V —b, RYTZRTIVERFT OIS, /A F —BIIRITIRINER LWL
BEE K T SELD T, DTN EELL, WH, SOEE%LL TR HELL,

BLZE G T D851 % . ISR Bh A B8 A SR NITRR B S LT/ 7R
(T AAL, BLZE4 BRI A3 Y R L 2SR T10 "Paft S IC E THER LT 1%, VYR %
JNEAL T, IEALIEA B R S VYRS & A TEIIE, BRSTERS T
T2 R A E LR A T RS 5, (E LIS ORI L, 8% . 1~300nm, 4FF
L<IE 5~100nm T D, ZORRIZHEVIEE —HRICTZR T D720101E, —MRICHEZE7K
FHEDISHWSND,

(B) IEALIEN)E

IEFLIEA DR Z FAZ M LS, 20, AHE SIROBia~DR 5 NadESE
HEKT, IEfLEEE AL 2 L ORI IEFLIEANE 32 AT 52857 T
Do IEFLENEZIRATHZET, MIWloFEFOBRENEED F3HEEIRFC, F1%
TE BV Tl BB L 7= R DB LA ISR HD, IEFLEAJB IS
NDMBHZ R SND A EL TR, BiRE D= 27 MRS K<) — R BN R TE
BAICE, 00D | Bl OV 7 ARSI L A3 @< s e LTl 300°CLL B
AT AERBIRLEE L TE 100°CEL EREREND, BT, AAUART v L s
ISR D IEFLEARE S 228 IEABEI LR KRENZEDRFHTHND,

ZOBBOTEDIZ, CNETICH T F s 7 = 0Ty T = Ak E Y (RRBA R
63 —295695 753 #) . D7 =V (Appl. Phys. Lett., 6445, 12455,19944F) | "RV T
A7 x> (Optical Materials, 9%, 1255, 19984F) SO H LG W0, A&« —
R (Synth. Met., 913 T3H | 19974F) o, " TUU LRAEY), LT =0 LERIEY)
GEVT T U D4 BRI (J.Phys. D, 299, 2750E, 19964F) | 1, 4, 5,
8—F T XL T IT IR K (NTCDA) 0oF = N L~F 374 R
7 =Ll (HAT) 7 EOPRIA Y (WO 2005-109542 B-2A8) RS SCnb, =
NoDEWIE, BIMTTHOTHEWL, MEHTGE T, IBE L THWTH LW, 1E
LENEOLAL, IEFLEE SR U TR nTRETHHMS, HEH OB 4
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[0054]

[0055]

[0056]

[0057]

[0058]

(i S A ZIERE FE— LKA L 77 A~ CVDIE R VWbD, BLED
BRICU OB RSO IEALIE AN E ORRIE, W 1~300nm, 4F£L<IE 5~100nmT
HD,
(6) F& )=
LB AD FIZRSEE SRR DD, FIEEIL, B DR IEE DRSS
TNTHEWL, ORI A BHRT DI IR L TS T Th Ly, 7
BRIIEIL, T B, SUTARAM B SR A ST B E T A B
ERRSHL, HERZND DB ORI AW ONIATEOM B E WA ZERTES,
TN BE TR AMA B L T, BRI R IR EL T T by
RV VR E ORFEBRHEMR, NA(8—F VTR TIARI=y Lahhd &3 548
FL—MbAXT JAREAEY, EART UL T U T B BRSO AT YR
FHERRE O ARAFVLEREIR, T T 2oL T FV T UHER 7~ ) o HER
AFRHTTY VFREAR B rne )Y FRER ) U ERER vy
FHER ARV OTYV = VFFER F 7T R UV EER, R~ — R TI.
R T ==L BV HER RUART T 2 =L VFER LT RV AT 205
R EDME I TEDDS, ZIHITIRBZR Y,
RAMABHZ RN BHOEER AT EIE L T, AL LT L7 8 OFE A B
FHEK X FVVRUBER, 72 %0660, DCM1, X)) v 7<) dhiEk
ERATU (OT AT FFER, T = B FEREPMERTED,
RAMABHZ RN DR ER A B LTl VT =0 A gl T b RTUT A
RL=U L ARIVL AVTT L, A K OB ENLEITN DG EE 5 T A 1
LB E G T DHLONRIND, ZRBIZIRER, 2D A %A S ESAIL, Bif
REFFSCHREE CAMTHY  ZRHBEIRS T T& 5,
HEUNENR SR — U b LR, P S0 E & B cE 2 H OB E L TH 7 DI
pPY)3ED SIS, Ir(bt)2 - acac3FE DFEASA, PLOESEDOSEMIANHT HLD, 24U
SOFERFAD BARBIZLL TR 23, Ptk WIciRES g0,
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[0060]  F&IJE DRI DUNTIIFRITHIFRIZ 2V 03, %, 1~300nm, 4 FL<IE5~100n
mTHY |, IEFLEREE RO 7 IR TR S D,
[0061] (7) A1k
FFOFRNANFE W0 LS EH28%2 AEL T, BB EZM8 DIz, B+
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[0062]

[0063]

[0064]

[0065]

[0066]

WA RE 6 55 B D, AFEIATIL, FOCEITHE T 20 B FiikEe —a Ot

— B T A B S 6 — bl i s,

—BFRIRE6 —all N ook EmEL TR, —i () DIEEW. 4 ELL
T (2) DILEW O P ITI, HMTHNTHIWL, BEISCT, 2FF
B LRRALTHWTHEW, 72, &8 ik s () ok s m L
NONEMZE TG T ZEDTEDN, BOWt% LA FIZEEDHZENRIN,

B e LTI, PRl s R L — R AN CE DT T B
PAFELLS, AN SN DB OM B E WD LN TED, 20L& Rt %
G723 AR RS LTI, Alq372E D4 Bl (JP 59-194393A) . 10—tRR
XY Th]F VDL BEER, AU 7 — LiFER PAF L T ==L
AR, S — LR 3— XI5 —bRaF s 7 IR B, N XA R
— VARSI, R T T VB BBEIR PUAR RAIL YR B (USP
5,645,948) , F /&% HUALGH (JP6—207169A) | 7 =T bl ik (JP5-3314
59A), 2—t—T T/ —9, 10—N, N =7 )7 ho% oV A0 nkFE{b
B R LV nilfi b d S nf e L AL H R SRR D,

S EEL UL, EROBOEH AT LZERTEDN, ZDOH THHRHIF
)= R RBERE NS LD E LY,

XU/ —nReRiRof LBl L, il XV F UL RVIT L SRy
U b, TARIZY L, BT L ERERFT DD, BUALT0% /) ) — /UL EE T
BHoThH ALEDOBEHIL TEMSN TOTHE, B L O & Tik)E oRE
X, FRENEE, 1~300nm, i ELLIE5~100 nmTHD, H—E Lk iL, &
FLIR ST & R BE L L CEBAR IR D DOV NS AR AT I ROEE RICRifE 352k
FOERRESND, WL, BEREEPAVOND, 8 8 kL. [FkC

— ik E LICRE T L2 EIC B END,
(8) iz i

FEiR8iX, I BIZEFHIENT O RNE R, [2ie L THWO DM BN
. BIFEEEAR2 i A S A EHE VD ZE S ATRE T DN, DRI E A HEAZAT
PNTIEALFHBABDARNRIB P ELL AR TRV T L AL VT L T
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[0067]

[0068]

[0069]

[0070]

I, TAR=y A RSO Y bl U ENLDOE SNV HS, BARBIE LT
X, TRV L= ER, TV LAV LEE, TAIZULA—)T UL
B FE OB A GBI T 5D,

PEAR DR ITE N | Baiis [FIAE T D, IR B B D D22 R T2
HAYT, 20O R, FBEAED E<RRUTH L CLERG RIS 2 1528
IXFRFOLEMEIE T, ZOHBDT=DIZ, TAI=U L, 8, = 7L, 7,
&, BESOERIEDND,

HUZ, FEENETEL T, FRRE8LE fHik 6 ORICLIE | MgF | Li O%FoH
Hafx NG (0.1~bnm) 24 AT D286 TR DR FEN LS LG8 HIETHD,

728, KXW OREYE, 97000 Fa1 BICPEMRS, B HEARE T, 5
EE6—b, 2B TR E6 —a, FECES., IEFLEXRE4, EFLEAE 3, B2
DONEIZFEE T 2285 ATRETHY | BEIR U712 L9 12b 7 &b — S B @\ 248
DHARDMTAFRADOHREELRE T2 T HEE R THD, D800, MBI
FOJEZBIMLIZD, BRELTED T HZENAIHETH D,

AR OHHELFE 11X, —DFE 1 TLAARICELES NI AR SO 55 1
Bt & FEAR X — Y~ Mo 7 DRI E S VA IE DV T T HDLZENTED,
ARAOHRELHR UL, H—E kg IR EO B A A Tk a W%
A DA OBEAFO S s E@ A B ST e NS L RO B2 L7z
A E S A S DAL T RV B THo ThIE IR B <28
B EMICB N THRESEGESNTZFE TGO, TV AT —HAWNE~ VT I
— DXL ASDISHIZB W TEN T MEREZ B TE D,

2 i 45l

LUF . A% RN Lo THEICFELSHIA 9203, ARz 0 EFEflic
PRIESNDE DO TR, FOEBEZMZ 2N RVIZEBNT, Fix OJERECTE TS
ZENTRETHD,

BB (A Rr2,3-alh L 3 — L DA RK)

AU FRIE L 722000m] = A 77 A3T, 1,2-37mAFHU40-33.3g(297.0 m

mol), 7 ==/ VERTY U IREES6.0g (594.7 mmol) | T4/ — L 1000mlZ Nz B R L
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[0071]

[0072]

[0073]

[0074]

T2 ZAUTIRS.0g (30.6 mmol) 2553 2T T N L, i & T8, 65°CITTARF
[FIFRL 72, SRIRETHAIL , AUTER ARSI L 7254 IR L 7ot fhd =%
=L (500m) \ZC R AZY — P Uiz, WIS TR A B L, 25k (ot
R80.0gx 4372

WIZ, AN 2R R R 72,02 (261.5 mmol) %, 1000ml = 17 Z7A2Z %, ¥
2, FERET20g, N7 A afERE72.0g (631 mmol) 2%, 100°CIZCI5RER L=
o BIMETHAILIZ, AU ZIEI L . Z0vE, BER200mIZ TY L APEH, B
(ZAFH L 200mIE T AP LTz, IR TR B L. A ARROA
vRrf2,3-alh L — b 30.0g (117.1 mmol, Y¥2£39.4 %) 157~
BREHI2 (11-7 == AR r[2,3-a] B L3 — )L DA AR

i SUEE FE L 721000ml = 0 7 T A2, A Fr[2,3-al /b3y — 1 26.0g (101.
4 mmol) , F—RPr122.7g(601.4 mmol) , LH{LHi54.7¢ (287.2 mmol) | FRFEE
U7 1566.7g (482.6 mmol) , M OV /U-800mlZANZ., 190°CIZ CT2RERFRL 7=, =
FETHHALZ%, K500ml, ¥7mm A% 500mlz Nz, AU @Gz IRl 7~
o MBI AW & KRBT or It | A RE & K 500mlC = RISk Uiz, A3 R A i e
2T FIDNTTAKL, i~ 30 DR LTt TR B LT, Y
AT NAT DTN 5T 40— TTHERT 522128 Al RIRO1L-T == A
Rr2,3-alh L — b 13.7g(41.2 mmol, IX540.6%) 147,

BRI (A R1L3,2-b] s — )L DA )

AR ZE S B HL722000m] = 0 77 A22123,3" - AF L VAR —/150.69g(205.8 m
mol), A/VIFEER) =T /1-30.55¢ (206.1 mmol) Z N Z., ZAUZAY /—1640g% %
TR LU72, ZAUC, ERiE5.0g (51.5 mmol) 2343 AT T L7215, 1RFRHINEGE
Tz, EIRFETHAILIZ% AU RE AR SZIEIL b i E AY ) —
JL500mlT T VAT — P L7z, WEARIERE EL R ARIROA L Fa(3,
2-b] AL — )L 36.8g (143.8 mmol, UX369.9%) & 1%/,

B I AB LB A-19D AR

i SUEE FEE L 722000ml = 1 7 7 A= Z 55% K FE (T MY 42,182 (50.0 mmol) |

i KDME70mlZ N2, 85 FTHRELZ, 27Ul 11-7 ==L Frf2,3-a]
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[0075]

[0076]

F L —)113.5¢ (40.6 mmol) DEKDME (150ml) i 2 1053 AN TR R L. i
THT 4 IR RIS L7, BT, 2-/mm—4,6-3 7 == L-1,3,5-F) 7P 10.4g (3
9.0 mmol) DI /KDME (150ml) ¥k 2 1IRF RN N L7z, W MR T 14, 3IpMEE
ZMRBEL |, £ D% K600gZ M, ATHIL 72 I8 B L 72, I8 L 7=/ % 7K 300g
TEAZY =B L, FIZAY ) —/1300gIZ CYARTY —Peifr Uiz, VEIEZ 0T 5
FL, BRI 21.0g28 7, ZNVETHE KL OAY ) — VI TR 7214 | VAL
LR L, EAE R (BRI EAMA-19) 12.7¢(22.5 mmol, IL#55.4%) 245
77,

APCI-MS, m/z 564 [M+1]" | m.p. 263°C, HIFAEM M (Tg) 131°C

B RBIS (IR EE D — 5D 5 )

. 5058 SR L L 722000m] = H 7 T A=Z 55% K FE kT FW 24,36 (100.0 mmol
)« BZKDME 70mlz )Nz, 238500 N CHREELTC, ZAUZ, AR r(3,2-b] kL 3y
—/L 10.4g (40.6 mmol) DLAKDME (150mD) 7k 2 1053 A F L, il M T #
. LREEHBR LU, B2, 2-71m-4,6-7 == /L-1,3,5-R) 7 20.9¢ (78.0 mmol
) D KDME (300ml) Az LIRFRET2 i T L7z, i TR T3 SR R aflkic L
L EDH, K900gZE A AT U7ZhE Al 2 B8 B L 72, JEH L 72/t hh 2 /K 450g T [m]Y
AFV—EF L, IZAY ) —A450gIZ TV AZY — B Lic, IRBEA TR L1, 18
(fibhh 42.0g% 4572, ZNETHE R OAY ) — VAT TR R 7= 16 | PRI 60T 8
EL, B OEIR (BRIEEHD—5) 13.4g(18.6 mmol, L46%) 1572,
APCI-MS, m/z 719 [M+1]" | m.p. 498°C, Tg Bl&H7
B RBI6 (FIREEHD —7DE )

5 28 FE B 72200m] = 1 7T AT, A2 Rr[3,2-b] AL Y —L 1.3g(5.1 m
mol) . 7RI L—tert-7 F R 1.4g (14.6 mmol) , fERE/ 5 28.2mg (0.037 mmo
D, 2,6-Y7==/L-4-9—REVI> 6.4g(17.9 mmol) L F 1 80mlZiN% | 2
IR CLRFRIBRE L7, 2k —tert-7 T JLIRAT 4264.0mg(0.32 mmo)Z %, 12
0°C CAORFRHIMABEE U7, SR ETIHAEIL 2%, AKT70mlZ N A , T 2 I8 L 7=
 ADNTEERE A )—)L | L Juais)V A TNER, B AT ) — il
HZ Lz X oS E R (BLAEAD —7) 1.0g(1.4 mmol, ULZK27.5%) Z4537-,
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[0077]

[0078]

APCI-MS, m/z 715 [M+1]" | m.p. 426°C, Tg #BASHT
B RBIT (B G B — 1905 %)

i 528 SR B L L 72 1000ml = 17 7 A20Z, 55% K FE kTR 22,2 (56.0 mmol)
i /KDME240mlZ N A, 2838500 T CREFR LTz, Zhil, 11-7 ==L Fr(2,3-a]
F X —7113.3g (40.0 mmol) DREAKDME (25ml) #8103 2 T FL .
TR TR IR R L7, WIS, 2, 4,6-RN)rme-1,3,5-M) 7Y 8.8g(48.0 mmol)
D KDME (150ml) itz LRI B Uiz, 8 A& T4 SRR 2k L
Z D%, K500mlZ A, A L7z ib bz e i L7z, 8L 72 s 7K 300g T - [B]Y
AFTY—PEF L, BIZAY ) —/L 3008l TYAT)— i LTz, TBEAJUE R 5L, W
HR AL 18,2845 72, MBI A RIS 9710 IRD BT,

RIZ2000ml = H 7T AT, LFE T2 B fARiah 18.2g (38.0 mmol) | 7 ==/1
A9, 7g (80.0 mmol) | T hI7FA (M7 2= )Lk AT 42) 7357 11.8g (1.6 mm
ol) =& /7 —/L150ml, MLt 450mlz N2 TR L2, £ Dtk ., RIET N 429.8g(
280.0 mmoD?DK(140m) IR E M %, 85°C CARF B L 7=, S|IEFTmAEIL /-5,
7K200ml, F/Li-200mlz NA AHEREE KRS IZ L AHEE 2 200mlo0 K THEH
UTe, A2 milig~ 7 23 7 DTIK L fiilig~ 7 Ry LRI T 1 | VR
EWIEHE B UL, 2naey7anri s g OTEl ) — WS TR 745 | VI s
JER AL, AR (FREEHB—19) 5.2g(9.2 mmol, ILHE23%) 2147,
APCI-MS, m/z 563 [M+1]", m.p. 2562°C | Tg 127°C
B I8 (BB A — 9DE L)

i SRS SR E L 72 100ml = 117 T A2 Jifg /3T 4 (11) 0.21g(0.94 mmol) D
2L (20 mb) BTN, B tert-7 FILARAT 42 0.76g(3.8 mmol) &% . 60 °C
T 30 SrNEMBFR LU T2, ZOWIRE | SRR F60 CICBASNeARFr[2,3-alkv
XY= 4,6g(18.0 mmol) | 3-H L 3L T EA P 5.8g(18.0 mmol) N t
ert=7"hFF U AT7.7g(80.0 mmol), DF 1> (180 ml) IR LMK LT, D
%130 "CETHMLL | [ TS RFRUINEMEHEL 7, I ETmAILZ#. K 200
ml ZMA Tz, WAKBEL A HIEZ R AR E Az, ZnEy7an R
Zo RO )= AT TRANTR R 7212 W2 U E R R L 11-(4- R v
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[0079]

[0080]

[0081]

==L) A RR[2,3-al L — 4.2 (8.4 mmol, W4T %) 24572,

AT, AR SR E L 72200m] = H 77 A2, 55% /K38 M) 40.42¢ (9.6 mmo
D Bi/KDMF 10mlZ Nz, 238500 F TR LIz, ERtll-U-n "y inr==
M)A Rul2,3-al 13— 14.,0g(8.0 mmol) DE/AKDME (20ml) ik %, 1043 il
T P U7z, T R T TR L 72 %%, ZAUC2-—rmm-4,6-V 7 == /b
-1,3,5-F) 70 2.1g(8.0 mmol) DIt KDME(20m) ¥ & 1 FERI2 i F L7, T
T4 SFIMMBER L7214 . K100 N2, AT I L 7o S A IE I L7z, I8 L 72545 b
Z7K100gT RV ATY—FEH L, FIZAY /—1100giZ TIAT) — e LTz, A
ZWER L, BmORENEST, ZNETHE/ AZ ) — Mz kA2 2 LT,
FOFER (BREAWA—9)3.0g (4.1 mmol, LEH51%) 24572,

APCI-MS, m/z 729 [M+1]" | m.p. 319°C . Tg 168°C
BB (BRI EMA—17TDE )

i 528 6 L 722000m] = 1 7 7 22| 255% Kk #4bF M)™ 44.8g (110.0 mmol) |
i KDME 70mlZ A, 238500 FCHHRLZ, Zhis, Ao Frf2,3-all Ly —
/V13.5g (52.7 mmol) D /KDME (150ml) #i5%, 1053 2> T T L7z, 6 PR T
% THRRRIFR B R L7 1% . 22—/ mm-4,6-37 = =b-1,3,5- M) 7 29.4g (
110.0 mmol) D iR DME(150mDEA #E 2 LRI T L7z, i IR T 5 3[R
FRUTZ#% . K900gZ %, AT HE L7zl dd 28 B L 72, S H L 7256t hh 22 7K 450g T - [m]Y
AZY—PEH L BITAZ ) —A50giZ TIVATY — Py LTe, Va2 U AL
fh 35.0g% %72, ZIVETHE/AY ) — /2 XD R 228, SR (Bl
IEAMA—17) 24.0g(33.4 mmol, YLF63.4%) Z457-,

APCI-MS, m/z 719 [M+1]" | m.p. 426°C, Tg BlHllsh$
B RBI10 (FIRIEEC—19DE )

i S SR E L 7250ml = 1 7 7 A3, iR/ T (11 0.071(0.32 mmol) D
v (5 ml) I, B tert=7 F LA T 02 0.32ml(1.3 mmol) Z/%., 60 C
T 30 3 MBEMBHRE L7z, ZOWiH%E R K F60 CIZBASHTZI -7 == /LA
12[2,3-al /L —12.0g(6.0 mmol) | 2,6-3 7 == /L-4-F—REYTL 2.52(6.9 m

mol) & O tert—-7 " RMID L2.62(26.7 mmol), DFT L2 (60 ml) WK 2 150K
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[0082]

[0083]

[0084]

[0085]

L7z, FD#130 ‘CETHIRL, R T BEF B L /-, RIRETHEILZ%
VK70 ml ZANA Tz, AR BEL . A IE AR IRAEL | 4.85g DA A 1T,
INEVIARRAS S RONTER ) — AT TR R L 7214 TR B L, A
[ R (BRAEAC—19) 1.4g(2.5 mmol, UL3R36%) 24577,
APCI-MS, m/z 562 [M+1]" | m.p. 277°C,287°C | Tg 130°C
FE i1
B 1IZ3BUNT, IR0 nmDITONHZR 5 iR B S RS T2 7T AR 1T
B A BIE AR AR EIT T, BZEE1.0X 10 PaCAE@ S 72, £79°, ITO RITIFAL
WA ELTCuPe (72 ay 7 =) %25 nmDESITI R LT, Iz, 1EfLigk)E
ELTNPBA4, 4’ —EAN—(1—F7F)) —N—T ==L T73)) BT 2= )L) K
HHPESS nmDBEIITJER LTz, RIT, Lk i, e L TBAlg(p—~
T2ENT 2 )T b= ER(E2—= AT I —8—F ) )TN TN = L) Elr (piq) 3 (R A(
1 =T 2= AT V) AV LEER) &% 72 D755 | I (piq) 3734.0H &
%lZ72DEHILFEAE L, 45 nmDESITIER LTz, WIZ, B —E FikE e LTk s
MA—19%10 nmDEZITER LTz, KIZ, 5 B FixfEe LT, Alg3(FA(8
—X U )F8) T A= LK) 220 nmDJESITEAR L2, B2, Bk i,
BAHEABELTLIF (7oL U 5) 20.5 nmDESITIERL LT, eIz, 811
NE FIZfaE e L CAL(T =T A) 2100 nmDESITERKL . AHELE 1%
TERR L7z,
T i 3] 2

P i M OVER ik e DI A2 22 120 nm, KO0 nm& L7z
LIS, SERERI T LRI CHIEELSE T2 1Bk LT,
b1

kg AR &, BB A 230 nm& Lz PAIAM T, SERERI 1 L RIERIC
L CHWMELRE T2 /ERLT.
RO AELE FIOAMREIR A LBt B AN L 728 2A, 1D ISR
TR Z A T HZE D RSz, R UTIRBWT, KL O HEERIE, 200 A/m
“OPIEATIEA00 A/m TR, 7ok, BFRIEAT ML ORK I 13620
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nmTHY, Ir (piq) SMEDFENDFEHILTNDLZENR DT,

[#1]
BEEE B % ¥ o 5
(V) (cd/A) (hr)

L 1 10. 8 6. 5 1200

E i 2 10. 3 6. 6 1500

el 1 1.0 6. 4 800
FUNRT IO, FHaBI K OR203E 7%, el f10FE 7L~ T KE T
W, RFMEER TE TN,
FE 3
B 1IZ3BUNT, IR0 nmDITONHZR 5 iR B S RS T2 7T AR 1T
B A BIE AR AR EIT T, BZEE1.0X 10 PaCAE@ S 72, £79°, ITO RITIFAL

HAJBEL TCuPc25 nmDESIZERR LT, WIZ, IELEEE L TNPBZ45 nm
DESITER LT, I, IEfLEEE FI2, 588 S L TAIg3%20 nmD ESIZIERL
Uiz, I, B — Bk o U TE A WA — 19210 nmDBESIT A LTz, IRIZ
9 A S LT, Alg3% 30 nmOBIITIERL T, BT, R E i, B
FHENEELTLIFZ0.5 nmDBSITR LTz, It I2, B EANE LI B
ELTALEZ100 nmDJESITIRLL | AHEELR T2 /ER L7z,
i il 4
ik e S OV R ik g OIRJE 2 % L2430 nm, 10 nm& L7=LISt
I, FEREBI3ERIERICL CTHISELSE -4 1FR L 7=,
He 2
Bk E A & R
L CHWMELRE T2 /ERLT.
FONT-ARELE HIOAMB BB LI 2N 72824, &R2DLH7
FENRHEE AT DI EDMERRS NI, RN T, B OE DT, 200 A/m
* R AIT400 A/mT TOMETRT, Aok B FIEAT ML ORI R 1E520

FB s 240 nm& L7z DM, FEHEF|3&[RIARIC
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[0092]
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