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(57) Abstract: The purpose of the present invention is to provide an an-
thraquinone derivative whereby it is possible to simultaneously achieve a
weight reduction, capacity increase, and service life extension (cycle suit-
ability) in a lithium ion secondary cell, as well as to provide a positive
electrode active material for a lithium ion secondary cell containing the an-
thraquinone derivative, a positive electrode comprising the positive elec-
trode active material, and a lithium ion secondary cell having the positive
electrode as a constituent element. This positive electrode active material
for a lithium ion secondary cell is characterized in containing anthra-
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[0039] RLUIBHMXIGEBRO 7L VETHLIIENFELL., EBBEHRO I =
ZLYETHDBIENEYTFELL,

[0040] n,IdEESEETT1~1000DEETHD, nld. 6LLLDERTHD
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EBTFE LV,

[0041] m3ESEZTT1~100EHTHDS, miid, 2ULEDERTHDZ &
BIFE LW,

[0042] AFEBRICLDT YV
. AFRRPICLZT Y
T &AL,

[0043] [{k15]

NSF/ VEEHBOEFE LWEKNAIREEYERT
NS/

J
F /) UFEENRBIE. IhHSDILEMICBREIND

m
(eaes
| .
i

Ny

{B—1-B)
o N i) N
Mz
(B—1~C} {(B—1-D)

jner)

(B~1—-E}

[0044] S RIC, AFEBICLZ 7Y NSF ) VEEEXRBDERAEICDOWTHRRS,
AFRBPICLD TV NS/ VEERBOARRBRRIILUTTH S,
[0045] [1b16]

Ullll

g\/@NHZ N
r R, Ha , TiCl4, DABCO
—_—
chlorcbenzene N
n;

(T B T E-2
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[0046]

[0047]

[0048]

[0049]

[0050]

2-70F7VAZF /Y (B—a) &EZILT7 2 ZIILROVERRCY v
Br M) ULZBEMI2ZKO MV I VARIC, TIFALIMN) 72 ZLRZR
4IRS TYTL (0) ZERETHRMLTHFZY (B—b) Z6WKL (I
B—1). #Z0*%=Y (B—b) &, ,4-Y7HFELs002,2,21404% > (
78mg, 0.70mmol) &, F=Yr&@/OONRVEVAERICIELEFS Y (IV)
SO0AaRVEVERERMLT, PV hS*/ VFEEK (B—1) 28K7T
%5 (IEB—-2),

I5IC, IRB—3& LT (LBOARBRETIERRINTULAL, ) .
ZL714VEBALE7VNSF/VEEK (B—-1) OoF o075
viamk @ml) 12, 2,2 -PYVER (4 T7FO=rYJ) (10mg, 0.06mmol

) EERTHRMLT, Py hS%/VESK (B—1) OAL 714 VEHESR
BIEBIENTES,

(4) VFOLAFVZREMBADODT7 Y NSF /) VEFEEKRBAESEI HIE
WBEYE

ARERBICELD)VFUOLAF Y ZREBROEEENE L, FREBICLDT
YhNSXF I/ UFENRBEEE TSI ERFHET D, IIT UFUOLAS
V_RERROT Y NSIFXF /) VFEKRBEIRE TS EREMEEIE. VFD
LAF Y ZREBDRERISRURERGE EDEBRIGICENT, YF
LAF Y ZREBDEBTERFSTIMEDI %W D,

(5) 7Y h5%/ VFEEHKC 1 RUC2

ARBICLDTY MSF/ VFEBKRC1IE, FRE—HKL (C—1) THI
haZeaRed s,
[1£17]

(c—1)

n,
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[0051]

[0052]

[0053]

—X (C—1) thy R, BB L IEBROBHKRKRIEKRE X
FERE L IBEBEROBFERKIEKREEZTRL, niid1~100DEHT
$Hb, TIT. RICBITIEROEHERIEKRE, XIEBEROFEERRKL
KREEE, BBIERRIEKRE, XIFFERRIEKRED, ERETHILE
BINBZEERKL, AIAIE, BEOT ) —ILVEXEEBERORIKRBIRET
HDBEE. TOT) —ILERHRIEZTOBRBREDCE LMY ICH AL &
L1 DODEBEMEEET DI EERKT 5,

R d. 1EOEHRE L IJ|EBLOBEHKRIEKRE, BEELIIEE
BOFERRIEKFETHNE BIREINDZ @RV, flXE &
BXIIE|EBEBOAFILE, BEXIEREHROIFILE, BEREXIIEREHLEOD
—7OEILE, BREXXIIEBROAY TOCILE, ERXGEBRON -7
FILE, BRENIGEERDs e c—TFILE, BRNIIEBROI YV ITFIL
BXIEEBREDOte r t —TFIE, BREXIEEROnN —RVFIL
BXITEBBLOA VYRV FINEFOBRVIEBROTILFILE, &
|EBEROV 7OV FILE, BEXEEBROY 7ONFVILEZD
BXIIEBBROBRT7ILFLE, BEXEIEEHROEZLE, BEXIIE
BOT7)IEEOBRITIEBELROT7IV I ZILE, BREXIIEEROY
ZVE, BERENXIGEERO N LVE, BEXEIEEROT 7 FILEZEOER
RIGW|EBEHOT ) —ILE, BERENEIEBRORY VIEEOBRIIRELR
DEEBRTIVELEENZEIFSN D,

R, A, BMETHEILBHRINIBFOBHRESL LTIE, BIREIhZZE
EaWnh, FlAIE, BREUIERERO 7 z LR, BRXIEEBEBROMNYIL
H BERENEIEBROT 7FLEASOBRXIGEEBROT7Y —ILE, BHEX
EERBROA MR VE, EMXBEBROI NI E BRAXEIEREBERO Y
A4 ¥ &, BREXGEBROAY IOEAFUH, BRNIGEBRD Y
NETE, BEXIIEEROsec— T MV E, BERXITEBEHRDtert— 7 k
FUHRZOBHRVTEBROVI IFVE, BRNIEBROV I XY S
IWE, BMXIIEEROS AR ZIILEENETFLOND,

W g
n
9+

B
B
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[0054] Rt TROBEL (C—A~C—K) 2HT2T EMIFE L. HEw
C—A (AFMFIUAFIE) RUC—K (p—AMFIURVIIE) ALY
FE LW,

[0055] [{t18]

R4=C‘A AOL (-F A~LOn
O
C-H 4
Me SN
e 25

c-D A/I\O)C—J/\//\/\I/\Q
t-£ ALY 22l

[0056] ARBICLIDT7Y SF/ VEEHC21FE, TEE—MKA (C—2) TR
naZlez/HHuEd 5,
[0057] [1&19]

o]
ps (c—2)
%R Ny

[0058] —f%x\ (C—2) HORE—HEA (1) FORERAFETHY. ZO—HERA
(2) . R FEBHLE L IE|EBEBLOBHKRRIEKRE XFIEHRELLIZE
BEBROFERKIEKREEZTL, nidd1~1000BHTHD, TI T,
RsICH 1T 2 BROMBIKKIEKEE, XEBROFZERKIEKREESIE, £
BB THANZRUIDWT BRI, BEIHRKILKRE, XIEFERKILKRE
B, BRMETHICERINDZEZEKRL, A BRO7) —ILEXIZ
ERORIREBRETHIHEIE. 207 ) —ILEBONIZZORRERED
BREBDICORCED T ODOBEBREEZE T EE2EKT 5,
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[0059]

[0060]

[0061]

[0062]

Reld, 1EIOEHE L (FEEROBEHKRRILKRE, BRELIIEE
BOBERRIEKRETHNIE, FICREIND 2 &iERW, fIZAE, B
BXISEBROAFIVE, BEREXEIEEROIFILE, EREXEIEERDN
—7O0ELE, BEREXIGEEROMV7OEILE, BERXIIEERDOn -7
FILE, BERXIIEEHDs e c —TFILE, BERXITEEBEROAY TFIL
H BERNXIIEEHROte rt —TFIE, BERXIIEEBRDOnN —RVFIL
HE BEXEEELEOAVYRVFIEZFOERXNIEELO7ILFILE, &
XIGTEBHODY ARV FILE, BREXEEEROL 7ONFVILEEZED
BXEEBHRORR7ILFIVE, BEREXIIEBROEZIVE, BRXITE
BOT7YINEEOBBRIIIB|ELROTILIZIVE, BRXIIEERO Y
ZIVE, BERXIGEBHON)IIVE, BEXIIEBEROT 7 FILEZDER
XIGTEBLDT ) —IVE, BREXIEELORY VINEEOBRXITEERR
DEEBRTIVELEENZEIFSN D,

R:A, BEMMETHICBEMINZBOBHEL LT, HICREINhBZZ &
WA, BIZIE, BREXEEEROY - IE, BREXXIEERON) L
B EBERXEIESHOT 7FILEFZOERXIIEEHO7 ) —ILE, EHEX
EEEROA M OH, BREXEIEBEHOI M VE, BERXIIEERD T
OEZFH, ERXIIEEROMY 7OEXFIE, BEREXIIEERD T
Mo E BBREXIIEE#ROsec— T M UE, BRXIIESEHRODtert—7 b
FUORZOEBRXIIEEROTIIFVE, BRENEIEBROYAFYSZ
IWE, BMXIIEEROS AR ZIILEENETFLOND,

Rol&d FEEDHEER (C—A~C—K) THHIZEMNFELL., BHBEXC—
A (AMEFUAFILE) RUC—K (p—AMFIRVIIE) THDBI E
NEYFHERLLWL,

o3

B
B
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[1£20]

RCA A0 C-F Amsn
o
c0e i,
CPDA/@C—J/\/\Q
£ 2 RO

[0063] R,BRURA. BERA (A MFIUAFILE) RO/ UEHEERXK (p-% b
FIORVINE) THEIZEDNRICHFFE LWL,

[0064] ndESEETT1~1000DEETHD, nsld, 6LLLDERTHD
EBTFE LV,

[0065] AFERICLZT7Y X/ VFEHRC 1 RUC20HF LWEFNAIRE
B (C—1—A~C—1—-K, C—2—-A~C—-2—K) ZRTH. £
BRICE 27V o/ VFERC T RUTC21FE. ThoDIEEMICREI 1
BT EERW,

[0066]



WO 2012/147398

[1E21]

n,

(C—1-G)

20

(C—1—D)
O~
ot~

(C—1—H)

Ny

nj

Ny

PCT/JP2012/054167
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[1£22]

(C—2—-A)

OMe

oA OMe

21
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[1£23]

[0067] ORI, AFEBRICLZ 7V MZF/ VEFEHKRC 1 RUC2DERAEICDOWN
TR B,
[0068] —fxz\ (C—1) THRIND. ARRAICLDT7 VNS F/ VEEHCTO
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BRREIELITTH %,
[0069] [{b24]

O/\/O’NHQ
@:Z':(;,a NaH, R,, O:E:[j HaN , TiCl4, DABCO
chlerobenzene
N n
3

)
(C-a) (I:= -1 {C-b) (T C-2) {c-1)

[0070] 2-EROFSTUrSF/Y (C—a) DIAFILRILLT I NBFERIC,
KFREF N DLZOCTHRML T, ZOREEWMICNOST Y (R,—
) ERMNLT, ROBHEAETZT7VRSF /Y (C—b) 2EKL (T

C—1). ZD2MICR,DEBEEZETZT7VISF /2 (C—b) &,

IFLyIr=)veE, L,4-O7HFEDo0l2,2,2]x7 04 EprsoaNy
TUBRICELEFS > (IV) 70ORVEVERERMLT, 7Y 5%/
VR (C—1) 5AKRT %,

[0071] —f&:X (C—2) TKRINDZ., ARBPICLDZ TV NS F/ VEEHKRC20
ERREIELLTTH B,

[0072] [{b25]

@/\DNHE
0
,@DH NaH, R,;—X, Rs—X Q‘IO O‘R HaN , TiCls, DABCO
HO OMF Rs 1y * chlorobenzene
)

o
{C-c) (T C-3) (C-d) (T2 C-4

[0073] 2, 6-YERAFSTUYRSF /Y (C—c) DU AFIRILALT I RIBRK
IC. KRIEF M) DLZCCTHRMLT, ZORIGEEWIC2DOD/ O 1t
M (R,— X, Ry—X) ZHMLT, 2ICR,DEBE#REZEBL., I HIT6HLIIC
RDEMELZETZ7V A%/ (C—d) Z#HEHL (TFRC—-3) . 2
IICR,OEBEBREABEL., ISIC6HMICRDBBEEEEFITZTZ7VESF /Y (
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C—d) & IFLYIP=YvE, L,&-U7HELHO,2,24 045V
O7AANRVEVERICEEFS Y (V) s0ORVEVAEREZRML T,
TUNSFI)VESK (C-2) ZEBH LT,

[0074] (6) UFOLA AV REMBODT7 VY bSF /) VEBKRCI1 2858795
ErGEYE
AFERICELD)FOLAZ Y ZREBAOERENEIL. AFKRBICLDT
VESFRIVEFEBHRCI12E8FTEZEE/THET D, TIT UFILA
FVREMRAOT Y NZX I/ UFBKRC1Z23F T EEEME L&, V)
FOLAA YV ZRELORERBRUORABERIGEEDEBRIKICENT, Y
FOLAZ Y ZREBODEBRTERFTS T IMEDOI & E2WD,

[0075] (7)) VFoOLAAVYZREMBOT7Y MSF /) VEEBKRC255ET 5
ErGEYE
AFERICELD)FOLAZ Y ZREBAOERENEIL. AFKRBICLDT
VESFR I VEFEBHRC22EEFTEHEETHET D, JIT UFILA
FVREMRAOT VNS X /) UFBKRC2%Z3FTHEMEME L&, V)
FOLAA YV ZRELORERBRUORABERIGEEDEBRIKICENT, Y
FOLAZ Y ZREBODEBRTERFTS T IMEDOI & E2WD,

[0076] (8) 7Y hZF%/ VEEEBHKD
AFBICLDTV MoFX/ VEEHKRDIE, Fie—MKL (D—1) TKRIN
T EERHBET B,

[0077] [{b26]

m,

[0078] —#&zL (D—1) . Reld, EIREL K BREEROEHERIEKRE. E
BELCREEROFERKILKRERE, XIFTFie—Mm= (D—-2) TKRIH



WO 2012/147398 25 PCT/JP2012/054167

2EERL. nBRUMIE1~100DEHTHD, TIT. RJIIHITDER
DRERFRIRALKRE, RIGBHROBERKILKRE S IS, BBHRKIEKRE
. XIFFBEHERLKRED, BERETHICEHRINSZEZ2RKL. AIAE
BEO7Y) —IIEXEERORREBETH2HEIE. TOT ) —ILEE
PRITZTORREBLEDREMAICOLRLSEH 1 DOBREZET S L%
BT 5,

[0079] [{b27]

-0—R; (D—2)

[0080] —f&xX (D—2) m, RyiE, BMWE LK BREEBBROEMHKERILKRE, X
FEHRE L IBREROFZERKIEKREERT, TIT. RICHITIER
DREPARRALKFRE, XIEZBEROFERRILKRE & 1E. BBIKRRIEKRE
. RIFFERRACKRED, BEMETHRICERINDIEEEKL, Az
BEO7Y) —IIEXEERORREBETH2HEIE. TOT ) —ILEE
AXEEORREBVLEDRE LRIV ES 1 DOBREZETDI L%
BT %,

[0081] R AE#MEL K FEEROEHKRRICKRENIGELRSE L IZEEHRODR
BRI KRETH2HE. 1 HOBHRE L (FEBROBEIKRIEKRE
. BRE LK EEBEROBZERRKIEKRETHNIE, HIREIhDZLIF
BWA, B, BEMXITEEROAFILE, BERXITEBEROIFIVLA,
BUMEXEEELROn —TOELE, BREXIEBLROMY 7OEILE, B
NIFEEBEBROn —TFILE, BERXITEEHRDs e c—TFILE, BEBXIE
BEBMOAY ITFINE, BREXEBEEBREDte r t —TFIILE, BEBMXIIE
BEHO N —RUFIIE ERXFEERON VYRV FIESFOELRIEE
BOT7IFIE BEREXEEBROS 7ORVFIVE, BRXEEBHROY
JONFUNBEZEOBRNIBELORRT7ILFIVE, BRXIIEEHROE
ZIVE, BREXITEEROT ) IIVEEOBRIXIIHEEROT7 IV ZILE, &
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[0082]

[0083]

[0084]

BXIIEEHRO7 22 IIVE, BRXITEEHRO M) IIVE, ERXITEEROD
FIOFIEZFOBEXITEEBELD Y ) —ILEEI’ZEITFOLN D,

RABHE L FEBROEHKERIEKREXIZERE L IZEEBRODOFR
ERRIEKFZETHIHE. BERETRICERINIBOBRE L LTI,
BIREIND Z &ERWD, AlAE, BREXIEBRO 7 T ZILE Bf
XIGHEEBLDO M) IIVE, BREXITEBHROT 7 FINEZOBBRISEEILRD
7)—ILE BERXIIEEHOAMFIE, BERXEEBEROI MFUE,
BERNEIEEHLROIOEA F R, BRXIEIEEROMY TOEF X H,
EMXITEEHRO T MU HE, ERXIEIEER Osec— 7 MF VR, BXIE
WMEBEHDtert— T MRV EZOBRIEEBEROT7ILIFSEENSETF LN
%,

RA—MR (D—2) TRINZETHZIHE. RiAE. 1HOB#REL <
FEBIROREIHKRKILKRE, BERELRBEBEROFERKRKILKRETH
N, FICEREINS Z &IFAVWD, A, BER-XIIEBERO X FILE,
ERNEEREROIFIILE, BREXEIEERON—TOEILE, BERXITE
BHOA Y TOEIE, BRXITIEEROn —TFIILE, BRXIEERD
sec—7FIE BERXIIEEHROSAYVITFILE BREXITEBEHRDt e
rt—7FIE, BENISEEHRON —RVFIVLE, BRIIEEHLDOAY
RYFIESEOERITEEROT7ILFILE, BERXEEBRO /7Oy
FIVE, BMEXITEBEROY 7 ONFVIIEFOBRIIIHEBEROBIRT IV
FILE, BEXGIEBHROEZILE, BEXTIEERO7)IEFODEHLX
FEEBLOT7IVTZIIVE, BERXBEERO7 T ZIILE, BREXIIEBEROD
MYIIWE, ERXIEERELROST 7 FILEFOEBRIIEERD 7 ) —ILE,
ERXIIEERONY VIEEFOERNITEEBLOFERT L FILEENE
Fona,

R.A, BRETEILBRINIIFOBHRES LTI, FIREIhD &
WA, BIZIE, BREXEEEROY T ZILE, BREXXIEBERON) L
B EBERXEIESHOT 7FILEFZOERXIIEEHO7 ) —ILE, EHEX
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FEREBROX MFUE, BERXEFIEEROT IR, BREXIEEBRDT
OEF OB, BREXEIEEROA Y TOES XD E BRXIIEEROT

NI E, BEREXIEIEELRDsec— T MR, BMXIIEERDtert— 7 b
FORFOBERXITEBRO7IAFVE, ERXIEIEEROAFY S
IWE, BMXIIEEROS AR ZIILEENETFLOND,

[0085] ReIANTORFEZEITIBHRETHD I EMNIFHLLY,

[0086] RUIANTORFZEITIBHRETHDIIENMIFHELL, I SIS, TEEOHE
BEX (D—A~D—L) THHEIZEMIFHELL, IHIC, #BEAD—A (X
PEIAFIVE) THEIENLYITFELL,

[0087] [{k28]

R:

pe &I
b AKg,

[0088] n3EEEERT 1~1000DEBHTHD, n.d. 2ULOEHTHSZ
EBTFE LV,

[0089] mMUIONISEESEZTRT 1~100DEHTHD, myld. 2UEDEHT
HdDIEDTFELLL,

[0090] n,Em,EDEE (ny:my) FEEDOHERETEIWVA, ny:m,=1:5T
HdDIEDTFELLL,
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[0091] O RIC, AFEBRICL DTV NSH )/ VFEADOHFE LWEKMBAIRIEEY
(D=1—A~D—=1—-M) %9, AEBICLDZT7VbSF/ VEFEEK
DiZ. ThS5DIEEWICEEEINSD Z &AL,

[0092] [{k29]
'ﬁEotEt

(D—1-A) (D—1-B)

Lo 05
OMe . O _ Q N O
(OA\ < /@'} @» @%
@j@ & s @@ ® .

(D—1-C) {(D—1-D)
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[1£30]

[0093] RIS, AFBRICLZT Y hSF /) VFEBERDDERAEICDOWTIHEND,
AREBRICLZTVINSIF /) VFEEK (D—-1) OERRBIIUTTH S,
[0094] [{£31]

U\ﬂm—“
serRicoraibniiic X
chlorobenzene

0 o]
(0-a) {D-b) (T#&D-1)

[0095] 7vhZ%/>v (D—a). *#/¥ (D—b) ., 44 -TFL V7Y
YRW, 4V THFES - 0O[2,2,214 04> (323ng, 2.88mmol) DV O AN
vy @Gnl) BRIC, BEFFy (V) o/nORyEVERERML T,
PUhSx/)VESK (D—1) 2EKT %,

[0096] (9) UFOLAF VI REMBADT7Z VY NSF /) VEFEEKRDASEI HIE
BEYE

AFERICELD)FOLAZ Y ZREBAOERENEIL. AFKRBICLDT
VhSFR I VEFEBRDEEBETHIEEFHET D, T, YFILAF
V_RERROT U NSIFXF ) VFEKRDESRE TS EREMEEE. VFD
LAF VY ZREBORERIGRUOBRERIGHREDEBRISICEWNT, YFU
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[0097]

[0098]

[0099]

[0100]

[0101]

LAF VY ZREBDEBTCERTSTIMEDI &%),

(10) VFOoLAAY ZREBBDIER

AKRERICELDVFOLAA Y RELADERIF, KFERICLD)FUL
14 ZREBBOEBENENEERDOD R EERAIIKAOND I &
ERHET 5,

EEREFIVFILM AV ZIREROREIETEDNHE. ERICERET
LT 57O DIEEMICREREREFREERDOIETH D, FERIEZD
EFELERTERINE. REOMKREASZ, BHICKH LR THN
EEICREI QWD GIZE, $8E. PILIZULE, PILIXyad
Bifohs,

FBENEZEERDODLR EBREIHEADOHDO—DDHEEE LT
PR, SEROREICERENEZRGTI DI ENETFOLND, JIT
BETLEREERICEREYNELHE L ETHD, BRI DAEEL
T, BIARE, O—)a—NE TavFa—MNE KIS —TL—RE&E,
RFL—a—= K& A—FTVI—REED’ETONBDN, VFoL1FVZ
REMAEREERT ZBIC—RMICAVSONIZBAEAETHNIE FICR
EIND I ElERmWn,

AFERICELD)FOLAZF Y ZREMADERIE, AFEPAOEREYE &
BHhETEENHE. EEROPRCEERAICHEATEL, EEHFITE
BEHEBRDZ/HDITHMIND2EDOTHS, BEHF & LTE. AIZIE &
REWMRTFCTHIO—RYTSv o, B 7EFLVITSVv I, 5¥F v
T2v 9, A=K7 7AN\DPETFOLND, ThOoZBEBTRMLTHLL
L. XIZZh oAU EEAEHLETHRMLTH LW, FMNEE. AFKEH
DOEMENE1 00 BEEYAY, 10~2000EENTHB I ENFE
L. TO0~1000EEMTHE I ENLYITFELL, 200~800
BEWMTHDENRICEFFE LV,

(11) UFoLAA4 YT REN

AFRBPICLD ) FOLAA Y RERIE., EBE, BiBE., EEEEZD
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[0102]

[0103]

[0104]

BELBAERE L, EMAARRFAOEB THD I &2/ ET 5,

AFRBPICLD)FOLAAF Y ZRELOEBIE) FULRERTHD I &
MFELW, YUFILREREIE, B FVLN)FoLE: (BIZIE. L
i —A I &&) QLRI FUVLREBMHE., XIZVFOLIVI—HL—
SaAVRFBMBICLYBRT 22N TES, UFULREEMEIL. B
HRETHERAT I ENBROBRELLORTIFHLLY,

AFRBPICLD ) FOLA AV ZRELOEREIZ., EBE BREDRBICHE
BEINTEL, EMEOBE LTEREEINTE LW, EFEIL. EEEDRA
BESOR)I—FILTEBRTEZE (RYS—FILERE) »FE LW,
RV —BREICSEFNI2EME L LTE HIAIFE CF;SO;L i, C,F,
SO,Li. (CF;S0,) ,NLi., (CF;S0,) ,CLi. LiBF, L
PFe LiClOZDYFILENESFOND, SRELAMRYT IAMBITIH
KAETHD I EMNFE LWL, ZOLDQRIEKBFEICIE, HRA—FRRx—F
 BRA-—Rx—b BRIZXFIL, Z MDIVEEY. BREKY. 73 M
BY. RR7x—MLEY. 7IVEEMENEEND, FKBEDEKE
ELTE, BIxE TFLYA—FRx—b FTOELYA—KRR—F JI
FIA—RR—M IAMNFLIHY, y=TFOZI7 8>, N=XAFILE
aAyv /. N, NN =UXFL7EMPIR, JOELYH—FRRX—FE&
CARNFVIHIVEDREY., TFLYVA—RR—MNESIFILA—RR—
NEDEEY. RIWEKESVETFTNZEROT7SVEDREYINEIT LN S,

RYv—=FILELTIE SEGHKH Bz, IRGACURE184
BEFLND, ) TERIDISLARIT—TA210 (RUAFTTILFL
VHEBTBEEERETIVL—MRYT—) ERAVWARIEMFELL, FX
roa=ZbMILE, PUOVIVEBAFILELLIEASY T ) ILEEOOR
JR—%AWSZEEFE LWL, RYST—HIEREIZ, R)Y—%2BRE
BRPICRET 5D, XRBIEREFROEFEET TR Y —DOBREA (£/
N—/1EY) ZEETDHIELLI>TH/IIENTES, IHIC. HRE20
02—198095F5RMICEHDOR) AL 74 VRTILEFEICALNLN

il
i
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[0105]

[0106]

[0107]

[0108]

5, ZOFTNIE, RYUIFLYOENLELTHI O%LRYIFLYSY I—
WIREDRYIFLVAFYROA) IX—%223FT2LEWMTIT 7 M
INTWIIERBEBR)T—DTILTHD, TOR)~—IE, FIZ7 MER

VDIFLYEMENEERY, REODEREBERZRIXNL T ILEL, %
ORIRERET D8EN%EET D, LAEN>T. ZORY T —%2EMRERR
WIORBT DL >THIVEREER/DIENTES, e, FIBDIER
BR) Y — 5 ARAEROERERRICER U LBRICEBET / v — 5K
MUTRDIRAEEHMEEMICERL, TORBHET/ vV —2RBESIH
DRIGFHEIHTEZEICE 2T, ZORERME—KIEINIZR)Y—FILE
REZBDELHTED,

AFERICELD)FOLAF Y ZRERIE, —DOBRERELTEAL—
H—%ZBATHELL, BXL—F—F, VFOLAA Y ZREBDEBRY
BIBENEMLAEVWEDICTZ2ENTHEWSZENTE, EFEZSATHEL
W ZLT. /L—4—& LT, B, R)FOELVYZAE 71
L, FEGHEBEF LN, RYTOCLVYSAE T A LLDFELL,

AFRBPICLD) FULAF Y ZRELOBEFE (BEEER) FEREDD
DTEW, PIZIE. EREARICARPOERZZZIE, TOEREICE
NL—=8— HZRT74NWI—%BEL. ILILABZEET SHENETS
bh, IHIC, Bl EFELZSCENL—4%—, BB%ZRICERGDLEE
FRERNETF 5N S,

ARERICELD ) FOLAA Y ZREBDIINE. RAMOFRTEL HIA
3. BBREER. SOKsE€BET—R. BBy —2. XET7ILI =7 LER
EDEBBEEENBRE7 A IVLDLREZTIRXR—MNT4IILALICE>THIEL
EDNEFONE, IHIC, VFULAA Y IREBOANBERIRIE. FlA
. AR, A8 34 VB, P MEESBEFLNDED, ThHICRES
N3EDTIERWL,

(12) E@

AFEBPICLZ2EME, ARERICLD)F VLA AV ZIREREZERHR LS



WO 2012/147398 33 PCT/JP2012/054167

EERBHET 5,
[0109] EmiL, FIAIE. BBE. REMEMIBEEE. BEm. tOY -2 &

BEN, BEREm. BREM. BXElR. EXERFIEITSN D,

el
[0110] BUF. AFEBAZ LY EKNICEKRT 27O DORBHZRMTT 25, BH. F
AT, TOEMRUCEEZ®ELGWEETUTOERAICREINS
D TR,
[0111] EHEHFIA
(RiEHA—-1)
(REHMA—-1-1)
SERBIA=1 7 hSF/)VEBK (A-1-1) OEE
[0112] [{E32]

ERFIA-1
Br\©\
W Ng Brﬂcm DABCO \ (HO);B@ B(O?:i cat., base @’:ﬁ(j
(:@Ej chlorobenzene ge solvent, pﬂ O
he  (TEAI) T, (e o,
{A-b-1)
(A-1-1)

[0113] (TEA-1-1) 413 (A—b—1) OEK

7VhSF /2 (1.0g, 4.8mmol) (A—a) . 4~-7OF7=" > (1.65g
. 9.6 mmol) R, 4-T7HET-O[2,2,2]4 0% (2.79. 24, 0mmol) D
200FR L (45nl) SFRIC, BUEFH > (IV)  (1.3ml, 12.0mmol) 2 OO
TILLER (5nl) Z50CTHMLT, 1HE. 75COArFTHB#HLE, 20
RISEEYE., BRBETARAMLTESM NTHAELE, 2BERETTE
RItE/, BBYMESYAFILASLIOR NI S T74— (/ORI L)
ICE>THELT,. 13 (A—b—1) #1587/ (2.14g, INE : 86%, AR
2 MLF—4% :1H NMR (500 MHz, CDCL3) d 6.81 (d, J = 8.6 Hz, 4H) , 7.0
8-7.19 (m, 4H) , 7.45-7.52 (m, 5H) , 7.61 (br, 1H) , 8.30 (br, 2H) ;
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[0114]

[0115]

[0116]

[0117]

13C-NMR (125 MHz, CDCL3) d 121.1, 121.5, 127.0, 128.3, 129.1, 129.4
, 130.6, 132.5, 144,1, 150.0, 157.1) ,

(TRRA—2—-1) PYISF/VEEK (A—1-1) OB
ERICBEWT, 13 (A—b—1) (leq. (H£) ) . 4RV EVY
AOVEE (leq. (HE) ) RUEE (3.5q. (HE) ) OFHE (0.1M) DEB
RICPAfifE (0.04eq. (ME) ) ZFRMLT. ZOREWAB0C TSR, 1B
B L, TORBEEMEAERETHAILTESA MTEEEZ LA, 2%
ERETTHEREIET, X4/ —ILTEIBRIETT Y NS/ VESE (
A—-1-1) 55/,

(EmBIA—1-2)

KERBIA—2 : PV NS/ VEEEK (A—1-2) O

auh

[{£33]
‘%EJZ@‘JA-Z HORB B(OH)2
Br\i e “} o
Br P‘
dp HZNO’ . TiCl4, DABCO (IS:) , Pd cat,, base (m
chlerobenzene i solvent N
5 o]
(A-a) (Ii2A-1-2) ar (T#EA-2-2) S
(A-b-2) ‘

(T#EA-1-2) 13Y (A—b—2) OAEK

7VhSF /2 (1.0g, 4.8mmol) (A—a) . 4~-7OF7=" > (1.65g
. 9.6 mmol) R, 4-T7HET-O[2,2,2]4 0% (2.79. 24, 0mmol) D
200FR L (45nl) SFRIC, BUEFH > (IV)  (1.3ml, 12.0mmol) 2 OO
RIVLEAR (5nl) Z50CTHML T, 1HME, BCOArFTERLE, Z0
RISEEY%E, EEREFTHHILTEZA MT2EEZ L, 2PREBETTE
RIthk, BEYMAL ) A IVAS LAY NIS 74— (200K L)
IKE>THELT, 137 (A-—b—2) #587k (2.14g, INFE : 86%, AR
27 NJLF—4:1H NMR (500 MHz, CDCL3) d 6.81 (d, J = 8.6 Hz, 4H) , 7.0
8-7.19 (m, 4H) , 7.45-7.52 (m, 5H) , 7.61 (br, TH) , 8.30 (br, 2H) ;
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[0118]

[0119]

[0120]

13C-NMR (125 MHz, CDCL3) d 121.1, 121.5, 127.0, 128.3, 129.1, 129.4
, 130.6, 1325, 144.1, 150.0, 157.1) ,

(TRRA—2-2) PV SH /) VEEEHK (A—1-2) DEAK
ERICBWT, 13 (A—b—2) (leq. (HE) ). 1, 4-FAT7xV
IJROVEE (leqg. (HE) ) RIEE (3.5eq. (HE) ) OAE (0.1M) D
BRI, PdfiiE (0.04eq. (HE) ) AHMLT. ZTOREY%80C TI80MH
BBRELE TORIGEEYMEERETANLTES A NTHB%Z L,
APREBETTEREIET, A9/ —/LTHREBRIETTZ Y NIF/ VEEE
s (A—1-2) =7,

(EREGIA — 2) BRI

(EmBIA—2-1)

NFOLAF Y ZREBADERAEHROIESRD
LETERINET7Y NSF/ VEEK (A-1-1) (@2ng) & ¥Fx
VIS (TyFIvITSv oAV —FTaFIHE) (dng) &, BE
NS v F— (TAB-2) (ERH) (Ang) EEBELTY—MMEL. £EK
THDTINIAYvY2 (14¢) (=Z5328) ORALICEE L=, Thi
1T20CE6RETEREIEL., 7YX/ VEFEK (A—1-1) ZEA
T-EWBEER L 7,

KAA VB FOLAF Y ZREMBDIERD

FREHEAEDS VB FOLAF Y ZREBOE®REL, TM (mo | [/
1) DL i PFg (R7vib VBB Fo L) EREREEZSOIFLYH—R
*x—h (EC) /PxTFNVAH—KRx—F (DEC) (EC:DEC=1:1
(hHELL) ) DREBRRTHIEHRR (FOFLFER) ICZOEBEERT
B, TLT. ZOEBLEICR) 7OEL VEAE T 1L Lh bR /L
— 45— (BIVH—-KR) | #2714 W5%— (FPRNVFvIH) #BEL
ILICEBELRD ) FULE (ABEEH) ZBE LA, T0%. BEIC
WENy XU ABRELARETIA VEEMDOTILIAEEZENR., LOBIC
Lo TMEL., EEENEE LTCT Y NSF /) VFEEEK (A-1-1) ., &
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[0121]

[0122]

[0123]

[0124]

[0125]

MBEYNEE LTEBY FULZRAVWERRAREOIA VR F O LA A VIR
ShEFRL 7,

(EREFIA—2—-2)

NFOLAF Y ZREBADERAEHROIESRD

PSR/ VEBK (A-1-1) OBDLYILTY NS F/ VEBK (
A—1-2) ZRAVEUNE. REHA-2 -1 ERAKBRAEETT M+
JUEEK (A—1-2) 2B EBEFEHELE,

KAA VB FOLAF Y ZREMBDIERD

EHBFIA—2—1 ERAKAAET, LEEREZDM VEEMDIERE L.
EHEMEE LT NSF/VFEEK (A—1-2) RUBERENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(LA —1)

NFOLAF Y ZREBADERAEHROIESRD
TURNSFIVEERBK (A-1-1) OBDLYIC, 7YX/ VR T
— A BWEUANIE., BEAA—-—2 -1 2L BAKERAEETT Y NSF /) UR
)R —%l@ABREERL T,
[1£34]

n

TrhIF/RUT—

KAA VBN FULAF Y ZREBDEFED
EEHA—2—1 2 BAKRRAET, LELEBZI( VEEROEHE
L. EBENEE LTS F /) URYIT—RUCEBEBENEE LTEEY
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[0126]

[0127]

[0128]

[0129]

[0130]

[0131]

[0132]

FOLZRWEEREOIA VB ) FOLA AV ZREBEERL &,

EmRFIA-—2—-—1~A—-2—-2, RULLRHIA—1TERHLEZI1 VB
F U LA F > REME B W B>

ERHIA-2—-1~A—-2—-2, RULBRHIA—-1TERHLELI1 VB
FOLAZF Y ZREBMERWT, ROFEICLED > TRREXIIHERER
{127,

BE25COEBET. EEMA-2—1~A-2-2TEELEIT VR
DFOLAAVIREMEO. OIYT7URY (mA) OEERT2HRIL
M (V) IETZETHEL. S9BDAKRIEE., 0. 053X Y T7URY (mA
) DEERTARILE (V) ILETBETHRELE, ha1Hq47)L&L
T, 10094V )LETCHERERBRET o1

BE25CORIET. LERHAA-1THERLAIM VB FoLAMAVZ
REHEAEO. 05IYTURT (mA) OEERT2RILE (V) IETS
FTHE%E L7,

EmRFIA-—2—-—1~A—-2—-2, RULLRHIA—1TERHLEZI1 VB
F o LA A Y REMOEMFEOFTMEER>

EEOAA—2-TRCA-2-2TERHLEIA VB FIOLAFT VIR
EhERWETEREAROKERER1ICRT, M1, 3014 7ILBDR
MEIR (FHRESZME (mnAh,g)) vs. BF (V) ) 2KY, RIC
HEBAIA-TTHERLEDM VB FOLAA Y ZREBRERVWERER
BROBERER2ICRY, M21E, HNEHRE WESZME (mAh g) ) v
s. B (V) ) 2%9, 1 RUCRK2HILHLHRE DI, EFEMA-—2
—TRUCA—2-2THERLAEIA VB Fo LY ZREMIE, LLEA]
A—T1THERLAEDAVE) FU LAY ZREBICEERTEZEEIMEL
xR L7,

EEESEOEM/IC, EMHIA—2—-1~A—-2—-2THFRELALT1 VR
FOLA AV IREREERH LLED, ERHIA-2—-1~A-2-2T
ER L4 VB FOLAF Y ZRERDY,. EREOEVWRELREIRE L
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TEERZREEZRELTVWSE I %2R L,
[0133] EHEGIB
(EMEHIB— 1)
(EMEHB—1—1)
CERBIB—1 : 7Y %/ VEFESK (B—1—-A) OG>
[0134] [{E35]

ARl B-1
RiyHaN T!C|4 DABCO AIBN
chlorobenzene THF
(E#88-1-1) (TR e-2-1} n, (THB-3- 1)

B-b-h)
R, = B-1-4

[0135] (T#EB—-1-1) ¥/ (B—b—A) O&K

2-7OF7Y hZF /> (200mg, 0.70mmol) . 4-E=JL7 z=)LROVEE
(103 mg, 0.70mmol) RO vEEF+ M) D A=EEM12K (927mg, 2. 44mmol
) DRLTVER (Inl) IS0 TRSFRAIMNYTIZUNRRT 4 V]S T 7
L (0) (40mg, 0.03mmol) ZZERTHML T, ZDEEWZ100CTIHEE
Bl TORNEEYEZERETHANML TRETTER I, BEBY%
SVATNAZSLIARMTI ST 14— (NFH U EBRITFIL=10:1) (Lo
THRRELT. ¥/ (B—b—A) 57k (175ng, 81% ARJ NILT—%4
: TH NMR (500 MHz, CDCLl3) d 3.50 (s, 6H) , 4.20 (d, J = 5.2 Hz, 2H) ,
4,79 (t, J =5.2 Hz, 1H) , 7.32 (dd, J =2.9, 8.6 Hz, 1H) , 7.75-7.8
0 (m, 3H) , 8.27 (d, J = 8.6 Hz, 1H) , 8.28-8.31 (m, 2H) ; 13C-NMR (1
25 MHz, CDCL3) d 54.4, 68.1, 101.8, 110.7, 121.5, 127.2, 127.4, 129.8

, 133.5, 133.6, 133.7, 134.2, 135.5, 163.2, 182.1, 183.1) ) ,

[0136] (T#EB—2-1) P r5F/VFEEK (B—1—-A ") OB
v (B=—b—A) (36mg, 0.12mmol) . 1,4- ' 7HES - O[22, 2]4
> (78mg. 0.70mmol) RU'F7 =Y > (2iml, 0.23mmol) O/ OQARVE
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VAR (Iml) 1IC881EF4 > (IV)  (32ml, 0.29mmol) # OANRVEVARK (
ml) 290CTHRMLT, 1 HRE. 130COAr FTHBR LA, TORIGESY
., BERETHHLTES A M THBEE L, 2BRERBETTHEREIE, &
BMa2 ) ATV AZLoAORNITZT74— (NFH VBRI FIL=10:1)
ICE>THRAELT, 7VNSF/VEEK (B—1—-A ") %15/ (46mg,
INEE : 86%, AR KJLF—4 :1H NMR (500 MHz, CDCL3) d 5.27-5.31 (m,
1H) , 5.77-5.82 (m, TH) , 6.64-6.82 (m, TH) , 6.84-7.93 (m, 19H) , 8
34-8.8.42 (m, 2H) ) ,
[0137] (T#B—-3—-1) 7Y b5%/ VEEK (B—1—-A) OEK
PYRNSH/UEEKR (B—1—A ") (40mng, 0.09mmol) ®OF kS kR
O7Zv@am 2nl) 12, 2,2 -PYVER («v7FO=KYJ) (10mg, 0
06mmol) ZZRTHMLT. TDREEMWEZTOCCT2HEB®HZ L, TDOR
INEEMEERFTHAALTRETTERIE T, 7Y M3F/ VFERK (
B—1—A) %5/ (35mg, XL :93%) ,
[0138]  (FEHEFIB—1-—2)
CBEFIB—2 : 7V 5%/
[0139] [{t36]

Bk (B—1-B) O

Ullll

Rk B-2

NHz -
O 0’\/@
L~ HaN , TiCly, DABCO AIBN i@
48 Ny
) chlorobenzene N THF 5 SN
(T3 8-1 (T8 6-2-2) n, (T B-3-2) P e

(B-b-B)
R, = BiEE 8-1-8) (B-1-B}

[0140] (I#EB—-—1—-2) ¥/ (B—b—B) O&mK
2-7OTE7v h>% /> (200mg, 0.70mmol) . 2-7 L =J)L-4,4,5,5-F b
SAFI-1,3,2-CAFHARO5Y (107mg, 0.70mmol) RO'Y VEEF MUY
LZBEM12K (927mg, 2.44mmol) D MILT ViR (Tml) 12, T RS F X[
)T TZIWRRT 425D L (0) (40mg, 0.03mmol) 7% =R TN
LT, ZOREMZI0CTIHEB®R L, TORBEENZ=RE THA
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[0141]

[0142]

[0143]

LTRETTERIEL, BBWEZI VATV AZLIORMNIZT7 14— (
ANFEYVIEBIFIL=10:1) ICL->oTHELT, ¥/ (B—b—B) %%
7= (138mg, UX= : 85%, R~R%Y KMJLF—4% :1H NMR (500 MHz, CDCL3) d 5.5
3(d, J=10.9 Hz, 1H) , 6.04 (d, J = 17.8 Hz, 1H) , 6.87 (dd, J = 10
.9, 17.8 Hz, 1H) , 7.80-7.84 (m, 3H) , 8.28 (d, J = 8.5 Hz, 1H) , 8.3
1-8.33 (m, 3H) ; 13C-NMR (125 MHz, CDCL3) d 118.4, 124.8, 127.2, 127.
3, 127.8, 131.4, 132.6, 133.7, 133.8, 134.0, 134.2, 135.4, 143.3, 182
.7, 183.)

(TB—2—-2) 7Y b 5*x/VEFEHK (B—1-B ) OAEK

¥/ (B—b—B) (73mg, 0.31mmol) , 4,4 -TFLvI7=)> (6
6mg, 0.31mmol) KM, 4-F7HEL - O[2,2,2]14 494 > (208mg, 0.77mmol
) ovoORyEVERKR @2nl) ([ZEEFS > (IV) (85ml, 0.77mmol) 4~ O
aORYEVAKR (Inl) Z99CTHRMLT, 1HME, 130COArFTERLE
o TORIGEEM %, EEREFTHHNLTEZM MTHBZ L, 2HRERE
TTEREIE, X§ /- TEBRBRIETTZ7YNF/ VvEFEEK (B-1 -
B ) 287k (22mg, INE :17%) .

(T8B—3—-2) 7Y b5*%/VFEHK (B—1-B) OAK

TN X/VEBK (B—1-B ") (12mg, 0.03mmol) OF ~FZE R
O7ZvEm 2ml) 2, 2,2 -7YER («v7FO=tYJ) (10mg, 0.
06mmol) ZZRTHMLT. TDREEMWEZTOCCT2HEB®HZ L, TDOR
INEEYMEEREFTANML TRETTEREIET, PV MI7F/ VEEKEK (
B—1-B) ##87% (11mg, XK : 93%) ,

(RHefIB — 2) B>

(EmfB—2-—1)

N FobA4YZREBRAOIERRAEROIER>

LRETERINET NS F I/ VEEKR (B—1—-A) (@mg) & FFzx
VISv Y (TyFvITSv oAV I—FaFI)LHE) (dng) &, BE
M1 5 — (TAB-2) (ERE) (4ng) &ZRBELTY—MEL. £EHK
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THDTINIAYvYa (14¢) (=Z5328) ORALICESELE, Thi
120C6RETEREIEL., P Fx/ VEFEEK (B—1-A) ZEA
T-EWBEER L 7,
[0144] <KOA VB FoLAF Y REBOESD
FREHEAEDS VB FOLAF Y ZREBOE®REL, TM (mo | [/
1) DL i PFg (R7vib VBB Fo L) EREREEZSOIFLYH—R
*x—h (EC) /PxTFNVAH—KRx—F (DEC) (EC:DEC=1:1
(KTELL) ) ORBARTHIEMR (FUFLEH) ICZOERE SR
Bk, ZLT, TOEBLEICRY 7OEL VZAE 71V LD SR /L
— 45— (BIVH—-KR) | #2714 W5%— (FPRNVFvIH) #BEL
ILICEBELRD ) FULE (ABEEH) ZBE LA, T0%. BEIC
HENy XV AERBLARETIS VESHO7ILIAEEEND, LOWIC
Lo TMEL., EEEMEE LTT Y NSF/ VFEEEK (B—1-A) ., &
MBEYNEE LTEBY FULZRAVWERRAREOIA VR F O LA A VIR
ShEFRL 7,
[0145] (EmfB—2—-2)
NFOLAF Y ZREBADERAEHROIESRD
PSR/ VEBK (B—1-A) OBLYILTY MSF/ VEBK (
B—1—B) ZRAWELUNE. REHAB—2—-1EAKFERAETTVIMSF
JVEFEK (B—1-B) ZEA-EBEERLT,
[0146] <A VB FULAFY REBOESD
EHFIB—2—1 ERAKAAET, LEEREZDM VEEMDIERE L.
EHEMEE LT NSF/ VFEEK (B—1—-B) RUBHRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=
[0147]  (EMEHIB-—2-3)
NFOLAF Y ZREBADERAEHROIESRD
PSR/ VEBK (B—1-A) OBLYILTY MSF/ VEBK (
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[0148]

[0149]

[0150]

[0151]

[0152]

[0153]

B—1—C) ZHWELNE. REHAB—2—-1EAKFERAETT VIS F
JVEEK (B—1-C) 2BAEBEFREL,

KAA VB FOLAF Y ZREMBDIERD

EHFIB—2—1 ERAKAAET, LEEREZDM VEEMDIERE L.
EHEMEE LT NSF/ VSN (B—1-C) RUBHRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EmfB—2—4)

NFOLAF Y ZREBADERAEHROIESRD

PSR/ VEBK (B—1-A) OBLYILTY MSF/ VEBK (
B—1—D) ZRAWELNE. REHAB—-—2—-1EAKFERAETTVISF
JVEFEK (B—1-D) 2EA-EBEERL,

KAA VB FOLAF Y ZREMBDIERD

EHFIB—2—1 ERAKAAET, LEEREZDM VEEMDIERE L.
EHBEMEE LT NSF/ VFEEK (B—1-D) RUBHRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EHEFIB—2—-5)

NFOLAF Y ZREBADERAEHROIESRD

PSR/ VEBK (B—1-A) OBLYILTY MSF/ VEBK (
B—1—E) ZHAWELNE. REHAB—2—-1 EAKFERAETTVIMSF
JVHFEK (B—1-E) 2HA-EBEERL L,

KAA VB FOLAF Y ZREMBDIERD

EHFIB—2—1 ERAKAAET, LEEREZDM VEEMDIERE L.
EHEMEE LT NSF/ V8K (B—1—E) RUBHRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(teEfFiB—1)
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NFOLAF Y ZREBADERAEHROIESRD
YEZFI/UEEER (B-1—-A) OBDLYIC, P MNZF/ VR~
—ARWELUNE, EEAIB—2—1 2<ARLAFETTZYNSF/ VR
)R —%l@ABREERL T,
[0154] [{£37]

oY ¢
§o

FobSF/rRYT—

[0155] <A VB FoLAF Y REBOIESD
EREFAB—2—1 &L AKRRAET, LEEBHRZIM VREBOIERE
L. EEMEE LTV NIF/ VR —RUBIRENEE LTEEY
FOLZRWEEREOIA VB ) FOLA AV ZREBEERL &,

[0156] <E®EMB—-—2—-1~B—-2-5, RCLBRHAB—1THERLAEI1VE)
F U LA F 2 ZREMZ AV B>

[0157] ZEHIB—2—-1~B—2—-5, RUOLBRHIB—1TEHLELI1 VEY
FOLAZF Y ZREBMERWT, ROFEICLED > TRREXIIHERER
{727

[0158] EE25COHOEBET. £HEMAB—2—-1~B—2—-5CEMLAT/0 VA
DFOLAAVIREMEO. OIYT7URY (mA) OEERT2HRIL
M (V) IETZETHREL. SOBDMAKIEE, 0. 053X T7URT (mA
) DEERTARILE (V) ILETBETHRELE, ha1Hq47)L&L
T, 10094V )LETCHERERBRET o1

[0159] EE25CORIET. LBHAIB— 1 THERLAIM VB FOLAFVZ
RE®BEO. 053IYT7URT (mA) OEERT2HRILE (V) ITET S
FTHELL,

[0160] <E®EMB—-—2—-1~B—-2-5, RCLBRHAB—1THERLAEI1VE)
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[0161]

[0162]

[0163]

[0164]

F U LA 7V TREROE MM OFTMER>

EREGB—2 -2 THERLAISN VB FIOLAM AV ZREREAVER
BERBRDOERZKIICRT, M3iE. 11 7IVEBE200 147 )LBDR
MEIR (FHRESZME (mnAh,g)) vs. BF (V) ) 2KY, RIC
CHBREAB—-1THERLAEDA VR FOLA LT ZRERERVWEKRER
BROBREH4ICTRT, EEAB—2—-1~B—2—-5, RUCLERHAB—1
THERLEZEOA VB FOLA ATV ZRELEZRAWVWEZTREARDOER %2 K
5ICIRY, BI5 . AEBHO7Y NSF/ VEEBK (B—1T—-A~B—1-—
E) #AVWAIDM VEYFUOLA AV ZREBELBFAOTY KSF/ ViR
)Y —%ZBWEIAA VB FOLA AV ZREREDT 001 VIBDE
MBAEOHERTH D, ARBFOTY MSF/ VFEE (B—1-A~B—1
—E) ZRAVWAIAM VBEYFIOLA XV ZREBMOEMBEDEIE. 7
ZF /R —ZRAWVEDAA VB FOLA AV ZREBOELREME %
T. O LEEZDUEETH S,

B3 RUVE4DNSHLNMREDIC, ERFHIB—2 -2 THERLAEISI VA
) F O LAF Y REMRIE, HBRAIB—1 THERLALIA VB FoLAA
VIREBBICHEARTEHEEMEWVEEZTR L, . HI5%25RT5 &
EEAB-2-5THERLEZOAM VB FILMFZ VYV ZRERODEREZ
Er—FmWMEEZTR L., mBRLEREME (V1 7 LEE) SOmA%EE
L7 EDRERINT,

EEESEOERIC, EMFIB—2—-1~B—2—-5THERELAT1 VR
FOLAAVZIREMERE LEH, EEHB-—2-1~B—2—-5T
ER L4 VB FOLAF Y ZRERDY,. EREOEVWRELREIRE L
TEERZREEZRELTVWSE I %2R L,

£ 45| C

(EHEFHC—1)

(EfEFHIC—1-1)

KEHRBIC—1: 7V 5F /) VEFEEK (C—1—-A) OB
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[0165] [1£38]

[0166]

[0167]

[0168]

AR C-1
:. i j oH NaH, K, =Cl @O% HN , TIC4, DABCO chﬂé? :
S - ] — L e
DMF ch[orobenzene
6] o]
{C-a) (IR C-1-1) {C-b-A) (T2 C-2- (C-1-4)

R4 :C_A N

(TRC—1—1) 22X FIXFLTUYISF/Y (C—b—A) D&
B

- ROFSFURNSHE/Y (C—a) (1.0g, 4.46mmol) D A FILIK
WAT I RAR (4oml) 12, KFREF MY DL (290mg, 6.69mmol) Z0CT
ML TI0pEBHZ L, BHER. RIGEESWICEEA MFXFIL (0.4
ml, 5.35mmol) ZOCTHRML T, TDREEW%EZTOCT 1 HERBRZ L, %
DRIGEEWMEZEE THML TRETTERESIEL, TOREWZ /700
IV L TIOHE L TMgSOATRIRI BT A B L, APREZBMETTHEEIE
EDREMENSLIARKNTIS 74— (VARSI YO0BFRILA) IT
SOoTHHELT, 2-AMFIAFLTUVEIIF /Y (b—A) %#BE (1.1g
. 93% AR KMILTF—4%:%) . 'H NMR (500 MHz, DMSO-d6) &3.44 (s, 3H)
, 5.43 (s, 2H) , 7.52 (dd, J =2.9, 8.6 Hz, 1H) , 7.74 (d, J = 2.3 Hz
, 1H) , 7.0-7.95 (m, 2H) , 8.20 (t, J = 6.9 Hz, 1H) , 8.20 (d, J = 6.
9 Hz, 2H) ; SC-NMR (125 MHz, DMSO-d6) &56.0, 93.9, 112.2, 112.2, 126
.6, 126.7, 127.1, 129.4, 133.0, 134.2, 134.5, 134.9, 161.4, 181.3, 18
2.2; Elem. Anal. Calcd for CiH.,0,: C, 71.64; H, 4.51. Found: C, 71.8;
H, 4.8.)

(TEC—-2—-1) MOM (X hFIXFI) PV ESH)
—1—-A) ODEX

- A RNFIUAFILTVINSHF )Y (C—b—A) (300mg, 1.12mmol) . T
FLyorP=1) v (237mg, 1.12mmol) R,4-T7HES o 0O[2,2,2]174 7

Bk (C

Ullll
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[0169]

[0170]

[0171]

> (753mg, 6.71mmol) >y OORYEY (10ml) BRICELEFS > (IV)
(0.18ml, 1.68mmol) ZOONRYEVAKR (2nl) Z90CTHML T, 1 HE
. 125COArF TR LE, ZORBEEMEERETHSNLTEZAMTS
B L7, PIREZBETTERIETTAY / —IILTHEHILEBEIET, MOM (X
FOAFLTY X/ VEEEK (C—1—-A) %157 (291ng, YN : 58,
MN=8800, Mw/Mn=1.437) ,

(EFEFHC—1-2)

KEHRBIC—2 : O-MOM (A MFIAFI) P SF/ VEBHK (C
—2—A) OER>

[1£39]
BEH C-2
)(j&DﬂH KaH, RCl, Rs-Cl O‘R Ha N , TiCly, DABCO
HO DMF Rs g ) chlorobenzene
0] o o]
(C-c} (I3 C:3—1] C-d-A) (T2 C-4-1)
R=C-A %O
(C-2- A]
Rs=C-A~"0"

(TFEC—=3—=1) 2,6-Y X MFIAFLTVESF /Y (C—d—A)
DA
2,6-erROF 7 hSHF/Y (C—c) (1.0g, 4.16mmol) DI AF
WRIVLT X KA (40ml) (2. KF{EF MY DL (450mg, 10.4mmol) %0
THRML TI09EE®RE Lic, BIRE. RISEEMICEIEA MF2 X FIL
(0.78ml, 10.4mmol) #QCTHRML T, ZDRAMETOCT 1 BREEBHE L
Tz TORIGEEMZZRETHAML TRETTERIE L, ZOEEBW%E
2 00RVLATIEHE L TMgS04TERIEIETHB L, 2REBMET THE
I, TOREWMELZLIOXNIZT74— () AFIIL, sO00KL
L) ICE>THRHELT, 2,6-DAREIAFATURZHF /Y (C—d—A
) 37 (1.5g, B=E. ARJ MLT—4:1H NMR (500 MHz, CDCL3) d 3.52
(s, 6H) , 5.34 (s, 4H) , 7.37 (dd, J = 2.9, 8.6 Hz, 2H) , 7.87 (d, J
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= 2.9 Hz, 2H) , 8.25 (d, J = 8.6 Hz, 2H) ) .

[0172] (I#EC—4—-1) O-MOM (X hFIAFI) PV bFF/ VEEEK (
C—2—-A) OB

[0173] 2,6-O X MFIAFLTURSF/ Y (C—d—A) (250mg, 0.76mmol)
IFLYIFTZ) Y (162mg, 0.76mmol) RN, 4-TFHES O[22, 2]
0% (510mg, 4.57mmol) oy oO~R>tEFY (bml) BARICIEB{LLFY > (I
V) (0.13ml, 1.14mmol) 2/ O0ORYE VAR 2ml) #0CTHRML T, 1
HE. 130COArFTE®RLE, TORINEEWMZZERFITHIMLTESA b

21E% Uiz, PREBETTEREIETASY /L THEHREIET, 2-00

M (X REAFIV) PUONZHR/VEBK (C—2—-A) %187 (68mg, X
K : 18%. MW=34340, Mw/Mn=1.244)

[0174] (EREHC—1-3)

SBEBIC—3 : V-PMB (p—X KFIRVIIL) PYNSH/) VEE
B (C—2—-—K) O&>
[0175] [{b40]
BB -3
Q\/U /\©\
@AH NaH, R;CI. Rg-C! (*, , TiCly, DABCO
H I DMF R O‘O chlorobenzene
(o Rdchfif&sjm (C-4 (T ¢-4-2)
’ ( -2- K

ReCKNT .

[0176] (TFEC—3—-2) 2,6-¥— (p—ARFINRVII) PUITFI 2 (
C—d—K) O&/K

[0177] 2,6-YkEROFVTFURSF/¥ (C—c) (300mg, 1.25mmol) DT AF

WHRIVAT X RER (12ml) 12, KFRIEF M) 2L (110mg, 2.75mmol) %0

THRMLUTI0DEEBHEZ Lz, BHER. RIBEEWIC- X MFIRV UL

054 K (0.37ml, 2.75mmol) %OCTHEML T, ZDRAWETOCTI1H

Bz Lz, TORGEEMEERZTHSHIL TRETTERIE L, £



WO 2012/147398 48 PCT/JP2012/054167

[0178]

[0179]

[0180]

[0181]

DB A -/ OORIILATIEME L TMgS04TEIRI B T2 B L, 2%
BETFTTERIET, 2,6-YV— (p—XFFIRVYIL) PYEIF/ Y (
d—K) %##%E7/k (600mg, EE, XY MLF—4 :13C-NMR (125 MHz, DMSO
-d6) d 56.0, 93.9, 112.2, 112.2, 126.6, 126.7, 127.1, 129.4, 133.0, 1
34.2, 134.5, 134.9, 161.4, 181.3, 182.2) ,

auh

(IEC—-4—-2) J-PMB (p—ARFIRVIN) PV ZF/VEF
Bk (C—2—-K) DAERK

2,6-Y— (p=APMFIRVYIL) PYESF /Y (C—d—K) (100mg
. 0.21mmol) . TFL I F=Y v (44mg, 0.21mmol) KM, 4-Y7HED
o 0[2,2,2]14 424> (140mg, 1.25mmol) @z OORY¥Y (Inl) BEICE
EF4> (IV) (35ml, 0.31mmol) Z OARYEVAMK (Iml) %90°CTHM
LT. 1HME. 130COArFTE#HLE, TORINEEYWEERETAHAINLT
I NTHBZ L, PREBETTERIE XY/ —ILTEEBIE
T, J-PMB (p=XAMFIRVIL) PUISF /) VFEEHK (C—2-K
) A187 (21mg, UNZE18%. MW =9870, Mw/Mn=1.178) ,

(EHEFIC — 2) <EtiFMETMm

(EfEFHIC—2-1)

NFOLAF Y ZREBADERAEHROIESRD

LEEEFHC—1 -1 TERINET Y NSF /) VEEEK (C—1-A)
2ng) & TFzvTSvY (v FzrvTSv oA —F2aFI s
) (4mg) &, BEM/NA U — (TAB-2) (RRHE) (4ng) EERELTY
—MEL., £EEAXTHZT7LIXyva (14¢) (Z538) ORELIC
HFEL7. Th%z 1 20C6RETERERZEL. 7Y ZF/ VEZHK (C
—1—A) ZlEAEREERAL T,

KAA VB FOLAF Y ZREMBDIERD

FREHEAEDS VB FOLAF Y ZREBOE®REL, TM (mo | [/
1) DL i PFg (R7vib VBB Fo L) EREREEZSOIFLYH—R
*x—h (EC) /PxTFNVAH—KRx—F (DEC) (EC:DEC=1:1
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[0182]

[0183]

[0184]

[0185]

(KTELL) ) ORBARTHIEMR (FUFLEH) ICZOERE SR
Bk, ZLT, TOEBLEICRY 7OEL VZAE 7 1L LD SR /L
—&— (BIVH—KR) | 527105 — (PRNVFvIH) #BEL
ILICEBELRD ) FULE (ABEEH) ZBE LA, T0%. BEIC
HENy XV AERBLARETIS VESHO7ILIAEEEND, LOWIC
Lo TMEL., EEEMEE LTT Y NSF/ VFEEEK (C—1-A) ., &
MBEYNEE LTEBY FULZRAVWERRAREOIA VR F O LA A VIR
ShEFRL 7,

(EfEFHIC—2—-2)

NFOLAF Y ZREBADERAEHROIESRD
TPhNZF/UESK (C—1-A) OBDYIL, ERHFIC—-1-2TH
MINn=7>Y box /) VEEHK (C—2—-A) ZAWVWEMAIE, EFERFC -
2— 1 ERABBIETTYNSF/ VEEK (C—2—-A) 2E2EB%E
ER L 7,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFBK (C—2—-A) RUBREYPEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EREHC—2—3)

NFOLAF Y ZREBADERAEHROIESRD
TPohZF/UESK (C—1-A) O&DYIL, EREHFIC—-1-3TEH
MInh=7>r o/ VEEHK (C—2—-K) ZAWEMAIE, EFERFC -
2—1ERABRBEETT N IF /) VEEHK (C—2—-K) ZALEREZ
ER L 7,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
ERENEE LT X/ VFSK (C—2—-K) RUBRENEE L
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[0186]

[0187]

[0188]

[0189]

[0190]

TEEVFILERVABREEOOA VR FOLAF Y REREFESL
7=

(EREHIC—2—4)

KUF I bAF Y ZREBAOEBASEDFSD>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF /) VEEK (C—1-B) zAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
B) ZigAEBER L,

KA VB FILAT Y ZREBDESRD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
ERENEE LT X/ V5FSK (C—1-B) RUBREYNEE L
TEEVFILERVABREEOOA VR FOLAF Y REREFESL
7=

(EREHC—2—-5)

KUF I bAF Y ZREBAOEBASEDFSD>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF I/ VEEK (C—1-C) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
C) ZlgA-EB=FR L,

KA VB FILAT Y ZREBDESRD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1-C) RUBKRENEE L
TEEVFILERVABREEOOA VR FOLAF Y REREFESL
7=

(EREHC—2—6)

KUF I bAF Y ZREBAOEBASEDFSD>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF /) VEEEK (C—1-D) zAWE



WO 2012/147398 51 PCT/JP2012/054167

[0191]

[0192]

[0193]

[0194]

[0195]

LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
D) A /BHB%EH L,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1-D) RUBKREYNEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EfEFHIC—2-7)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLANSER LAY NSF /) VEEK (C—1—-E) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
E) ZiAEBZER L,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1—-E) RUBKREYNEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EHREHIC—2—8)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF I/ VEEK (C—1—-F) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
F) Zlg A BB FR L7,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT AZF/ VFSK (C—1—-F) RUBKREYNEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
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[0196]

[0197]

[0198]

[0199]

[0200]

7=

(EREHC—2—-9)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF /) VEEK (C—1-G) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
G) ZlAEBZFR L,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1-G) RUBRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EfEFHIC—-—2—-10)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF /) VEEK (C—1—-H) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
H) ZieA -8B %ER L,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1—-H) RUBRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EfEFHIC—2—-11)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRULANSER LAY N SF I/ VEEK (C—1-1) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
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[0201]

[0202]

[0203]

[0204]

[0205]

1) ZEAEBEERL K,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LTI ZF/VFESK (C—1 - 1) RUBRENEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(EfEFHIC—2—-12)

N FobA4YZREBRAOIERRAEROIER>
TPhZF/UESK (C—1-A) OBDYIL, ERFAIC-1-108E
BEZSRLULANSER LAY NSF I/ VEEK (C—1-J) ZAWE
LSS, REGIC—2 -1 EREBRBRAETT Y bSF/ VEEEK (C—1—
J) BEALEEEER LT,

KAA VB FOLAF Y ZREMBDIERD

EHEFIC—2 — 1 ERAKLHEET, LEEBEZI( VEEBOEEE L.
EENEE LT X/ VFSK (C—1-J) RUBREYPEE L
TRV FIL2RVWERRAREOIA VB FO LM F Y ZREMEERL
7=

(tbEefFIC— 1)

N FobA4YZREBRAOIERRAEROIER>
TURNSFIVEEK (1 -A) OFDLYIC, PV F/ VR —%
AW, REAZ2 -1 E2<BAKRBRAFETT NI F /I VR Y —%
HATEBZFERL,
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[0206]

[0207]

[0208]

[0209]

[0210]

[0211]

[0212]

[1b41]

N3

TyESH/RYT—

KAA VB FOLAF Y ZREMBDIERD

EREHAC—2 -1 &L ARRAET, LEEHRZIM VREBOERE
L. EEMEE LTV NIF/ VR —RUBIRENEE LTEEY
FOLZRWEEREOIA VB ) FOLA AV ZREBEERL &,
(EREFIC—2-1~C—2—-12, RULEKRHFIC—1THERLAELIS VE
) F O LA F > ZREME B W BT
EHEFC—2—-1~C—2—-12, RULKAFC—1 THEMLAIS VE
DFOLAFZYZREBERAWVWT, ROFZEIC LD > TREFHRBRXIETK
ERRZT o7

BE25COEET. EHAIC—2—-1~C—-—2—-12, RULKAC—
1T THERLEZOAA VB FOLA AV ZREBRZEZO., OIYT7URY (m
A) DEERT2HRILE (V) ICETDETHEL .
SBE25COEBET,. EMAIC—2—-1, C—2-5RUC—2—8T
HLEAA VB FIOLAMA VY ZREREZO. 063 YFPURY (mA) @
EEBRT2HRILE (V) ILETZETHREL. S2MDkEE, 0. 053 Y
TURT7 (mMA) OEEBRTARILE (V) ICETDETHRELEL, Ih%
THA4O0LELT, TO00H M JIIETRRBREAREZIT o7
(EREFIC—2-1~C—2—-12, RULEKRHFIC—1THERLAELIS VE
) F U LA F > ZREROE B OFMEER>
ERHIC—2—-1~C—2-3THRLAEIA VEYFILA TV ZRE
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[0213]

[0214]

ARV HEABROBREM6ICTYT, M6 IEHEMR (NEREE (m
Ah/g)) vs. BF (V) ) 2#%kd, ERAIC—2-1, C—2—-4~
C—2-8THRELAEOM VEYFOLAF VI REMERWEZKRESRD
BRERT7ICRY, R7 ZHEHR MESZME (mAh g)) vs. B
E (V)) a#kd, EMAIC—2—-9~C—2—12THERLEIMVEY
FOLAA Y ZREREZRAVERERAROERZE8ICTRYT, K8IFHER
5 (MER2ME (mnAhg) ) vs. BF (V) ) aXKY, LEHIC— 1
THERLAEOA VB FILA AV ZRERZBW -HESARDEREZH 9
IR d. E9IE, MEMR (RESZME (mAh,g)) vs. BFE (V)
) ARY, EEFAC—2—-1, C—2—-5, C—2—-8RULBHIC—1T
ER LM VB FOLMF Y ZRERZAVERRNEAROERZK 1
OICRT, @10k, ARBEO7Y MSF/ VEGEHEK (C—1—-A, C—1
—CRUC—1—F) ZAWEIA VB FO LA A4 TREME LLERBID
PURNSFIVRIT—ZBAVWEIA VB FOLAA VY IRERED 1O
OFA VIEHOELBEEOHRRTH D, AFEBEOT7 Y MS>F/ VFEZK (C
—1—A, C—1—-CRUC—1—F) #ZBWEaA VER)FOLAFVZ
REBLDEMSEDEIZ, KBEHAOTY NSF/ VvR)Y—52FWa4 Y
B)FOLAMAY ZREMOERETEMEEZ 1. OL LEEZIDLUEETHD
B6 RUMOMNLI|ONREIIC, ERHIC-2-T1DT7 I SF/ VEF
B (C—1—-A) zRAWEIA VR FOLMAZ Y ZRELOERBE
EBMLTHRBAC—T1O7Y NIF /R T—E2AWIA VB FI L
AV ZIREBOEMBEICHLTT. 3FEDETH>/, EHEHC—2—
2RUOVC—-2-3D7 h5F /) VEEK (C—2-ARUC—-2-K) %
AWEIdA VB FOoLM A Y ZREROERBTEE, EBHIC—-1DT7 Y
FSF/VR)I—ZBWEIA VR FOLMAZ Y ZRELOERBTE L
FIERFEDETH > 7,

7. I8RUMIMNSEHELM LI, ERFAC—2-11DF7V LS
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[0215]

[0216]

[0217]

[0218]

F/VBEK (C—1—1) 2EVWAIA VR FILAF Y ZREBDE
MWEEIF. ERFIC-2-107Y b 5F/ VEEBK (C—1-A) AV
A4 VR FO LA AV ZREBOERBE L FIFREDETHY IEEIC
RiFCH-o7, T, EHIC—2—-4~C—-2—-10, C—2-120D7F
Y hSF/VEEK (C—1-B~C—-1—-H, C—1—-J) #@AV\kEIaA
VB FOLAMAVZREROERBED., LBRHIC-T1OF7V ZF /v
RYT—%ZRWEIM VB FIOLAF VY ZREROEREE & IFERFD
ETHY. BRIFTH>7%,

BM10%x8BIdE, EEHAC-—2-10T7> I NS5F/ VFEEE (C—1
—A) ZRAW A VB FOLA TV ZRERODEREREEN —BSWME
L. BARELERFME (a4 7/LEH) EOmMAEZRARKFIER LT
ENHERINS, T, EBHIC-2-5RVC—2-8DT Y rSF /)Y
FEEK (C—1-CRUC—1—-F) #RVWEIAVBYFILLLVIR
EHLOELFEEIILERFAC—-TDOFP Y NIF /R T—2RAWEIA Y
B)FOLAAT Y ZREHMOBRBEL P PEWV~PPEVLNILTHY,
A JILEMEICREELN T E BRI N,

HEEZEOEHIC, EFEHC—2—1~C—2—1 2 THEMLEDS VR
VFILAA Y ZREBEEH LEI D, EHEHIC—2-1~C—2-1
STHRE LA VBRI FO LA A VY RERD, EHEEOEVRERER
ELTEERBREZRLLTWE I EHERE L,

(D

(EREFID—1)

(EmFID—1—1)

CEHRBID—1 : 7Y %/ VEFEBK (D-1—-A) OG>
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[1b42]
&k D-1
©$© (j&j, R, ﬂN,,,,,,,, - T|C|4 DABCO
chlorobenzene
(D-a) {D-b-A) {TED0-1-1)
R,=D-A Ao

[0219] F*./> (D—b—A) O&K
2-e ROFo 7 hSF /2 (1,09, 4.46mmol) DI AFILEILLT IR
(4oml) AMIC, KF|EF MY 7L (290mg, 6.69mmol) ZOQCTHRML T,
10pEBHE L, BHER. RINESYWICIEEX MF X FIL (0. 4nl,
35mmol) ZOCTHRML T, ZDREEMZTOCT 1 HEBIHEZ L. TORIG
BEMEERITHAANL TRETTEREI L, TOREYWZ /700K A
T3 L TMgSO, TR IRI BT A B L, PRZBMETTHEEIE., TDERE
BMENAZLIOCNTIZ 74— (VARSI 7O0KFILL) ITE>TH
BLT, /v (b—A) £k (1.1 g, UXF:93% XRYJ ~LTF—4 :H
NMR (500 MHz, DMSO-d6) & 3.44 (s, 3H) , 5.43 (s, 2H) , 7.52 (dd, J
=2.9, 8.6Hz, 1H), 7.74 (d, J = 2.3 Hz, TH) , 7.0-7.95 (m, 2H) , 8
20 (t, J = 6.9 Hz, 1H), 8.20 (d, J = 6.9 Hz, 2H) ; BC-NMR (125 MHz,
DMSO-d6) & 56.0, 93.9, 112.2, 112.2, 126.6, 126.7, 127.1, 129.4, 133
.0, 134.2, 134.5, 134.9, 161.4, 181.3, 182.2; Elem. Anal. Calcd for C,
¢Hi.0,: C, 71.64; H, 4.51, Found: C, 71.8; H, 4.8) ,
[0220] (T#D—-1-1) P SF/VFEHK (D—-1-A) ODERK

7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—A) (29mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
42 002,2,2]14 424> (323mg. 2.88mmol) oz OORYEY (3nl) BKIC.
|IEF4 > (IV) (0.16ml, 1.44mmol) v oO~RYEY (2ml) FKRE9TC

THRMLT, 1HE 125COArFTHEHLE, TORBEEGHNEZZEEETS
MLTESA MNTE2BEZ LA, 2REZBETTEEIETIASY /- TER
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BIET, PUoNSF I/ UEEKR (D—1—-A) ZF7 (Mw = 3200; Mw/Mn
= 1.32. Elem. Anal. Calcd for CyuH,N,0: C, 85.69; H, 5.59; N, 5.55) ,
[0221]  (FEFHD—-1-2)
CERBID—2 : 7V hS5F /) VFEEHK (D—1-B) OG>
[0222] [{E43]

EFEfID-2 OEt

OEt
@I) @@, TIC|4 DABCO
chlorobenzene

(D—a) - b B} (T#2D-1-2) ng

Et (D-1-8)
BB A

[0223] F./> (D—b—B) O&K

- kAFTT7UMSF /2 (500mg, 2.23mmol) DU AFIHKILLT IR
(22ml) SBEARIC, KFEF MY oL (146mg, 3.35mmol) %#OCTHIL T,

1 0oEEB#H%E L, BRE. RINEAMICYIFL/O0Q7E5—IL (0.5
Iml, 3.35mmol) ZOCTHRMLT. TDEEW%ET0CT 1 HERKZ L,
ZTORIGREMEERFITHAN L TRETTEREIEL, ZOREMZ /O
ORI A TIEHE L TNgSO, THRRIETHBLE, 2REBETTERESE
EDREMENSLIARKNTIS 74— (VARSI YO0BFRILA) IT
FoTHHELT, ¥/ (b—B) %G/ (487mg, XK : 64%, ZARJ MILT
—4% :'H NMR (500 MHz, CDCl;) & 1.28 (t, J = 6.9 Hz, 6H) , 3.67 (dq,
J=090.2, 6.2 Hz, 2H) , 3.81 (dgq, J = 9.8, 6.9 Hz, 2H) , 4.20 (d, J =
5.2 Hz, 2H) , 4,90 (t, J =5.2 Hz, 1H) , 7.31 (dd, J = 2.9, 8.6 Hz, 1
H) , 7.75 (d, J = 2.0 Hz, TH) , 7.77-7.82 (m, 2H) , 8.27 (d, J = 8.0
Hz, 1H) , 8.29-8.31 (m, 2H) ; ™C-NMR (125 MHz, CDCl;) d 15.3, 29.7, 62
.9, 69.0, 100.2, 110.9, 121.4, 127.1, 127.3, 129.8, 133.5, 133.6, 133
.7, 134.2, 135,5, 163.3, 182.2, 183.1; Elem. Anal. Calcd for C,H,0s: C
, 70.57; H, 5.92; 0, 23.5. Found: C, 71.7; H, 6.6) .
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[0224] (I#D—-1-2) 7Y b5%/ V&K (D—-1-B) ODEHK
7Y hZ¥%/> (150mg, 0.72mmol) . ./~ (D—b—B) (49mg, 0. 14mm
ol) . 4,4 -=FL VI 7=1) > (184mg, 0.86mmol) R, 4-SFHEL Y
0O[2,2,2]1x 2% > (565mg, 5.04mmol) >/ OONRYEYy (bnl) BKRIC, B
ftF4 > (IV) (0.16ml, 1.44mmol) @/ OBANVEY (2nl) BFKREZICT
AIMLT, 2HE. 130COArFTEH L, TORINEEMZZEEETHAD
LTEZM hTHBREZ L, 2REBETTEEIETAY /) —ILTHERK
IETC, PUMSF/UESHK (D—1-B) %1#F7% (251mg, NI : 72%, M
w = 9600; Mw/Mn = 1.63. Elem. Anal. Calcd for C;;H;3,N;,05: C, 85.69; H,
5.46; N, 6.89. Found: C, 79.3; H, 5.3; N, 6.3.) ,
[0225] (REFID—1-3)
BERBID—3 : 7Y hSF/
[0226] [{k44]

Bk (D—1—-C) O&ER>

Ullll

& D-3
@&j Cﬁj T|CI4 DABCO
ch|c;<ﬁﬁz;: -
(D-a) 0- b-C) {T$2D-1-3)
veoc Al

[0227] %> (D—b—-C) DEK

- ROFSPYhSF /Y (500mg, 2.23mmol) DY AFIHRILLT IR
(22ml) ARIC, KFEEF MU DL (146mg, 3.35mmol) ZQCTHML T,

1 0OnfEEHE Lk, BRE. RESEEWIC2,2-UX MR IFNTAIR
(0.4ml, 3.35mmol) ZOCTHRML T, ZDEEWE130CT 1 HEBHZ L
Tz TORIGEEMZZRETHAML TRETTERIE L, ZOEEBW%E
280KV LTIEHEE L TMGSO, TRIEIET2B L7, 2REMET THEFR
IH, TEOREMEHZ LA NIZ 74— () ASI, 2O00FRIL LA
) ICE>THHELT, ¥/ (D—b—C) #7187/ (532mg, INZE :76%. R
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R MILFT—4% :H NMR (500 MHz, CDCLl;) & 3.50 (s, 6H) , 4.20 (d, J =
5.2 Hz, 2H) , 4,79 (t, J =5.2 Hz, 1H) , 7.32 (dd, J = 2.9, 8.6 Hz,
1H) , 7.75-7.80 (m, 3H) , 8.27 (d, J = 8.6 Hz, 1H) , 8.28-8,31 (m, 2H
) ; C-NMR (125 MHz, CDCl;) & 54.4, 68.1, 101.8, 110.7, 121.5, 127.2,
127.4, 129.8, 133.5, 133.6, 133.7, 134.2, 135.5, 163.2, 182.1, 183.1
; Elem. Anal. Calcd for CigHs05: C, 69.22: H, 5.16. Found: C, 69.0; H,
5.1)
[0228] (I#D—-1-3) 7Y b5F/ V&K (D-1-C) DEHK
7 hZF/2 (100mg, 0.48mmol) ., ¥/ (D—b—C) (30mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
2 002,2,2]14 24> (323mg. 2.88mmol) oy OORYEY (2nl) BKIC.
\iEFH > (IV) (0.1ml, 0.96mmol) D/ OORYEY (2ml) BEHKEWC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA hT2R%ZE L, 2BZRETTEREIETAY ) —ILTHR
BIET, PS5 F /) VFEEKR (D—-1-C) Bk (162mg, U : 70%
. Mw = 7800; Mw/Mn = 1.57. Elem. Anal. Calcd for C;;,H;xN;,0;: C, 85.69;
H, 5.35; N, 6.97. Found: C, 80.4; H, 5.2; N, 6.4) ,
[0229]  (E@EHID—1—-4)
<ERBID—4 : 7Y hS*%/ 058K (D—1-D) O&ER
[0230] [{k45]

& REfR 0-4
Zﬁg R HN , TiCly, DABCO
chlorobenzene
0- a) (Db~ D) (T2 D-1-4) Ny
{D-1-D)
R, =D-D /\’Yo\‘j

[0231] #/> (D—b—D) O&K
2-E ROFT 7Y hS% /Y (500mg, 2.23mmol) DY AFIHKILLT IR
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(22ml) SBEARIC, KFEF MY oL (146mg, 3.35mmol) %#OCTHIL T,
1 0ol E Lz, BFE. RISEEWMIC2- C-TOEIFI) -1,3-U4
FH > (0.46ml, 3.35mmol) ZOCTHML T, ZDREWMZ130CT 1 HE
Btz lk, TORINEEMEZERFITHHAIL TRETTEREIEL, 0D
BEYE /00K ATIOHE L TS0, TREIET2B L, 2RERBE
TTHREIE, ZORBEMEAZL/ AN Z 74— (AL, 70O
OFRILL) ICL->THELT, ¥/ (D—b—D) %87k (532mg, INFK :
76% A% MJL5T—4 :'H NMR (500 MHz, CDCl;) & 1.37-1.40 (m, 1H) ,
2.08-2.17 (m, 3H) , 3.81 (dt, J =2.3, 12.6 Hz, 2H) , 4.14 (dd, J =5
.2, 10.3 Hz, 2H) , 4.27 (dd, J = 6.3, 6.3 Hz, 2H) , 4.81 (t, J =5.2
Hz, 1H) , 7.27 (dd, J = 2.3, 8.6 Hz, 1H) , 7.74-7.81 (m, 3H) , 8.25 (
d, J =8.6 Hz, 1H) , 8.28-8.31 (m, 2H) ; Elem. Anal. Calcd for C,Hs0s:
C, 70.99; H, 5.36. Found: C, 71.1; H, 5.4)

[0232] (T#D—-1-4) 7 >F/V5FEK (D—-1-D) OERK

7 hZF%/ (150mg, 0.72mmol) , ¥/~ (D—b—D) (49mg, 0.14

mmol) . 4,4 -ITFL 7= (184mg, 0.86mmol) R, 4-TF7HES
£ 0l2,2,2]14 2% > (565mg, 5.04mmol) M/ OARYEY (5ml) EKIC,
|IEF4 > (IV) (0.16ml, 1.44mmol) v oO~RYEY (2ml) FKRE9TC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MT2BE L, 2REBETTHEEIETAY / —ILTHIE
BIET, VoS F /) VESK (D—1-D) %75 (256mg, UXZE : 73%
. Mw = 9300; Mw/Mn = 1.53. Elem. Anal. Calcd for C,;3H,,N;,.0;: C, 85.76;
H, 5.38; N, 6.90. Found: C, 80.8; H, 5.2; N, 6.3) ,

[0233] (ZmHID—-1—-5)
CEHRBID—5 : 7Y %/ VEFESK (D—-1—-E) OER>

[0234]
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[0235]

[0236]

[{b46]
EREHID-5
ﬁ I Ij (ﬁi:r TICI4 DABCO
chlorobenzene ’/@)}
0- a) {D-b-E} [T#2 D-1-5) N,
D-1-E)
Ry =0-E A/?}

/v (D—b—E) O&K

2-ERAOF> 7Y bSF Yy (500mg, 2.23mmol) O XA FILHRILLT IR
(22ml) SBEARIC, KFEF MY oL (146mg, 3.35mmol) %#OCTHIL T,
1 0OnRElBHE Lz, BHFE. RISEEWMIC-TOEXAFI-1,3-OFFV 3
> (0.35ml, 3.35mmol) ZQCTHML T, ZDEEWZ130CT 1 BEER
L7z, TORISEEMEZREITHAHNL TRETTEREIEE, TORE
Y- O0ORLATIEHE L TS0, THIRIE T2 L7, 2RERETT
ERIH, TOREME LS LVORNIZ 74— (Y ASI, 700K
WL) ICE>THERELT, ¥/ (D—b—E) %57 (560mg, UXZE : 81%
« AR MILF—4% :H NMR (500 MHz, CDCl,) & 3.99-4,04 (m, 2H) , 4.0
6-4.11 (m, 2H) , 4.23 (d, J = 3.5 Hz, 2H) , 5.37 (t, J = 3.5 Hz, 1H)
, 7.33 (dd, J =2.9, 8.6 Hz, 1H) , 7.76-7.81 (m, 3H) , 8.26-8.31 (m,
3H) ; BC-NMR (125 MHz, CDCl;) , Elem. Anal. Calcd for CH405: C, 69.67
: H, 4.55. Found: C, 69.2; H, 4.5) .

(T®D—-1-5) P +>x%/ V88K (D-1—-E) O&EK

7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—E) (30mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
42 002,2,2]14 44> (337mg. 3.36mmol) 2 OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC

THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA hT2R%ZE L, 2BZRETTEREIETAY ) —ILTHR
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BIET, PUNIF/UFEEKR (D—1—-E) %37 (183mg, X : 79%
. Mw = 8800; Mw/Mn = 1.58. Elem. Anal. Calcd for C,;,H,.N;,.0;: C, 85.76;
H, 5.27; N, 6.98. Found: C, 80.2; H, 5.1; N, 6.4) ,
[0237] (ZmFHID—1—6)
KERBID—6 : 7 hSF /) VFEEK (D—1—-F) OG>
[0238] [{k47]

HkAI 0-6

NHz
Q(\/:jr O™
@f;@ (I%@l HaN , TiCl4, DABCO
chlorobenzeneg ) N
- N
{D-a) (D~b-F) {TIED-1-6)

Ry=D-F Ac~L0<

[0239] F./> (D—b—F) O&K

-t ROFTF7URZF/ Y (B00mg, 2.23mmol) DU AFIVKRILLT IR
(22ml) AWIC, KFRIEF K)o L (117ng, 2.68mmol) AOCTHML T,
10oEERE Lk, BiFE. REEEMICI-7OE-3-XA ¥ 7Oy (
0.3ml, 2.68mmol) ZQCTHRMLT. ZDOREW%130CT 1 HERKZ L.
o TORIGEEMEERETHAML TRETTERIE L, ZOEEBWE Y
O ORIV A T3EHE L TMgS0, THIBEI B T2BLE, 2REBETTHERES
B, ZOREMEHZLIORNIZT74— (Y AFII. 200KILL)
ICE>THELT, ¥/ (D—b—F) %87/ (619ng, IXFE : 94%, AR
2 N5 —4% :H NMR (500 MHz, CDCl;) & 2.13 (ddd, J = 6.3 Hz, 2H) ,
3.38 (s, 3H) , 3.59 (t, J =6.3Hz, 2H) , 4.26 (t, J = 6.3 Hz, 2H) ,
7.27 (dd, J =2.9, 8.6 Hz, 1H) , 7.74 (d, J = 2.9 Hz, 1H) , 7.75-7.81
(m, 2H) , 8.26 (d, J = 8.6 Hz, 1H) , 8.29 (m, 2H) ; 3C-NMR (125 MHz,
CDCl;) & 29.4, 58.8, 65.7, 68.8, 110.7, 121,3, 129.7, 133.6, 133.6,
133.7, 134.1, 135.6, 163.8, 183.3; Elem. Anal. Calcd for CygH0,: C, 72
.96; H, 5.44. Found: C, 73.0; H, 5.4)
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[0240] (I#D—-1-6) 7 b5F/ VEEEK (D—1—-F) OER
7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—F) (29mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
2 002,2,2]14 24> (323mg. 2.88mmol) oy OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA hT2R%ZE L, 2BZRETTEREIETAY ) —ILTHR
BIET, PUNIF/UFEEKR (D—1—-F) %37 (198mg, X : 86%
. Mw = 11300; Mw/Mn = 1.72, Elem. Anal. Calcd for C;;,H;xN;,0,: C, 86.26
; H, 5.39; N, 7.02) ,
[0241] (EEHD—1-7)
KERBID—7 : 7Y k5%
[0242] [{£48]

SR D-
@@ @&j HEN TIC|4 DABCO
chlo;éaﬁ;ene /@jﬂ
ng

{D-a) D-5-6) (2 D0-1-7)

Bk (D—-1-G) O&ER>

Ullll

[0243] %,/ (D—b—-G) D&
2-E RAFY TPV hSF /Y (500mg, 2.23mmol) DI AFILKILLT IR
(22ml) AT, KFREF MU DL (117mg, 2.68mmol) %QCTHRML T,
1 02EEB#HZ L, B#R. RIBEEWICI VX FIL (0.17ml, 2.68mmo
) 20CTHEML T, ZOREME130CT 1 HEERE Lz, TORBES
MEERETHNL TRETTERIE, TOEEYE /00K ATIO
L L TMgSO, THIEI B THBE L, PREBETTEREIE. TOREY
HATSLIORNIT S 74— (UATIL, 200KIVA) IZE>THEREL
T. ¥/ (D—b—G) %87/ (503mg, UN=E : 95%, AR MLF—4 :
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NMR (500 MHz, CDCl;) & 3.99 (s, 3H) , 7.27 (dd, J = 2.9, 8.6 Hz, TH
), 7.73 (d, J = 2.9 Hz, 1H) , 7.75-7.81 (m, 2H) , 8.26 (d, J = 8.6 H
z, 1H) , 8.28-8.31 (m, 2H) ; "C-NMR (125 MHz, CDCl;) & 56.0, 109.9, 1
21.2, 127.1, 129.8, 133.6, 133.7, 134.2, 135.6, 164.3, 182.2, 183.3;
Elem. Anal. Calcd for C.H,,05,: C, 75.62; H, 4.23. Found: C, 76.2; H, 4,
8)
[0244] (I#D—-1-7) 7Y b5F/ VEEEHK (D-1-G) DEHK
7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—G) (23mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
2 002,2,2]14 24> (323mg. 2.88mmol) oy OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MT2BE L, 2REBETTHEEIETAY / —ILTHIE
BIET, PUoNSF/UESKR (D—1—-F) Z#F7% (171mg, UXZE : 76%
. Mw = 10700; Mw/Mn = 1.58. Elem. Anal. Calcd for C,,H;,N,0: C, 86.86;
H, 5.26; N, 7.19) ,
[0245] (RHEHD—1-—8)
BRHD—8 : 7Y hZx/
[0246] [{£49]

FE84k (D—1—-H) OER>

auh

S| D-8 e
NN
@O Eﬁ@((l HZND,\HNI TiClq, DABCO
+ Ry - \N
chlorobenzene 7
£y degindoandy)
{0-a) {D-B-H (I3 D-1-8 ny
Rr=D-H Ao~ {D-1-H)

[0247] *./>v (D—b—H) O&K
2-EROx> 7Y NSF /Y (500mg, 2.23mmol) DI AFIKIL LT IR
(22ml) BRIC, KFLEFNY DL (117mg, 2.68mmol) #QCTHRML T,
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[0248]

[0249]

[0250]

10oEERE Lk, BiE. REEEWMICI-R{T7O/ (0.24ml, 2.68m
mol) Z0CTHRML T, TDREWEZ130CT 1 HEEBHZ L, TORME
EMEEREITHAMUL TRETTERIEL, TOREBEWZ/00FRILLTS
EliH L TMgSO, TRZIEI BT HB LTz, APREZBETTEREIE, ZORE
MEeRZLIAXNITZT74— (YRS, 70AFRILE) ICL>THER
LT, ¥/ (D—b—H) #%&7k (571mg, IXZFE : 9%, ARI NILT—%
: 'H NMR (500 MHz, CDCly) & 1.09 (t, J = 7.5 Hz, 3H) , 1.89 (dq, J =
7.5, 6.3 Hz, 2H) , 4.12 (t, J = 6.3 Hz, 2H) , 7.27 (dd, J = 2.9, 8.6
Hz, 1H) , 7.72 (d, J = 2.9 Hz, 1H) , 7.75-7.81 (m, 2H) , 8.25 (d, J =
8.6 Hz, 1H) , 8.28-8.31 (m, 2H) ; SC-NMR (125 MHz, CDCl;) & 10.4, 22
.4, 70.3, 110.5, 121.5, 126.9, 127.1, 129.7, 133.6, 133.7, 134.1, 135
.5, 164.0, 182.2, 183.4; Elem. Anal. Calcd for Cy;H,,0;: C, 76.68; H, 5.
30. Found: C, 76.6; H, 5.4) ,

(L#ED—-1-8) 7Y b 5F/VFEEHE (D—1—-H) O&EK

7 hZF%/ (100mg, 0.48mmol) , /> (D—b—H) (27mg. 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
2 002,2,2]14 24> (323mg. 2.88mmol) oy OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MT2BE L, 2REBETTHEEIETAY / —ILTHIE
BIET, PUNSF I/ UESK (D—1—-H) %% (174mg, UXZE : 76%
. Mw = 7800; Mw/Mn = 1.50. Elem. Anal. Calcd for C,;H;xN;,0: C, 86.85;
H, 5.37; N, 7.11) ,

(EEfD—-1-9)

CERBID—9 : 7V hSF/VFEK (D—1—-1) OG>
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[1£50]
A AHID-9
O~y
HzN@’\ﬁ TiCly, DABCO Ny g]
' \ 4969
T X chlorobenzene N O O s
(D-a) D-b-1) (T# D-1-9) Ny

Ri=b-l Ay -1-1)

[0251] F./> (D—b—1) OB

2-ERAOF> 7Y bSF Yy (500mg, 2.23mmol) O XA FILHRILLT IR
(22ml) AWIC, KFRIEF K)o L (117ng, 2.68mmol) AOCTHML T,
10Nl E L, BHE. RISEEMICI-TOE-3-XFILTH > (0.34
ml, 2.68mmol) #0CTHRML T, ZDEEMA130°CT 1 HEEBHZ L,
ZTORIGREMEERFITHAN L TRETTEREIEL, ZOREMZ /O
ARV ATIEHE L TMgSO, TERRIE T2 B L, 2REBETTEREIE
EDREMENSLIARKNTIS 74— (VARSI YO0BFRILA) IT
SoTHRBLT, F/¥ (D—b—1) %137 (633mg, X : 96%, ZARY
NJL5—4 :H NMR (500 MHz, CDCl;) & 1.75 (dt, J = 6.9 Hz, 2H) , 1.8
8 (ddg, J = 6.9 Hz, 6H) , 4.19 (t, J =6.9 Hz, 2H) , 7.26 (dd, J = 2.
9, 8.6 Hz, 1H) , 7.72 (d, J = 2.9 Hz, T1H) , 7.75-7.81 (m, 2H) , 8.25
(d, J = 8.6 Hz, 1H) , 8.28-8.31 (m, 2H) ; C-NMR (125 MHz, CDCl;) &
22,5, 25,0, 37.7, 67.2, 110.5, 121.5, 126.9, 127.1, 129.7, 133.6, 133
.7, 134.1, 135.5, 164.0, 182.2, 183.4; Elem. Anal. Calcd for Ci4Hs05: C
, 77.53; H, 6.16. Found: C, 77.2; H, 6.2) ,
[0252] (ITF8D—-1-9) 7Y 5%/ VEEEK (D—-1—-1) DER

7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—1) (28mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
2 002,2,2]14 24> (323mg. 2.88mmol) oy OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC



WO 2012/147398 68 PCT/JP2012/054167

[0253]

[0254]

[0255]

THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MNT2B%E L, 2BEBETTEREIE TS/ —ILTEIL
BIET, PUoNSFI/UEEKR (D—-1—1) Z#F7%& (179mg, UXZE : 79%
. Mw = 9100; Mw/Mn = 1,85, Elem. Anal. Calcd for C,;3H,5N;,0: C, 86.83;
H, 5.48; N, 7.02) ,

(EEFID—1-10)

KERBID—10:7Y N NSF% /) VEERK (D—-1—-K) O

auh

(1517
A EE1D-10 s
oY Ve
o0 - e e, <pes
hlerob =
) 3 cnlorobenzene \N O O o
{D-a) {D-b-K} (T D-1-10) M4
Ry =D-K Ao D-1-K

¥/ (D—b—K) D&M

2-ERAOF> 7Y bSF Yy (500mg, 2.23mmol) O XA FILHRILLT IR
(22ml) B/mIC, KFBEF KU DL (117ng, 2.68mmol) Z0CTHRML T,
10Ol E Lk, BHE. RISEEMICI-TOTEA 74> (0.47nl, 2.6
8mmol) ZOCTHML T, ZTDEAWMA10CT 1 HEEBEH %2 Lk, TORIG
BEMEEREITHANL TRETTERESEL, TOEBWZ /00K AL
T33O L TMgSO, TRIEI BT HB L7z, AREZBETTHEEIE, ZOR
BMENZLIOARRNT S 74— (V) AFIL, 700KV L) ITE>THE
(LT, ¥/ (D-b—K) %Gk (753mg, #EE. ARV MLF—4 :H
NMR (500 MHz, CDCl,) & 0.90 (t, J = 6.9 Hz, 3H) , 1.25-1.40 (m, 8H) ,
1.46-1.52 (m, 2H) , 1.85 (ddt, J = 6.9 Hz, 2H) , 4.15 (t, J = 6.9 Hz
, 2H) , 7.26 (dd, J =2.3, 8.6 Hz, 1H) , 7.71 (d, J = 2.3 Hz, 1H) , 7
.75-7.81 (m, 2H) , 8.25 (d, J = 8.6 Hz, 1H) , 8.30 (ddd, J = 1.7, 5.2
, 6.9 Hz, 2H) ; C-NMR (125 MHz, CDCl;) & 14.1, 22.6, 29.0, 29.2, 29.
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3, 31.8, 68.8, 110.5, 121.5, 126.9, 127.1, 129.7, 133.6, 133.7, 134.1
, 164,.0, 182.2, 183.3; Elem. Anal. Calcd for C,H,0;: C, 78.54; H, 7.19
. Found: C, 78.5; H, 7.2) ,
[0256] (T#D—-1-10) 7 bo*/VEEHK (D—1—-K) OB
7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—K) (32mg, 0.10
mmol) . 4,4 -ITFL 7)Y (122ng, 0.58mmol) R, 4-TF7HES
9 n0l02,2,2]4 9% > (377mg, 3.36mmol) M/ OORYEY (4nl) EKIC.
|IEF4 > (IV) (0.11ml, 0.96mmol) >/ OO~V EY (2ml) FKRE9TC
THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MNTE2BEZ LA, 2REZBETTEEIETIASY /- TER
BIET, PS5 F /) VEEKR (D—-1—-K) &2F7%E (179mg, UK : 77%
. Mw = 8900; Mw/Mn = 1.65. Elem. Anal. Calcd for C,H;5N;,0: C, 86.81;
H, 5.63; N, 6.90) ) ,
[0257] (EEHD—1—-11)
KERBID—11: 7Y 5%
[0258] [{t52]

Bk (D—1—-L) OB

Ullll

SEEH -1

@r\/@rNHz
chlordbenzene
0] Q
(D-d) (0-5-L) (T8 D-1-11}
RT :D'L ~
O

[0259] F./> (D—b—L) OB
- ROF2T7 bZF /> (500mg, 2.23mmol) DU AFIVKRILLT IR
(22ml) BRIC, KFR{ELF MY DL (117mg, 2.68mmol) ZOCTHML T,
1 OnEl#HE L, B#E. RISEEWICr-A MFIRVILIATAR
(0.36 ml, 2.68mmol) ZO0CTHRIML T, TDREWMZ130CT 1 HEBH%Z
L7z TORGESHZERLETHAANL TRETTEREIE, TORED
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[0260]

[0261]

200KV A TIEHE L TMS0, TEBEIETEBLE, 2REBETTE
I, FOREMEAZLIOATNIZ 74— (U AFIN, 2O00KIL
L) ICE>THELT, ¥/ (D—b—L) #8B7% (T7ng, HEE. ARY
ML —% :H NMR (500 MHz, CDCl;) & 3.83 (s, 3H) , 5.18 (s, 2H) , 6
.95 (d, J =8.6Hz, 2H) , 7.33 (dd, J = 2.3, 8.6 Hz, 1H) , 7.40 (d, J
= 9.2 Hz, 2H) , 7.75-7.81 (m, 2H) , 7.82 (d, J = 2.3 Hz, 1H) , 8.26
(d, J =8.6 Hz, 1H) , 8.28-8.31 (m, 2H) ; "C-NMR (125 MHz, CDCl;) &
55.3, 70.5, 110.9, 114.2, 121.8, 127.1, 127.2, 127.7, 129.5, 129.8, 1
33.6, 133.7, 134.2, 135.6, 159.8, 163.5, 182.2, 183.3. Elem. Anal. Ca
led for C,H,0,: C, 76.35; H, 4.27) ,
(TED—-1-11) 7Y >F*/VFEK (D—1-L) OEK

7 hZF/2 (100mg, 0.48mmol) . ¥/ (D—b—L) (33mg, 0.10
mmol) . 4,4 -ITFL <7y (122ng, 0.58mmol) R, 4-TF7HES
42 002,2,2]14 24> (38Img. 3.46mmol) Dy OORYEY (4nl) BKIC.
\IEFH> (IV) (0.1ml, 0.86mmol) D/ OORYEY (2ml) BEHKEWC

THRMLT, 1HE. 130COAFTTHERLE, TORBEEGHMEZEEETS
MLTESA MNTE2BEZ LA, 2REZBETTEEIETIASY /- TER
BIET, PUoNSF I/ UESKR (D—1-L) %75 (134mg, UXZE : 57%
. Mw = 8200; Mw/Mn = 1.53. Elem. Anal. Calcd for C;;H;xN;,0,: C, 86.53;
H, 5.23; N, 6.92) ) ,

(Rl 2) <EiRFiTm>
(EEHD—2-1)

NFILAF Y ZREBADESBRAERDIER

LEERHAID -1 -1 2SR LANSEXINLET Y N/ VEEK (
D—1—-A-mO0) (@mg) & &FzxvTSv Y (FvFIrvicviqy
S—FTaFILHR) (dng) &, BEMNSA VY — (TAB-2) (FERHR) (4
mg) &EBELTY—MEL, EERTH27IIAv>a (149¢) (=
ZO%) OFXKMLEICEE L, Thia1 20 C6IETEZRGZEL, 7V b
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S )VFEEKR (D—1—-—A—m0) BEA/-SEBEES LT,
[0262] [{k53]

NN

b

(D—1-A—mD0)

[0263] <A VB FULAFYREBOIESD
FREHEAEDS VB FOLAF Y ZREBOE®REL, TM (mo | [/
1) DL i PFg (R7vib VBB Fo L) EREREEZSOIFLYH—R
*x—h (EC) /PxTFNVAH—KRx—F (DEC) (EC:DEC=1:1
(KTELL) ) ORBARTHIEMR (FUFLEH) ICZOERE SR
Bk, ZLT, TOEBLEICRY 7OEL VZAE 7 1L LD SR /L
—&— (BIVH—KR) | 527105 — (PRNVFvIH) #BEL
ILICEBELRD ) FULE (ABEEH) ZBE LA, T0%. BEIC
HENy XV AERBLARETIS VESHO7ILIAEEEND, LOWIC
Lo TMEL., EEENEE LTCT Y SF /) VFEEEK (D-1-A-—mO
) . BBEMEE L TCEEY) FULZRWEEREOOA VB FUOLAL
VIREBREERL
[0264]  (EMEFHID—2-2)
NFOLAF Y ZREBADERAEHROIESRD
PYNSF/UEEKR (D-1T—A—mO0) OFHLYIC. EFEFHID—1—
1528BLTERINET Y NSF /) VEFEEKR (D-1—-A—m1) ZHEW
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—A-m1) ZEAEBEZERL
[0265]
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[1£54]

pefs)

(D—1—-A-m1)

[0266] <A VB FULAFYREBOIESD
EHEFID -2 — 1 EAKDHEET, LEEBEZI( VEEBOEEE L.
FRENEE LTINS F I/ VFEER (D-1-A—m1) RUCBKREY
BELTER FULZAVWEERAROOA VR FOLM ATV ZREDLE
ER L 7,

[0267]  (EHEFID—2-3)
NFOLAF Y ZREBADERAEHROIESRD

YhSF /) UEEK (D—1—A—mO0) OBDLYIC, EFEHAD—1—

15285BLTERINEZT7 Y NSF /) VEEEEK (D—-1—-A—-—m5) ZHEV
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—A—mb) ZEALEBEERL

[0268] [{£55]

[0269] <A VB FILAF Y IREBMDESRD
ERFID—2 -1 ERAKRRAET., LEEBHZ I VEERDOEHBE L.
EREMEE LTS F /) VEEHK (D-1-A—mb) RUEEEY
BELTREBYVFUVLZRAWEEREOIM VR YFUO LM F Y ZRERE
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ER L 7,

[0270]  (EHEFID—2-4)
NFOLAF Y ZREBADERAEHROIESRD

YhSF ) VFEEK (D—1—A—m0) OBDLYIC, EREMFMD—1—

158BLTAERINEZT Y NSF¥/ VEEEK (D-1-A—m10) %24
WLAIE, ERAID—2 -1 EREKRLAETTY Y MSF/ VEESHK (D-
1T—A-m10) ZEx7EBEHFERLT,

[0271] [1£56]

bl

(D—1—A—m10)

[0272] <A VB FoLAF Y ZREBOESD
EHFID—2 -1 ERAKAAET, LEE®REZDM VEEMDIERE L.
EHEMEE LT NSF /) VEFEEK (D-1—-A—-—m10) RUEERE
MEELTER FULZRAWEERAEOIA VY FUOLAF VY ZRER
TER L 7,
[0273]  (EHEFID—2-5)
NFOLAF Y ZREBADERAEHROIESRD
YhSF /) UEEK (D—1—A—mO0) OBDLYIC, EFEHAD—1—
2EBBLTERINEZT Y NSF /) ViEEEK (D—1—-B—m5) ZEW
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—B—mb5) ZEALEBEERL
[0274]
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[1£57]

[0275] <A VB FoLA XY REBOESD
EHEFID -2 — 1 EAKDHEET, LEEBEZI( VEEBOEEE L.
EHEMEE LT NSXF/ VFEK (D—1-B—mb5) RUEEEY
BELTER FULZAVWEERAROOA VR FOLM ATV ZREDLE
ER L 7,

[0276]  (EHEFID—2-6)
NFOLAF Y ZREBADERAEHROIESRD

YhSF /) UEEK (D—1—A—mO0) OBDLYIC, EFEHAD—1—

3ESBLTERINEZT7 Y bSF/ VEEEEK (D—1—-C—m5) ZHW
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—C—mb) ZEALEBEERL L,

[0277] [1£58]

[0278] <A VB FILAF Y IREBMDESRD
EEFID—2 -1 ERAKDAFET, LEEHRZIM VEEBOERE L.
EREMEE LTV SF /) VEEHK (D-1-C—mb) RUEEEY
BELTREBYVFUVLZRAWEEREOIM VR YFUO LM F Y ZRERE
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[0279]

[0280]

[0281]

[0282]

[0283]

ER L 7,

(EEHD—2-7)

NFOLAF Y ZREBADERAEHROIESRD

YhSF /) UEEK (D—1—A—mO0) OBDLYIC, EFEHAD—1—
47%B5RBLTERINET Y NSF /) VEFEEE (D—1—-D—mb) ZAWL
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—D—mb5) ZEALEBEERL

[1£59]
72 e
i

(D—1—-—D—-m5)

KAA VB FOLAF Y ZREMBDIERD

EHFID—2 -1 ERAKAAET, LEE®REZDM VEEMDIERE L.
EHEMEE LT NSXF/ VFEK (D—1-D—mb5) RUEEEY
BELTER FULZAVWEERAROOA VR FOLM ATV ZREDLE
ER L 7,

(EHEHID—2-8)

NFOLAF Y ZREBADERAEHROIESRD

YhSF /) UEEK (D—1—A—mO0) OBDLYIC, EFEHAD—1—
5B LTERINAETVYNSF/ VEFEEE (D—1T—E—mb) ZAWL
LS E, RHBID—2 -1 CRABBAETT Y MSF/ VFEHK (D1
—E—-mb) ZEALEBEERL
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[1£60]
33
pRfs)

(D—1—E—-mb5)

[0284] <A VB FIhAF Y REMDEE
ERHID—-2—1 EABLAET, LEEEE I VEEHROEEE L,
FRENEE LT F /) VFEEK (D—1—-E—mb5) RUBKREY
HBELTEBY FULERWERREOOA VBRI FI LA 4 Y RERE
ER L 7,
[0285]  (EMEHID—2-9)
KUF I bAF Y ZREBAOEBASEDFSD>
PYNSF/UEEKR (D-1T—A—mO0) OFHLYIC. EFEFHID—1—
BESHBLTERINET Y NSF /) VEEKX (D—1—-F—mb5) ZHW
UL, EEFAID—2 -1 CRAKGHFETT Y NSF/ VEEK (D1
—F—mb) ZEALEBEERL
[0286] [1t61]

[0287] <A VEYFILAF Y IREBMDESRD
EEFID—2 -1 ERAKDAFET, LEEHRZIM VEEBOERE L.
EREMEE LTS F /) VEEK (D-1-F—-—mb) RUEEEY
BELTREBYVFUVLZRAWEEREOIM VR YFUO LM F Y ZRERE
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EELL 7=,
[0288] (LeEBID— 1)
KYFobLAFYREMRBOIEMRESEEDIERD

PorSF/)VEEK (D-1-A-m0) OBDLYIL, PV IF/ Y
R —ZAWEEAE, EEGAID—2 -1 E2<BAKBRBFETTVIZF

JUR) R —%®mAEREFRL %,
[0289] [{k62]

Ny

TrhIF/RUT—

[0290] <A VB FULA XY REBOESD
ERFID—2 -1 2 AKMRAET, EELEBZ I VEEROERE

L. EEMEE LTV NIF/ VR —RUBIRENEE LTEEY
FOLZRWEEREOIA VB ) FOLA AV ZREBEERL &,

[0291] <KE®EFAD—-—2—-1~D—-2-9, RCLBRHAD -1 THERLAEI1VE)
F U LA F Y ZREE AV BT

[0292] ZEHID—2—-1~D—2—-9, RUOLBRHID—1 TEHLLI1 VEY
FOLAF Y ZREMERVWT, ROFEIC LD > THREHABRXITTEKHE
ARZ1T> 7,

[0293] RE25COIRET. EFEHMD—2—-1~D—-2-9, RULERHID— 1
THERHLEZDA VB FOLA ATV IREBLEZO. O5IYF7URY (mA
) DEBRT2HRILN (V) ILETZETHE L,

[0294] GRE25°COEBET. £MAID—2—-3, D—2—-6, D—2—-9 RV
BHD—-1THERLEZOA VEYFIOLA ATV ZRELEZ0. 0537V
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[0295]

[0296]

[0297]

R7 (mA) OEERT2HRILES (V) ITEFTEZFETHEL. SOEDAKILER
. 0. 053Y7uRT7 (mA) OEEBRTARIE (V) ICESTDZETH
Bl INETHA47)ILELT, 10017 ILETRBEARZIT oL
<EmFID—2—-1~D—-2—-9, RULRHID—1 TEHLELI1 VB
F U LA 7V TREROE MM OFTMER>
EEHD—-—2—-1~D—2—-4THEHELAZDA VBRI FOLA TV ZRE
hERWREABROBEREE1 11IRT, B1 1 IXHNEHMR (MEREE
(mAh,/g)) vs. EF (V) ) 2%kd, EffD-2—-3, D-2—
E~D—2—-9THEHE LA VR FULAF Y ZREBMZEAVERER
BROMBRER 21787, B1 21 FHEHR (WEBEE (mnAhg))
vs. BF (V) ) &7, k®HID—-1THER LALLM VB FU LS
VIREMERAWHERROBERER 1 3ICTRT, B1 3(E. HEMR (
BMEARE®E (mMAh,/g)) vs. BF (V) ) #XkY, EfEfD—2-3
. D=2—-6, D—2-9RULEFID—1THERLAEZIAVEYFI LA
FVZREBRERAVWERRERRDERZE 1 4I1C77, B1 413, KEH
D7V NSF/)vEEK (D—1—A—-m5, D—-1-C—m5, RUD—
1T—F—mb) ZRAWEIA VR ) FOLAF Y ZRERELEBRBIO TV b
ZFR/IVRYT—ZRAWEDA VB FOLAAT VY ZREBED T 00H 1
JIVEBDERREDHERTH D, AFKPOT7 VS F /) VEEEHK (D—1 —
A—-m5, D—1-C—-m5, RUD—1—-F—-m5) #@AW\EIqM VEY
FOLAAZ Y I RELOERTEDMEIE, KBRFID—-T1DO7Y MFF/ VR
)Y —%=RWEdA VB FOLMF VY ZREMOELRR=EZ 1. 0&L
TEZXDLEETHD,
BBROT7YMNSF /) VE2MICAMNFUAFIEERFT DX/ VEDE
BEARICERLAEECS. M1 1HhLHLIREDIIC, PYEIF/ Y (
m) : 26UCX MFIAXAFILTESF /2 (n) B 5 1TDEE, T4
bbb, EEAID-2-30F7V b SF /) VFEEK (D-1-A-mb5) %H
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[0298]

WA VB FoLMFZ VY ZRELMDEREENTRKEZR L, 11
RUOE1 3NLHLNMREDIC, HBRAD-TOF7SF/ VR —%
AWEIA VB FOoLMA Y ZREROERBEICH LT, EFEMD -2
—1RU2-3D7V 5%/ VFEKR (D-1-A-mOKRUYD—-1—-A
—mb) ZAVWAIDA VR FULM AV ZREBLOERTERIS MEEZ T
L. VFOLAMA VY ZRELREESENRFTHD I EMVERINE, Fk
. EHEHD—-2-2RUD—-2-4DT7V I SF /) VEEK (D—1—-A—
mO, D—1—A-m1RUVOD—1—A-m10) #A\VEISVEYFY
LAF YV ZREMDEMBEIILRFAD—T1DO7 Y NSF /) VR —%H
WA VB FILAZ Y ZREBROEREZICH LT, FIERFDER
Tl VFOLAA Y ZREBARENGICEHBERW BRI,

M1 2RUE13NSHLIMREIIC, REFD—2-3DT7Y bFF/
V8K (D—1—-A—-m5) , ZHEFAID—-2-6D7 > +S5F/ VFEEHK
(D—1—-C—-m5), EHEHID—2—-9DF7 v hSx/ viEEK (D—1
—F—-m5) ., RUEEFHAD-—2-8DF7V  S5*% /) VEEHEK (D—1—E
—mb) ZAVWAIAVRYYFULAF Y IREBOERETEE. LEAID
—1TDF7VINSFI/VR)T—ERWEIA VB FO LA F VY ZREMD
BHF=EICH LT, sWMEEZSRL, PV F/UFEEKR (D-1—-A—m
5) ., Py hS*/vEEKk (D-1—-C—-m5) ., 7Y 5%/ VvEEK
 RUOTYUNSF ) UEEK (D—1—E—m5) &, VFILAF VIR
BHLAREUIRFTHSZ I EVERINE, ERHAD-2-507> >
*/VFEKR (D—-1—-B—mb) ZAWVWAEIAM VB FIOLA AV RE
twoELREIE. EBRAD-T1DOF7 Y bSF /R Y-V VE
DFOLAFZ Y ZREBOEBTEICH LT, FIERAFDEZRL. EFER
D—-2-407Y 5%/ VF8HK (D-1-D—m5) AW/ VE
DFOLAF Y ZRELOERBTEE, KBRFEID-T1OT7Y MZF/ VR
N—ZFBWEaAA VB FIOLA AV ZREBOERBEICH L T, P&
WEZ L7
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[0299]

[0300]

M14%558B832L. EEFEID—2-307Y  S5F/) viEEEK (D—1
—A—-mb) ZRAWEIAA VB FI LA FZV ZRELODEREZEN—F
BWMEERL, BARELERENE (1 7LEMN) & OmAEEFISER
L=l &R INE, £/, EEFAD—2-6RV2—-9DT7VbFF/
viEEk (D—1-C—m5, R®*'D—1—-F—-m5) A#AWEI/ VY
FOLAF Y ZREROERSEBILEFAD—1O7Y NSF/ VR
—ARAWAIAM VR FILAF Y IREBOSHAE S FIERASOEE T
L. ¥4 7 EEICREERW & BRI h,

EEESEOERIC, EMFHID—2—-1~D—-2—-9THFELATS VY
FOLA TV REMEBEH LB, EHEHID-2-1~D—-2-9T
ERLAEDA VB FOLAAZ Y ZRERDY,. ERMEOEVREREBREL
TEERZREEZRELTVWSE I %2R L,
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[E5KIR1]

[E5KIR2]

[E53KIR3]

[E5K1R4]

FHROEHE
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