© 2014/046201 A1 I 0O O 010 0O OO

12) FEFBAENICE DV T AR S -ERERE

(19) tt FLAN T A HEHLES >
EREER g
@3) ERABE _-'9//

2014 &£ 3 A 27 H(27.03.2014)

WIPOIPCT

U0 O 0
(10) ER2RES
WO 2014/046201 A1l

(51

ERR4FEF 25
HOIM 10/0569 (2010.01) HOIM 10/0567 (2010.01)

(74

RIEBA: Bl {EKER, 4 (NOGAWA, Shintaro et
al); T 5300047 KIRFFRBRALRAERESTHE 1
6—3 BRFI7A4TEIL FAEHEHEMR

Q1) ERHBES: PCT/JP2013/075338 Osaka (P),

2 ERHER: 201359 B 19 H(19.09.2013) g, ERE (EFOLVRY. 2TOBEOENE
25 EREREDESE: HAE #EATEEE): AE, AG, AL, AM, AO, AT, AU, AZ, BA,
. . BB, BG, BH, BN, BR, BW, BY, BZ, CA, CH, CL, CN,
26) EFRAFDE:E: HAGE CO, CR, CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES,
00) BRIET—4- FL GB, GD, GE, GH, GM, GT, HN, HR, HU, ID, IL, IN,
58 2012207208 2012 4F 9 B 20 H(20.09.2012)  JP ILS{J K5§KBCIAK§ALDKPMERMI§Z,D/EI?, 1%/[% Lﬁ;&%\&&&g»
48 2013-077816 2013 &£ 4 B 3 H(03.04.2013)  JP MZ. NA. NG, NI NO.NZ OM. PA. PE. PG, PH. PL. PT-
(7)) HEA: ¥ v — T#H% K £ 1t (SHARP KABUSHIKI QA, RO, RS, RU, RW, SA, SC, SD, SE, SG, SK, SL, SM,
KAISHA) [JP/JP]; T 5458522 KB FF K BR t B 435 25 ST, SV, SY, TH, TJ, TM, TN, TR, TT, TZ, UA, UG, US,

EEMEI2 2F&2 25 Osaka (JP). FNFFEFET % UZ, VC, VN, ZA, ZM, ZW.

oA

# 3 & 4L (WAKO PURE CHEMICAL INDUSTRIES, 0 g0 EROLEVEY . £TOBED LR
LTD,) [JP/IP]; T 5408605 KBRAF KRt oh R KBS % AYE] HE): ARIPO (BW, GH, GM, KE, LR, LS, MW
BI3TH1&2% Osaka(JP) B RE ): (BW, GH, GM, KE, LR, LS, MW,
: MZ, NA, RW, SD, SL, SZ, TZ, UG, ZM, ZW), 1— 35 <
(72) FBZE: N\ AF(UTSUML, Hisayuki). 3T & 7 (AM, AZ, BY, KG, KZ, RU, TJ, TM), 3—0 /¥

{Z (MITATE, Takehito). FaFf [E A (NISHIMURA,
Naoto). ;&M = [ (KIYOSU, Takahiro); T 3501101
BERNBHAFEMNIZ1 6 33 Saitama (JP). [
A FIBH(OKAMOTO, Kuniaki); T 3501101 FER
JIIBHAXFERNIZ1 6 33 Saitama (JP). $85
(WATAHIKI, Tsutomu); T 3501101 3% E B JI[# K
FHIEZ 1 6 3 3 Saitama (JP).

(AL, AT, BE, BG, CH, CY, CZ, DE, DK, EE, ES, FL FR,
GB, GR, HR, HU, IE, IS, IT, LT, LU, LV, MC, MK, MT,
NL, NO, PL, PT, RO, RS, SE, SL SK, SM, TR), OAPI
(BF, BJ, CF, CG, CL, CM, GA, GN, GQ, GW, KM, ML,
MR, NE, SN, TD, TG).

AT AFRERE:

EFEREHRE (FHF 21 50)

(54) Title: NONAQUEOUS SECONDARY CELL, AND FIRE-RETARDANT AGENT AND ADDITIVE FOR NONAQUEOUS
SECONDARY CELL

G4 FADE  JKRZREM, I UCIZIEKFRZRE M FARIRE B T RINF

£y

z—-—n-

Rz\/\

(1)

\

N—N

(57) Abstract: A nonaqueous secondary cell provided with a positive electrode, a negative electrode, and a nonaqueous electrolytic
solution, the nonaqueous secondary cell containing at least a cyclic nitrogen-containing compound expressed by formula (1) below
in the nonaqueous electrolytic solution. (In the formula, R, is selected from: a halogen atom, a lower alkyl group, a lower alkenyl
group, a lower alkoxy group, a lower alkoxycarbonyl group, a lower alkyl carbonyl group, and an aryl group; R is selected from: a
hydrogen atom, a halogen atom, a lower alkyl group, a lower alkenyl group, a lower alkoxy group, a lower alkoxycarbonyl group, a
lower alkyl carbonyl group, and an aryl group; or, R; and R, are bonded together, and are selected from a cyclic structure containing
any of a methylene group, a vinylene group, and a bivalent linking group including a complex atom.)
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HE9ICIE, BIAIEX MRV E TRV E n—7ORFVE, 1V SOR
FOR O n—TbFVE O AVIRFUE, sec—ThFIHE tert
—TRFIEENBEFLND,

[0056] LREBR7ZILFLEOBREICSVWT, 7V—ILAFIEELTIE. EF
RRHE~100EDAET LN, BAMIZE., AIZET7 LA FIH,
FTIFNAFIEENEITOND,

[0057]  LEEERTZILFILEOEBREICSEWT, 7YV FIEE LT, EHER
 PRIRXEBEBIROWVWTNTE L, BERBER2~6, FF LRI
2~3DANKRVEHKXRDOEDAFEFON, BEMICIE., BIAET7EFILA
FOR, JOEFZNAFIE TFIYNAFVE, AVTFIILAFFVE
LA FVE AYNLYLTEFRVE, EXOMNLTEFIE AFY
JANF RO EEORBEREMALRVEBREOCSO, fl2IE72)O4qL
FRIHE, JOoEAQaLAFOR Av )04 FFOE, s/ A
WAFVE, AVIAMN ALVFTFIE RUFTIANFFRIVE, Axt)
ANFFOREOEBHEARHNALRVBEHEOEDESEITFSNS,

[0058]  LEEMERTZILFILEOBHREICSWVWT, NOFYVRERFELTE, HIZIET
vRERETF. BREF. EREF. IVRRFEIHEITLND,

[0059] ERER:RURDAIRICEWNT, EJRT7IL7ZILEE LTE EHFER. 28
KXEBEBROVWTNTE L, BERRE2~8. FHLLRIRFRH2~4
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[0060]

[0061]

[0062]

[0063]

[0064]

 FUFFELCIRFR2~3DEDHFBEIFSND, BEIICIE. FIZIEE
SIVE, PYIE, 1 -TORZE, AVTORZJLE 1-TFZILE
2=TTFTZNE, 2—AFILTIYNLE 1-RUFZIE 2-RVFZ
WE, 2—XFN—2—-TFZIWE 3—AFI—2-TFZILE 1-A~
FEIILE, 2-A"FEILE 3-—-A"FEZILE 2-AFI-2-RV
ToIWE, 1 —ATFDIE 2-ATFZUE 3—-~ATFZIE 1-
FOFZNE, 2—FVFZNUVE, 3—FIVFZNVE 4—-FIFZIE,
1T—=vo07F7Z)E, 1= oORVFDILE, 1—-vr7anxFEZILE
1=>oOn7FZIE 1-2o04 057V ESORFHR2~8D7
W ZIVEDNZEFLN, hTEH, FIZAIFEZIVE, PYIE, 1-70OR
SIVE, AVTORZIE, 1-TFZIE 2-TFZIE, 2—-XFI
TIVIVEEDODRBRB2~4DT7IVITZIEDNIFFELL, ZORHMTEH, HlA
FEZIE, PYIEFZFORRBE2~3DT7ILTZNENLYIFE LW,
LEER T I T ZIVEIE. AAETILRILE, 7V—LE TUILE, T
WIAFVE, Y7/ ZhO&E YL RIE PO FROBREFED
BHREEZBLTVTHLL,
ERERTUTDIEOBREICEVWT, 7ZILFILEE LTE, RKREH1
~6DEDHEITFLN, BHTH, KRB 1 ~4DH0HFELL. TDR
NTH, RKREH1~208DA”FYFHELL, ZOEHHIE LTE, RET
RDBIRICETBZERT7ILFILEDESFFEAKRDOEDAEIT SN B,
ERERTUTZIIEOBREICEWT, 7Y —ILEELTIE, KRG
~10DHEDOMNEF LN, BEHRMICIEK, FIAIET7cZILE, 7 FILEED
2Ffons,
EERERKRTLIZLEOBBREICEWVWT, PUIE, 7LaFTE T
— WA FIVERCTIINAFRVEELTE REUCR,DHIRICE T 2ERT
WEFILEQBBREE L TESFONDZT7ILE, ZILIFVE 7Y—LAFx
ERUOT VN FEOEKGIEBROEDAZEITFLND,
EFREREUCRDAIRICENT, ER7ILFZIEE LTE, BEFHR 98K
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KXEBEBROVWTNTE L, BERRE2~8. FHLLRIRFRH2~4
FUTFFELLRRREIOEDAETONDE, EFNICIE. AIZAETF=
LVE, 1 =70z LE, 2-OZ V&, 1-JFZIE, 2-7F=
WE, 1 —XFl—2-O-LE 1-RVYFDIE, 2-RVFoIL
B 1 XFL=-3-TFZIE 1-~"FIDE 2-~"FIDIE
S—AFUZIJE, 2 AFIL—4-—RYFZILHE, 1 -ATFZILE 2
—ANTFZNE, 3—ATFIUE 1 —FIFZNUE 2—-FIFZLE
3—FVFZIUNE, A—-FIVFNBEEORFH2~8DTILFZIILEN
2ifoh, AHTH, AAFIFZIUE, 1-JOEZ)IE, 2-7O0E=
WE, 1 —TFZNUE 2-TFZLE 1-AF)L—-2-TOEEZILESE
DIRFBH2~4DT7INFZIUEMTFELL, ZORHLTE, flzid2 -0
EZLEZEDORFZHIOTILFZIENLYIFE L,

[0065] LEERER:RURDAIRICENT, E{R7ILIFTEELTE EHFER 2K
RKXIFBROVWTNTE L, BERRE1~6, HFELIFRERE1~4
EUFELKIFRBRTI~20ED0E8IFoNn5, BEAEMICIE. BIZIEX
FEE IMFVE n—70ORFIVE, 41V7ORFIE n—TbF
VE,AVIIFUVE, sec—TbMFVE, tert—TJbFIE n-
RUFIVARVE, AYRVFINFFVE, sec—RUFILAFFRVE, t
ert—RUFILFFIE, XRIRVFILATFRVE, n—A"FUINAFIHE
CAYNFULNTEFEVER, sec—AFULTFVE tert—AFIUIL
THFIHE XAAFUNAFOE /OTORFIE, /0T MNFUR
CIoORVYFIAFVE, OOANFUNTFOEFEDORRE1I~6D7
WIFRIEDNBEF LN, BHATE, FIAREAMEVE, ThF2E n—7
ORFIE, AVF7ORFVE, n—TbFIVE AVYTRFIHE, sec
—ThFVE tert—TrFVE /OTORFUE /T F
CEHEORFRE1I~4DOT7IIFVENMFELL,. ETORMTH, BIZIEA
Mo B T hFUOEFZOREFHT~207ILAFTEIIYVEFELL,

[0066] LERER:RURDAIRICENT, EJRT7ZILFIVEE LTE BERFRHT
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~15, FELLIFKFHRT~10, JYUYFXLLIEKRFRRTOHLDOHNET
bhd, EFENICIE. BIZIERVYIILE, J2xFILE, 1-7zZ)LIF
WE, 2—7zxzZ)7OELE, 3—2JxzZ)U7OELE, 7JzZILTFIL
HE 1 - XAFL-3-7zZ)\7OELE, FI7FILAFILESDRRKT
~15D7ZIFIENZITFOLON, D TH, BIAIERVIILE JzxF
WE, 1=z )VIFILE 2—-7zZ)7O0ELE, 3—7z=)L70O
ELEZDORFZHT~1 007 ZILFILESTFELL. ZTORMTH, jkF*K
BTORYIIENFIYITFELL,

[0067] ERER:RUR,DHIRICEVNT, ERREEL LT, AIZIELBIRXIEE6E
BTHY., 1~3EDHAREERETF. BREF. MERFFOATORT
EEATWSHDENETFONDG, BAMICIE. AIZEFIZILE £Ol)
IWEZEDOREGEERRENZITON D,

[0068] UBERREFEM|ELZBLTHELL, BRESLTE 7ILFLE T
FLYIAFREENESTOND, HRTIVFILEE LTE BFER. 2%

KXIFRIKOWITNTHLL, BERERRT1 ~30HD0PEIFL N, BHEMW
IiE. BIZIEAFILE, TFILE, n—OEILE, 1YV 7OBILESENE
Fonsd,

[0069] ERER:ZRUTR,DHIRICENT, Z)—IEE LT BEKRHK6~14
CFFELLIIRERE6~T100H0HBIF5NnE, BHRMICIE. AIAIE7 T
SIVE AVTZNE FTFILE PUNILE T F UV NILEFD
RBHE~T14DT7 ) —ILENZEFON, A TH, FAET7ZILE,
TFINEZEDREHC~10D7 ) —ILEFE LW,

[0070] A7) —ILEEEHBEEZBFLTHIV, BREORIE, 1~7Y—ILE
OEBRAEMBHOBTHY., FIAE7 T ZLEDFE, 1~5THY. F
JFILEDBE 1~7Th,

[0071] UBZBEHEE LTI, NOFVERF. RFH1~60D7ILFILE, RFH
T~6MNAO7ILFILE RERI~6D7ILIFVEH, REHK2~80D7F
WIrZVE, REBEB2~8DT7ILTZLAFOE mFH2~8DT7IILF=
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[0072]

[0073]

[0074]

IVE, REB2~8D7NFoNFFIE, REHR1~18D7ILFILTY)
WE, REHT~18DF7IFILSINLAFIE, kREH2~60D7)LOF
SHALNKRZLE, REE2~6DT7VILAFVE, 7JzZILE, 7xZ)LF
FOE, D MOEENET LN,

BTV -VEOBHREILSWT, NOFVERFELTE. AAET7vRHR
RF. BREF. RREF. AVRREFEILET LN, M TH, 7vERRE
FHAFELL,

ERB7V-NVEOEBEICEWNT, KRB 1 ~6D7IFIIEE LT,
BEHR, 2FRRXEBROVTRTE L, AHTEH, BHEROEDONIFE
LS, BERRBT~6, FELFRERET~4, SYIFFELCRKRER
1T~20808FFo5N5, BEARNICIE,. BIZIEXAFILE, TFILE, n—
JOENLNE, 41VvTOELE n—TFILE AVIFILE sec—TF
WE, tert—TFILE n—RVFIE AYRVFILE sec—R
YFILE tert —RUFIIE FXARVFIE 1 -AFITFILE,
n—A~AFIUIE AYAFUIE sec—AFUIE tert—AxY
WE, XAAFVIIE, Yool E, voO07FLE, voORVF
WE, 7O LHEZOREBER I ~6DTILFILEI BTSN, I T
., BIZIEXAFILE, TFILE, n—7OELE, 1V OELE, n—7
FILE, AVITFILE, sec—TFIE tert—T7FIE 2o/07
OELE, 707 FNBEORBHRI~4DT7ILFILENFELL. Z0
BATH, BIZIEXFILE, TFILEEORRHTI~20F7ILFILENLY
BFE LWL,

BT -NVEOBBREICEWT, KRBT ~60N\OF7LFILEELT
IE. BEHER, PBRRVUSBROWVWINTE L, BEKRFRHT1~6, FEL
CIRRRB1~4, JYFELERFRET ~20T7LFILEDKRRFD
—EXiF2IBANOTVRTF BAE 7 vyREF. BREF. RRETF. 3
VRIETE) TEBRINLEONEITFOND, BENICIE,. HlAE7/)L40
AFIE, M) ZLAOAFILE, 2-7L0F0TFILE RVY 740
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IFIVE, 3—7i407O0EIE, MN)olxo7abELE ¥ (Y7
WAOAFIV) AFIE ATS 74070 LE, 4—70A0TFIL
B /707 FLVE 5—-7040RVFILE 2, 2, 3, 3, 4
, 4, 5, 5—F0870A0RVYFIE (-CH, (CF,) ,H) . =71
ZORVFIVE, 6—7)bdOnFIIE, R=7JLAO~FIILE, 70O
OXFILE, M)rvoOxFILE, 2—-00IFIE Ry -/00IF
IVE, 3—/son07abELE, M)rsoo7oELE, ¥ (M)oooxF
W) AFILE, AT74o0070ELVE, 4—/s007FIVE, /Fo0O0
TFILE, 5—sOORVFILE 2, 2, 3, 3, 4, 4, 5, 5—%74
oOORVFIE (-CH, (CC 1, ,H) . RKX—=soORVFIE, 6—
sOO~NFIUE, N—rO0O~FVIIE, JOEAFILE, M) TOEX
FILE, 2—-TOFEIFIVE RVHTOEIFIVE 3-JOE70EL
B MN)TOETOELE, ¥ (M)TOEAFIV) XAFILE AT45T0
ESOELVE, 4-JOFE7FIVE, /F7O0F7FILE, 5-70FERY
FIE, 2, 2, 3, 3, 4, 4, 5, 5—FAU4TOERVFILE (-C
H, (CBr,) ,H) . X"=TOERVFILE, 6—-TOFE~NFIILE -7
OEAFUIIE, I—RFRXFILE, MJI—-FAFIE 2-3—FRIFIL
HE Ryvya—RIFILE 3—-3—R7OCELE, bJa—-RFOELE
I (M)I=RAFI) XAFNE ATHYI—-RTOELE, 4—-3—F
TFILE, /FI—KRTFLE 5-3I—KRVFILE, 2, 2, 3, 3,
4, 4, 5, 5—F043—RKRVFIHE (-CH, (C1,) ,H) . /8—3—
RRYFIVE, 6 —F—RAFUILE, R—3— R FIIEZEDRRE T
~6DNOTILFILENZEIFON, M TH, FIAE7ILAOXFILE, b
D7 AOXFIE, 2—-2)0A0TFILE RVH7)LA0TFILE, 3
—ZiAn7oELE, M)TLAOTOEE, ¥ (M) 7LFa0XFIL
) XFILE, ATy o)A07OELE, 4—-T)FA0TFIVE, JFTL
ZO7FIIE, 700X FILE, M) oOOAFILE, 2-700TFILE
RSO0 FIIE, 3—-/s0070ELE, N)osOono7OBEILE,
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[0075]

(M) rOaxXFIL) AFLE ATSoo07OELE 4—-s007
FIE, /o007 FILE, JOEXFILE, N)TOEAFILE, 2-
JOEIFIE RVSTOEIFIE 3-JO0FE70ELE, b)TO
ETOELE, ¥ (M)TOEAFIV) AFILE ATSTOETOELE
A-TJOEJFIE, JFT7O0ETFAE, I-RAFIE KMYI-R
XFIE, 2—F—FIFIE RVHI—RIFILE 3—-3—K7OFE
IWE, M)I—RFRT7OELE, ¥ (M)I—RAFI) XFILE ATH3
—N7OELE, 4—3—RTFILE /FI—RFTFILEZEDORFRH1 ~
ADNOTILFILEDNFELL, ZORMTEH, HIAEZ7)LF0OXFILE,
M) ZILAOXFIE, 2—-70AOIFILE, RVF7ILAOTFILE,
sO00XxFIVE, NysoOxXFILE, 2—/700XFIE, Rr4o/00
IFILE, JOEAFILE, M)TOEAFLE 2-TOFIFILE R
YHTOFTIFNE, I—RAFILE MJI—RXFILE 2-3F—FT
FILE, RVSI-RFIFIEZFQORBFR T ~20/N\OF7IFILENLYHF
F LU,
ERB7V-NVEOEHBEICEVWT, KRB 1 ~6D7INIFIEELTE
. BHHR, OBREBROVWINTE L, BERFHT1~6, FFELL<
WRBH1~4, JUYFFLLRRRER1~203D00FIFo5Nnd, BHEH
Wik, BIAIEARFOE, ThF2HR n—ORFIVHE 41V TORFY
B n—TKrF2HE AVTIFIHE sec—ThFVE tert—7
NFOE n—RUFLAFRVE AYRVFILFFVE, sec—RUF
WARIE, tert —RVUFINFFVE, RIRVFILAFFVE n—A
FONAFIVE, AYANFULTFVE sec—AFULTFVE te
Frt—A~AFIIINAFIHE, RAAFUNAFVR, oO07ORFIHE, ¥
JO7MERVE, 2oORVFILAFIHE, D/ONFIUILFFIOERFDR
FTEI~6DT7IIFEDIFEITFON, BHTH, BIAIEAMFIE, T b
FUOR n—7ORFVE, AVTORFVE n—TrFIHE AVTH
FUH, sec—ThrFVHEH, tert—JrNFVHE vooORFUHE
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[0076]

[0077]

Va7 N UEFORFHTI~40T7ILAFTENMMFELL. FORD
TH, BIAEAMNEVE, IMNFOEFORBERTI~207ILIFENE
YIFE LW,
ERB7V-NVEOEBEICEWT, KRB 2~8D7ILITZILEELTE
. BHHR, OBREBROVWINTE L, BERFH2~8, FFELL<
FRBFEH2~4DBEDOHIEFOND, BHRMICIE. IXITEZLE, 7Y
E 1-7ORZ)VE 41v7ORZLE, 1-TF7ZIE 2-TF7Z)L
B, 2—AFLT7YVIE 1-RUFDILE 2-RUFDIE 2-AF
W=—2—-TF7ZIE 1-~"FEZILE 2-~"FEZIE 3-—-~Ft&=
WE, 2—XFI—2-RUTZIE 1-A~"TFZIE 2-~TF=Z)L
E 3—ATFZIVE 1-F0F7ZIVE, 2—-F07=ZIVE 3—-H07F
ZIWVE, A—FU0FZIE, 1-YoO077ZLUE 1 -y oaRyYFDL
B 1-70~AFtZIVE 1-voOAFF7ZIE 1-2o0407F
ZIEHZEORBZR2~8DTILTZIENEFSN, rTH, AlxiEE=
VR, PYIE, 1 -7aRzLE v T7aRzIE 1 -TFZIE,
2—TTZIE, 2 AFLTINEFODRER2 ~4 D7V ZILEDYF
F LU,
ERETIWEOBREILSVWT, KRB 2~8DT7NMIZLAFIEE
LTid, B, 2BRRXEBROVWTNTE L. BERFRH2~8. F
FLLRRRB2~4 DD ETONS, BEENICKEK. BIZAEEZILA*
E, TYULAFVE, 1 -ORZLFAFIER, 4V TORZLAFVE
1 =TFINUAFRVE 2-TTFZNFFIE, 2 XFLTYILEFY
H 1 - RUFDNUNAFVE, 2 RUFDILFFVE 2—AFI—-2—
TTFoIFFIVE 1 AFEZLFFRIE 2—-~"FDLFF2E, 3
—AFEINAFIE 2-AFLN-2-RYFZLFFVEH, 1 -ATF
WA FRIVE 2—-ATTFINFFIE, SATFDINFFRIVE 1 —F
DTN FXRVE 2—FVTZNFFRVE 3—FVTZILFFRVE 4
—F VTN AXRVE, 12077 AFIE 1 -2 oORVFTZ
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[0078]

[0079]

WARIE 1 -/OnFEIFF2HR 1-20O0~NT7ZIVFFY
B 1-200F707VFF2BEZORFBE2~8DT7IVIZIVAFIH
BEFLN, BHTH, fIZIEEZLAFVE, ZYLLTFIE, 170
RIVFAFIE AVTORZNAFVE, 1-T7ZUVFFIE, 2-7
TINWAFVE, 2—AFLTIVILFXREEORRE2~4DT I =)
THFRVENMFFELL,

ERB7)-NVEOEBEICEWT, RRB2~8D7ILFZNEELTE
. BHHR, OBREBROVWINTE L, BERFH2~8, FFELL<
FRBH2~4DBDOPEFOND, BEHEMICIE. AIXIEFTFILE, 1 -
JOEZIE, 2-7O0EZ)VE 1-TFZIE 2-TFIE 1-
AFI=2-7OEZE, 1 -RVYFoLE, 2-RVUFDILE, 1 X
FIL—3—TFZLUE 1-AFIZIE 2-AFIZ)E 3-—-~FY
ZIVE, 2 XFN—4 - RUFZLE 1 -A~ATFZLEH 2-~TF=
WE, 3—ATFoIE 1—-FI0FZNE 2-F0F=INE 3-F75
FINE 4-F IV FZIEZEORRBE2~8DT7NFZINENEIT SN,
BATH, AIAEIFoILE, 1 -7OEZLVE, 2-7OEZ)VE, 1 -
TFZILE, 2—-TJFZUE, 1-XAFL-2-FOCZILEFORFRH2
~4DTIFZILEMIIFELL,

EETIWEOBREILSVWT, KRB 2~8DT7ILFoIAFIEE
LTid, B, 2BRRXEBROVWTNTE L. BERFRH2~8. F
FLLRRFH2~4DHDHETF 5D, BEERMICIE. IAETFoLA
FUOHR 1—-FOoEzZIAFVE 2-FOozidFE 1 -TFZL
FERIE, 2-TFILFFIE, 1 —XFL-2-TFOCZLFFIE,
T—RUFINWNFFVE 2-RUFIIFFRVE 1 - AFIL-3-TF
ZWFAFVE, T AFUDNTFIE, 2-AFIIUFFVE, 3
FUDINAFIE, 2 AFIN—4-—-RUFZNFFVE, 1 -ATFZL
AXRIE 2-A~ATFINAFIE, 3 ATFINAFIE 1-F0F
“IWVFFRVE 2—FVFNFFRVE, 3-FIVFIAFIHE, 4—F
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[0080]

DFZNFFVEEDRRH2~8DT7ILFoIIFFOENBEF SN, An
TH, FIZIEIFZLAFVHE, 1 -0z LAFVE, 2-OEZ)L
THFIE 1 -—TFoINAFVE, 2-TFDIUAFVE 1 -XAF) -2
— 7O LA F O BEORFH2~4DTILF LA FRENGFE LL,
BT -NVEOEBBREICEWT, KRBT ~18D7ILFILI)IILEE
LT YUILERD T ~3EDOKRREFNEREXKFHRT~6, 17L&
REHT~4, JYFFLLRRRB T ~207IVFINETEBRINZLD
AET LN, BETILFIVEER, BFERK 2BRKXEBRRKOVWINRTE LW
o BERMICIE. BIZIEXFILSYILE, TFILV)ILE n—7OEILDY
WE, 4V 7O0ELD)IVE, n—TFILIYILE AV TFILYUILE,
sec—TJFLIYLE, tert—TFILVYLE n—RVFLIYIL
E AYRVYFILVYILE, sec—RUYFILVYILE, tert—RUF
WO IWE, RARVFILDYIE n—=AFIITYIILE 1YNFUIL
SUIE, sec—AFUILVYILE, tert—AFIUILIYIVE xF
ANEVIILVYNE, doo7aoEL T YIVE YoaT7FILCYLE, VY
ORVFILDYIIE, oO~FINI)IILE, SXFILIYIIE JIF
WoYIE, O—n—7OELSYLE, 4y 7OEBLTYIILE ¥ —n
—TFIVINE, DAVTFLIYILE, Y—sec—TFILYJILE,
V—tert—TJFILVYILE T-n—RUFILVYILE TAYRVF
WO IE, V—sec—RUYFIVYILE, I—tert—RVFLIY
WE, VRARVFILVYILE, J—n—=—AFIILIYILE JAY~FY
WO IE, V—sec—A"FUILVYILE, J—tert—AFILIY
WE, IxFAFIILIYILE, ooo7aoELsYLE, o2on7F
WO YIIE, Do onRYFILCYLE, JooanFId Y LE, MY
XFIYIIE, M)ZFILYIILE, M)—n—=—TOELS)ILE, MY
AVv7OELDYILE, M) =—n—=TFLIYVILE MIAVTFILI)IL
B MN)—sec—TFIVYLE M)—tert—TFILIYILE b
J=n—=RUYFIIYIE M)AYRVFILI)ILE K)—sec—R
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[0081]

VFILVYIE, M)—tert—RUFILVYLE M) RARVFILY
DILE, R =n—=AFIIIIYILE M)AYANEFIIILT)IILE K-
sec—AFIUITYJE FM)—tert—AFIITYJE M)XRF
AFVIILTVYNLE, N)ooFaELT)ILE by oaTdFILYV YL
. MN)2oaRVFLIYIE, M) oando b ULE, TAFIL
IFLIIVILE, tert—TFILIXAFILIYILE IAFILA4YTOE
WY IIE, SIFIAYTOELTYIILE, RVYFILIAFILYUIILE,
ANEIWIAFILDYLEZEDS )ILEFOD 1 ~3EDKERFHPRFRE 1
~BDTILFIETEBRINETILFILYYLENEIFSN, HTH, §
ZEAFIDYIE, TFLYYIVE n—TOELS)ILE, 41V 7O
WoVIIWE n—=TFILIVIVE, AVTFILY)ILE, sec—TFILY
DILE, tert—JFILIYILE, >oO07O0ELY)IVE oOTF
WO YIVE, SXAFILVYILE, STFLVYILE, Y—n—TOENLDY
WE, D4y 7aELTYLE, S—n—=TFILIVILE JAVTFILY
JIVE, Y—sec—TFILIYIE, Y—tert—TFILIVILE ¥
voo7abEiY )IIVE, IO FTYILE, MY XFILDYILE,
MYUZTFALIYILE, M)=—n=TOELTYLE Ny TOELVY
WE, M)=—n—=TFLIYIE MIAVTFILII)ILE, M) —sec
—TJFLIYLE, M—tert—=TFLIYLE MY rsoroEL
SUNE, N2 onTFILY)IVE, FSAFILIFLIYILE, tert
—TFIIAFILYNE, IAFLAYTOELYYILE, SITFILAY
TOELYYILEZEDSYILEDD 1 ~3EOKERFARER1 ~4 D7
WFIWETBEBRINETILFILOYLESFELL, Z0RAITE, HAE
AFID)IE, TFIDVILE, DAFLI)ILE, SIFILIY)IVE,
MUXFILTYILE, NVIFLIIVILE, DXFILIFILYYILEEDY
DIVERD 1 ~3EDKRRFAVRRE 1 ~2D7INFINETEBRINLT
WERILD)IIENEUIFE LWL,

7 -NVEOBBREICEWT, KRBT ~18D7ILFILI)ILAF
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VEHELTE, YYNLNERD T ~3EOKRRFNEERFH1~6, iI7F
LSIRRFBHT~4, JYFFLLRKRR 1 ~207)ILFIVETEBRIL
HEDORFETF LN, BETILFILEER, BHR 2FRXEBROVWTNT
HEW, BRI, BIZIEXFILO)IILAFRE IFLOYILFFIHE
.n=7aOELDYNNAFFIE 4V FOELS )L FIE n—TFIL
SUNARVE, AVTFILDIILAXRVE, sec—TFILI)ILFFD
B tert—JFILI)VILFFVE n—RUYFLDYILFFIE, 1Y
RUFIMVYNAFVE, sec—RUFLIVYILFFIE, tert—~
VFILTYNFFIE, FARVFLIIILAFVE, n—AFIILTYNL
THFRIE AYANFULD)ILAFVE, sec—AFIULI)ILAFIE
ctert =AFILIDILFFIE RAANFUIILI)IAFIOE, VY
O7OELSYIAFOE 2oO7FLI)LAFIHE oaRVFIL
SONFFRIVE, oONFULTYNLFTFIE, DAFLI)IILFFOE
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AW KkRIREMR (LL&FHI2, 3. 5, 6. 9, 10, 13KkRG14)
H, FTRILAERICBEWVWT, RERUVEKDELTWVWD, BIL, XFLVEZR
AV EF— NFEBHRESTH, BRI EZEZTHAVEKRIRER (LG8
RO12) 3, sTRILERICBWT, RERVCEADNELTWVWD, IHIIH
L. FEARRBEBICASER IS O D 2 EMHFN A R/ L KR REM (EHEA
1~36) & STRILABRTEREPRAD LI REENE LTV,

EMEEEICDWTIE, EREM1 7 ~3 6 DIKRIREMIT, A FLVE
RAZAIWKRR— NFEREZELH, BT, 4. TRCT1TDXFLVE
RAZANFR— NEBREEFHVWHFKRIRELEERL T, MELTWS

BRI, AREFEICOVWTIE, EEMI~1 6 R1U'27~3 60DIKRIR
Biid., 1. OCIROHUENIORULETHHDICH LT, thExfl4, 11
RUO12TIE90%KRBETCHY, MELTVWBIENTINTWS,

Fle. RIVKBRERFTHDIHMAN ZAWLL&FI2, 3. 5, 6. 9, 1
O. 13RV14DIFKRIREIE, YIRREICLIYILENBEEIDEEL
Teleh, RENTEL D o7, RETEADN>LEBRHE LT, BRETICHE
B9 2BHMER DMKREFTHLIBRRERSELEMIIBWT, ERRFOD
VFoLAFdY (AFFV) ILLYBREFIHEES LEEKREFNIR 7O M
Vb B ENH B, O EBROLEEF2, 3. 5, 6, 9. 10,
13RG T 4A0BRREERSFLEME T 4> &Y, SBEMT 2EEEHED
L%, TOMER. CO#EKICLY., VFILAA Y ZREBEAKOEF%E
LAVWTEMENE KD, SEKPEFZFEEITWD,

(EREGI1 ~3 6 HDOBRRERSELEMITOWVWT)
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L. (1=3) RV (1—4) &, UTOERRAF—LICEHOFEICLY
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499 (0. 4mo |) ZF TR EETTABEARIEI L, RIGKT
%, RIGRZKRCBIEXFL U THE L, BREZREERRER. ~UAH7T
WAZLIORMIZ 74 —THRRTDIIEICLIYBRREREFLEY (1
—3) #539g (0. 33mo |) ., INE82%TE,
"H=NMR (CDC 13 :0. 95ppm (t, 3H), 1. Olppm
(t, 3H), 1. 85ppm (m, 2H), 1. 91T ppm (m, 2H)
, 2. 78ppm (t, 2H), 4. 19ppm (t, 2H) .
[0173]
/\j\/\ + 28iCly + 2NaN; —— Cﬁr;”\+ (SiCh)O + 2 NaCl
/
MN—N
[0174] &% (1-4)
PERZMDWTLIZTIEFTMN)DL84g (1. 3mo |) ZRET
. MLk 1%73g (0. 4mo|) #B®FL, RWT, ZEIZ7x/
¥52g (0. 4mo |) ZF T EETT7ABEARIEI L, RIGKT
%, RIGRZKRCBIEXFL U THE L, BREZREERRER. ~UAH7T
WAZLIORMIZ 74 —THRRTDIIEICLIYBRREREFLEY (1
—4) #38g (0. 24mol) ., INELE6O0O%THE~,
'"H=NMR (CDC ;) :2. 62ppm (s, 3H), 7. 47ppm (
m, 2H), 7. 60 (m, 3H).
[0175]

N\
‘\<N

1
N—N

;
JKQ + 28iCly + 2NaNj + (SiIClk)RO0 + 2NacCl

[0176] 4. 1t&% (1 —1) OCASF+UNRN—E90329—-50—-3THVY.
te¥ (1—2) OCASIZF16681—77—-9ThHY., & (1 -4
) DCASFUNR—(314213—-16—-2ThHY. 1t&% (1—-5) ©C
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t&®w (2—1)

REEAFIL (10mL) B, KERFHHE464920 95 HKIEH DA
FBICE>TERINEAFLVER (yOBR)L7xz—k) [C1S0,0C
H,0S0,C 1] 1. 5g (6. Tmmo |) RUAIVRIKVEE) =
JLE2., 1Tg (12, Ommo |) #55CT3IRFABEERBIEE, K
TR, B L7200 KRVEBE) U=y LEERRH L. REREL
THEFRBEKREZEL, EMHRTRELE L RICBREATHERT S &I
LY, BERYMTHEAFLUYER (XFVRIVKRR—F) 20, 69 (2.
9mmo |) . INFE4 8% THE%,

'"H=NMR (CD;CN) :5. 80ppm (s, 2H), 3. 19ppm (

s, 6H) .

[0178] & (2-2)

A VRAIKRVBRE ) V= LABOROYICTSI V ANERVBE) =D
L2, 3g (12. Ommo |) ZERALALEME. £EEEHW (2-1
) DERFEERBOUIBAITIZEICLY, XFLYER (ZH YV RIIRKR
*—K) #0. 6g (2. 5mmo |) ., IXXL4 1% THE-,

'"H—=NMR (CDC ;) :5. 82ppm (s, 2H), 3. 31-3. 2
6ppm (g, 4H), 1. 50—1. 46ppm (t, 6H) .
[0179] {t&¥ (2-3)

XV ZNWKRVBEE) =D LABORDLYICTVILRAIILKRVEBE) =D
L2, 4g (12, Ommo |) ZERALLEME. £EEEH (2-1
) DERFEERBOUIBAITIZEICLY, XFLYER (FPYIRIIEKR
*—K) #0. 7g (2. 6mmo |) |, INX4 3%THEE,

"H—NMR (CD,CN) :5, 93—5. 82ppm (m, 2H), 5. 7
6ppm (s, 2H), 5. 55—5, 49ppm (m, 4H), 4, 06
—4. 0O4ppm (d, 4H) .
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XV ZANKRVBE) V2O LABORDLY IRV EY AR VEE) =
JALiE2. 8g (12, Ommo |) ZERALAEMNME. LELREY (2 —
1) OERFEERARDOULEBETIZEICLY, XFLYER (RVYEVR
JWIRZ—K) #1. 2g (3. 5mmo |) . INE5 8% TH,
"H—NMR (CD,CN) :7. 75—=7. 70ppm (m, 6H), 7. 5
8—7. 53ppm (m, 4H), 5. 82ppm (s, 2H) .
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