wo 2012/133061 A 1[I 000 0O R 0

12) FEFBAENICE DV T AR S -ERERE

(19) tt FLAN T A HEHLES >
el ke % U O 0 RO O

/ 10) BB ARES
@3) AR E =
2012 4 10 B 4 B(04.10.2012) WI’FQ PCT WO 2012/133061 Al
51 ER4FHL4E (79 REAN:BH R (SAKAL Hiroaki); T 1006020 3
CO7C 51/31 (2006 01) CI0G 17/095 (2006.01) AR FRARENE=TH2&ESS ENEAE
B01J 23/755 (2006.01)  C10G 45/50 (2006.01) WT 12y BEHEEREEFEER Tokyo (JP).
B01J 23/85 (2006.01) C10G 67/12 (2006.01)

@8y EBEE (ERTEDHEWREY, £ETHOEHEOEAR

C07C 63/313 (2006.01 CO7B 61/00 (2006.01 Fhaleu
( ) ( ) A A EE): AF, AG, AL, AM, AO, AT, AU, AZ, BA,

1) ERLHEES: PCT/JP2012/057220 BB, BG, BH, BR, BW, BY, BZ, CA, CH, CL, CN, CO,
CR, CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES, FIL,

(22) EEHRER: 2012 £ 3 A 21 H(21.03.2012) GB. GD, GE. GIL GM. GT. HN, HR, HU, ID, IL. IN, IS,
25 EFRRHEDSE: AAE KE, KG, KM, KN, KP, KR, KZ, LA, LC, LK, LR, LS, LT,
. LU, LY, MA, MD, ME, MG, MK, MN, MW, MX, MY,

26 ERARDERE: HAE MZ, NA, NG, NI, NO, NZ, OM, PE, PG, PH, PL, PT, QA,
G0) BRIET—4. RO, RS, RU, RW, SC, SD, SE, SG, SK, SL, SM, ST, SV,

SY, TH, TJ, TM, TN, TR, TT, TZ, UA, UG, US, UZ, VC
FiH 2011-080904 2011 &= 3 A 31 31.03.2011 P i S S > T s T
HilfR o F3 A B ) J VN, ZA, ZM, ZW.

— e = 3 Db Y.
ENERGY CORPORATION) [JP/JP]; T 1008162 B S M A HE): ARIPO (BW, GH, GM, KE, LR, LS, MW,

: = o MZ, NA, RW, SD, SL, SZ, TZ, UG, ZM, ZW), 1— 35 <

#;MFRE IZDt%EIT_T B 6% 35 Tokyo (JP). 7 (AML AZ. BY. KG. KZ. MD. RU. TJ, TM), 3 —

(72) EBRE, BV A w /% (AL, AT, BE, BG, CH, CY, CZ, DE, DK, EE,

(75) FAFB/HBEAN CGKEIZOWTOHA): FH = ES, FL, FR, GB, GR, HR, HU, IE, IS, IT, LT, LU, LV, MC,

(IDA, Ryoji) [JP/JP]; T 1008162 REREFH HE X MK, MT, NL, NO, PL, PT, RO, RS, SE, SL SK, SM, TR),

FEHI-_TH6EI3E JUXBHEBEIRILE— OAPI (BF, BJ, CF, CG, CL CM, GA, GN, GQ, GW, ML,
MBAEHA Tokyo Gp). #1JII E — BH MR, NE, SN, TD, TG).

(YANAGAWA, Shinichiro) [JP/JP]; T 1008162 B &R TN e
FTRARAFH_TE6E3S JXHB#HARF *HIEFE
IRILF—HAEHA Tokyo (JP). — ERRAERE (FHE2150)

(54) Title: METHOD FOR PRODUCING BENZENE TETRACARBOXYLIC ACID
G4 BEDEH AU E T S HIRUBORIESE

(57) Abstract: Provided is a method for efficiently producing a benzene tetracarboxylic acid from a starting material that contains
two or more tricyclic aromatic hydrocarbons each of which has a specific structure. A benzene tetracarboxylic acid is efficiently pro -
duced by selectively hydrogenating a starting material, which contains two or more hydrocarbons that are selected from the group
consisting of tricyclic aromatic hydrocarbons having an anthracene skeleton and tricyclic aromatic hydrocarbons having a phenan -
threne skeleton, into a 1,2,3,4,5,6,7,8-octahydro form using, as an hydrogenation catalyst, a catalyst that contains two or more active
metals that are selected from the group consisting of nickel, molybdenum, cobalt and tungsten, and then oxidizing the
1,2,3,4,5,6,7,8-octahydro form with a metal oxide.

GNEH: BENBEEEIHIZRAFTHERILKRE2ULECER, L, BERLLIAVELTFESHL
¢/M§%L¢éﬁ£§ﬁﬁ¢é T/hvtgﬁﬁiﬁté REEERIEKRELIU Iz LY
BRERT A=BEBRRLKEN L DEA ‘VOBRINDH2ULOBRILKRZSHEIHEME, = v 7
. ENIFS . ARLRBEVATRT UM LHE BN BRSNS 2 L EDEHERERTT 5t
EEKRLMEELTT, 2, 3, 4, 5, 6, 7, 84V 2t FOKITERWICKFILEL, TDHE,
1, 2.3, 4,5, 6,7, 8—4AY2cF0AhEEBRANTRILTEZZECEY. RUELT S
HILRUBREDEL CHET B



WO 2012/133061 1 PCT/JP2012/057220

[0001]

[0002]

[0003]

[0004]

[0005]

B #H =
RIPDEH : XRVEVT NI HIRVBOBESE
Ao EF
AEBIE, PV EVELIVC TV MUY RED=ZREEKRRIEKER
ZRBURBZAVT. REPO=ZREEKKILKFRZZRMITKERIL L%
EBlETBZEICEY. 1, 2, 3, 4—RUEBVFRSALRVES LT
SERET, 2, 4, B-RYEVFNSAIVRVEEELET 2 5EICET

HE, EFR@OIFICEVT, MzEE, EXRERUTHEEICEN S
fEE LTRYA I REENMBVLNRTWVWS, RY4M4 I REEOCEHD1EE

T1, 2, 3, 4—RVEVFINZHIRVENT, 2, 4, b—RUE
YT MNSANKRYVBEOEZERRY AR VEBIAMERIATWS,

ek, 1, 2, 3, A= RVEVFRIALRVEBSLOT, 2, 4, 5
—RVEVTFRIALRVBORESEELTE 1, 2, 3, 4—FT K>
AFIRVEVELTT, 2, 4, 5=FrIAFIRYEY E&HEBERILE
TIEKEBbT 2 FEDMHONTWS, £, DB EELT, 2, 4, b5
—MIAFARYZIT7ITE ReREBEELTT, 2, 4, 5—RVEVT
NSANRUVEEZRIEST 2HEDNALNTWNDS,

g/, PV NSEVERLE 7SV MLV E, @EBIEME IEEERL
PRI & Y 4 0 4 b ROKRICKRLE, RIHEE TRMERIL £ 2 IXRERIL
LT1, 2, 3, 4—RVEVTFTINIZHILRVESLTT, 2, 4, 5 =N
VEVTINSANRYVEERET 2HENATINTWS (FEFrm 1 &R

i, 1, 2, 3, 4, 5, 6, 7, 8—Fv4%krknor7zF>bL YV
VAVEBA) DALICE>TEIETBZEICLY T, 2, 3, 4—RV
NSAIRVEEZELNET 2 HEIHTIINTWS (BFHFHE 2 50])



WO 2012/133061 2 PCT/JP2012/057220

[0006]

[0007]

[0008]

[0009]

FoAT R >R

R SRR

Bkl KERBHFE33504 4 3501
HIER2 B2 008—-266 182848
FEAOBE
FEANERL LD & T 255E

AT, BHBRNIETIE. REEioafE (FCC) REBICTRERMH
BEEDEL., EICAV ) VEMPEBREFRHEZFZHRHELTWS, ZO1B
RTERRICENT 2EERIE. FREBERILKEFEZZCELIENMMSN
TWb, BlAlE. DBEHETHD M1 M1 IILA14I) (LCO) &, Bt
MICZREEHRIEKROEFEEN L. BHPEHRE LTHRAINTEL
B GEETRERLCOMS LY MMMEOREVWARYEY, MLIY, FUL YV
FERETDHIENPMEINTVWS, ThERKRIC, LCOLYEBELRHE
. TRLEENNICZERBEERRKIELKRZZSEUCELNSH. L YA
EOBWNMEEYINEERT Z-DDHEIRERIN TV D,

AFERIZ. ZSRFBERRIEKFRZSORBEMOMBEBEORED (FhE
LW, ) FOEMIHOERNSEATRINLZEOTHY, 7V A5t
VEBREBETAEREERRIEKRZS LV TSV ML VEREET =R
EERRILKED SBRING 2 U EDORILKRESTEAN S, gL <
RYBUVTINIANKRVBERET A EZRHT2EDTH D,
RAERRT DIDODFE

AIECERRE ARG B72DIC, AFBICHDEIRVEY T KT HILRVEOD
BEREE. FRE—KE (DD



WO 2012/133061 3 PCT/JP2012/057220

[1E1]

(R)n

X7 (1)

(Xeh, RIFEHKREFLEDIRKROTZILFILETHY., nig7 hSEVE
BEOEREDODHEZTRLO~8DEHTHD, L. RIFTA~8AICA
BET25DTHY., nh2~80DFAE, RIFA—FLEELRDIRRBDO7IL
FIETH>TEW, )

TRINDITY NS EVEREET 2=2REEKKIEKEFS L O TRE—KRA

(I1)
(R)n

[12]

(R, RIFEHRFZEIFROTILFLETHY, nidTxzFr LY
B ELEOBEBREOHZRLO0~8DEHTHD, 7=72L. RIFTHA~8ALIC
MEBTDEDTHY., nH2~8DFHE. REA—FLIEERDIRKFHRDT
IWERIILETH>TEW, )

TRIND 7TV ML UYBRBER T Z2ERESHERILKRDSRDEDNDS
BRIND2LULEORIEKFRZEETDRHEZ, v b, E)I7TF>, 3
NILENBELCIVTATUDLRDENLBERINZ 2ULEDEREREEZS
B9 2 A KRbME S LT, TE—HKX (I1I)

[1£3]

(R)n

(X, RIFEFERFLZEDIRROTILFILETHY., niF1, 2, 3, 4



WO 2012/133061 4 PCT/JP2012/057220

[0010]

[0011]

, 5, 6, 7, 8=A44eRO7Y  NSEVERLOBREDHERLO
~BDEYTHD, L. RIFTMA~BHICMHNETZ2EDTHY., nh2
~8MigA. RIZA—FLRELDIRFHDOTVILFILETH>TLL, )
TRINhB1, 2, 3, 4, 5, 6, 7, 8—Av4%cRrkaA7v I StEVE
WEHT DREKERS LOCTRE—HEX (IV)

[1b4]
(R)n
CQB/ )

(RXh, RIGFEHRFALEIRROTLFILETHY, nik1, 2, 3, 4
, 5, 6, 7, 8—A0%RO7xF VML YBRLOBREDOEERL
O~8DEHTHD, L. RETH~BHIMNETZEDTHY., nhH
2~8Diza. REA—FLEERDIERRBEOTZILFILETH>TIW, )
TERINhB1, 2, 3, 4, 5, 6, 7, 8—Av4%ckrkOzzFr LY
BHREET DRILKBNORDIENSBIRIND 2L EDKILKFRZEKT
BKFRIERIGIEE.

AIEEKRIERIGIRZICTERK L 21—kl (1II) THRIHNB1, 2, 3
, 4, 5, 6, 7, 8=A4RO7v St VEREET IRIEKERS
L URIEE—MX (V) TRkXh3d1, 2, 3, 4, 5, 6, 7, 8—%4%
EROT7F VML UBRBRERETHRILKRDOLIEBENSFERING 21U
LOREKRZ, SBEEMICLYVERELYT 2BIERIGTRELE.

EEUILERBET D,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKEWT, EE2—iX (1) . dI) . III) & (IV) IKBWVWT, RiF
RFBHN ~4 QDEHEHRELIEIRROTILFIVETH D EE/FHET B,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKEWT, EE2—iX (1) . dI) . III) & (IV) IKBWVWT, RiF
RFH1 ~4OEFERELIEDPRROTILFILETHY., nldT7V b5tV



WO 2012/133061 5 PCT/JP2012/057220

[0012]

[0013]

[0014]

[0015]

[0016]

[0017]

B, JxFhMNLVBK, 1, 2, 3, 4, 5, 6, 7, 8—FYHFER
o7 hSEVvEBBLLT, 2, 3, 4, 5, 6, 7, 8—#74%k RO
J71FV ML UBREDBHREDOHZTRL, O~4DEETHD I &=
&9 5,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
ICBWT, BIREERIE, 340~420CHOEREBLT A2 HET 2,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
ICBWT, FIREREHE. BHARZLIEARARTHD I EE2EHET D,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
ICBWT, RIEEEREYIE. BV A VBN JLFIEZToOLEEAY
VLATHDIEERHET %,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
ICHWT, RIRAKRLERBIRIG. AiRRERREZKREET. REEENA20
0~400C. RISEAN2~15MP a THIZEKE(LAREIC & VBIRMIC
KRET DI EE2RHET %,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKHWT, FAIRRBERISTREIG. AIRESOKRERGNZ. RIGBED 5
0~150C, RISENDNEE~1MP a T, KIMFOHEET. LBl
EMicE Vgt s & aHHET 5,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKBWT, mItBERIGIZOFIC, FEE—K= (IV)

[{t5]
(R)n
% N .(N)

(R, RIFEHKREAIEDOROTZILFILETHY, nixl1, 2, 3, 4
, 5, 6, 7, 8—Fs4%crkO7zF+ VML YERLOBHREOKARL
O~8DEHTHD, 727 L. RIFTHR~BHICNETDEDTHY, ni



WO 2012/133061 6 PCT/JP2012/057220

[0018]

[0019]

[0020]

2~8MDFE. RIZA—FHIFERDIRFHDTZILFIETH>TLL, )
TkRINB1, 2, 3, 4, 5, 6, 7, 8—As%kkOozz+rhLY
SREET DiRILKFREZ, BRAEICLY FEE—MKk (I1I)

[{E6]

(R)n

(X, RIZEHRILEIDRROTILFILETHY, nix1, 2, 3, 4
, 5, 6, 7, 8= RO7Y rSEVERLOBBREOHETRLO
~BDEYTHD, L. RIFTMA~BHICMHNETZ2EDTHY., nh2
~8MigA. RIZA—FLRELDIRFHDOTVILFILETH>TLL, )
TRINB1, 2, 3, 4, 5, 6, 7, 8—AvH%cRaOF7v SV
BEETDRIEKBICERCLIEI2EMCRBIREE TSI L2 FHET
%,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKBEWT, ER—%=X (V) &L (11D ITBVWT, REREHRT1~40E
BHRELEIBROTLFIVETHE I EERFHET B,

Fleo ARBICHADIRVEY T NS AR VBORERAIG, LEFKH
IKBEWT, ER—%=X (V) &L (11D ITBVWT, REREHRT1~40E
HERFEIRROTILFILETHY, nik1, 2, 3, 4, 5, 6, 7,
8—A04kRkO7xF U NLUBBEREY BRILKRELTT, 2, 3,
4, 5, 6, 7, 8—=FU4cRO7V b SEVBREET DRIEKZDE
BEOHEERL, O~4DEHTHDIIEERBET S,

A [OFYIES
AEBICHDEBIRVEVYTF NS ALRVBOBERXIE. ZBEEKXL
KRZSUHREBEREFORERMZ, FIRMICKFRELEE BT EITLY
. BROREEE T 2EREEHKRIEKRODEEYHOMELLIARVYEVF
NSHIWRVEEREY 5 EAARETH D,

7



WO 2012/133061 7 PCT/JP2012/057220

[0021]

[0022]

HEARET H7-HDWRE
<IFE®>
F9. AFKBORVEVF NS ANRVEEEET 27ODOFRERHIOWVT
Y %, AFEB T, Ti—Mkl (1)
[1£7]

(R)n

D)

TRINDT7 VIS EVERERTD=RBEERKILKRE LU TFRE—MHA

(11)
(R)n

[1£8]
TRIND TV ML UBBRERT I=BEBRRILKBENSRDIENS
BIRIND 2ULEDORIEKFREEET 2R ZERYT 5, LB—%KX () &
O (II) TRINDZ=ZBEEERRIEKRICBEWT, RET7Y A EVER
H L7V ML UYBBREOBHRE, BANICITEHERIZIEIRRD
PIFILEERL, RERT~40EHRILZEIRROTILFILETHS
TEMFELL. AFIVE, TFIE, TOELE TFLEEEFELL
BIRTED, £/, nET7 UV ESEVEEBE LG 7TV ML VBRICE
BLTVWZEBEREOHEZRL., niZ0O~8DEHTHY. IFFLIENIE0
~4 DB, LYFFLLIENIEO~3DBHTHE, 2ULOBHRERE
FT2%E. REA—FEEERIRRBOTIVEILETH>TELL,
AHEAEPAKBARORAZAVSGE. BRHCL > TR ZRE &K
RAEKBRUAIC, BIZAEF 79 L VO LD B ZRESKRIEKFZPEL
BOL D ROREFEHRIKIEKBIEEFND I EAZL, AFERICBWTERR
FICERY LS IEZRBFEHERIEKRCPORU LD ZRESKRILKELNS



WO 2012/133061 8 PCT/JP2012/057220

[0023]

Fhad & BREBERVD, NS DFEHRKIEKRITIKRIERISIES
BERIGIZZRTRENICEMNNTH IRV EYT N DR VEBUAD
ANVKRVBELEE T ZH, SEEFDPRVWENFE LWL, RFEHRBICH
ZREZBIFBEHERILKRZEZEH. HMD2HED LI ZRESEKKRILKE
DREAZEDRLTBHDICIFE. BROBIRNA3I40C (ZxF 2 ML D
=) LEEFTBIENTFELL, RROBRA340CULETHNIEE, =R
BERKILKROEEEZ RS T I &AL, BIRY LIIFZREEKRKIEK
FTORANZEDIRLSTEZIENTEDS, T, FEHOBERN4 20 CLUTTH
nE, PULFNEEE T I2NBREERRILKREZRS I ENATE, 395T
UTFThHhNE, ZRFEHERIELKROEEEZRLT &AL, ELVED
SO BMURUEDFEHERRIEKRDRAZDRLSTDHIENTES, HleL
T=REEEKRILKER. EL VEEORREERRILKFZDOHRZKR 1 ICE
#HY 2,



WO 2012/133061 9 PCT/JP2012/057220

[%1]
=1
a=xvE HR(C)
s sy a4 N VAV 340
TorSty 342
1-AFILIF Ly 351
1-AFIILT oSt 353
2-ITFIILIxF LY 368
2-TFIVTFobSt 356
1,2-CAF LT F LY 375
35-UAFITF UMY 375
14-CAF T ooty 371
23-UAFIIT NS 372
2-JREILTF Uy 381
2-47aE LTSty 371
1,24-R)AF T RSt 390
1,3.6-F)AFIL TS 390
1,234-FThSAF LI F LY 410
1,38, 7-ThIAFILT 1Y 409
1,46, 7-ThSAFILT oSy 408
910-CIFI-34-CAFNT LSy 430
ELy 395
1-AFILEL Y 431

[0024] fE>T. AFEPICHEAIN I GHHEXPAKRBERDOERE LT, 340
C~420CHBRAFTELTELIEMFEFLL., 340C~395CTD
BoaEELTEDIENTILITHEE LWL,

[0025] F®1&Y., EE—HK{NX (I) BLTC (II) TRINZ=ZBFERKRILKFERIC
BWT. RICEFICHIRIZBRWD, RPVKRFRH 1 ~4 OBEHRZE 2ok



WO 2012/133061 10 PCT/JP2012/057220

DOF7IVFIVEEFETDE0, FFE LIFKRERE 1 ~3 DEHRKR I LT oIK
OF7NFILEEZETZ2EOTHNIE. RERE U TARFERBICEHFE LVBREEHE
ERd, RORFHSULEOEHRFLIEDEROTILFILEICKRD E, B
RH4 20 CZBADKILKRNE . ARBICIIAEZERMRIERK(LK
FTONECRATEHIEICARDZDOTHFELL ARV, AFBLEFE LVWERESL
BIrddE, AFLE TFILE FOELE, 1V OELE, TFLE
BENETOND, FIROBERERDMUED. FICHEIhAGWS, 7V b
ZEVEBRBELUV T F VML YBRD 1 ~8AIICAEBET DI EATFELL
o IV 1 OGICEBHEZE T Z2=2RFEEKRILAKRIE., BILRIEIRETI
MY 1 OMDEBEBRESBIEINAILRFILNEAZTIBINTLED LD, K
HRPOBMNHTHEINRVEVTNIAINRVBEERDIIEN# LIRS,

[0026] F/c, LEE—MX (1) 8L (1) TRINDZ=ZBEEKRILKERICEWL
To nITIZBFICERRAR WA, nHA0~4, FELLIEnA0~3 THNIE
CEBELTHELWBREREAS, nBAARELLAQDZIEFE. KIEKFRDH
RN ER U TAERICAERMNRFEHRRILKRNZRBALTLED, X
oo PR EVEBRE L7 T Y ML YBROKRIEIETLEH A
Y, JYUBETOKRELRIGEZVEE T 27HOFF LAV, BB, 2D
LtOBHEREZETZ2HE. RiZ. A—FLEEELIRRBOT7ILFIET
H>T LWL,

[0027] LERZB—HBKX (1) TRINDZ 7V MNSEVERERET Z=ZBEERRILKR
OHT, AFEBICHFFELWVWEDOELTIE. ZYMSEYDIEN 1T —XFIL
PURNSEY, 1, 4=UXAFLTVRSEY, 2, 3—IAFLTPVIS
Y. 1, 2, 4=RMUYXFLTPYESEY, 1, 3, 6=RNUXFLTY
hSt>, 1, 3, 6, T=FhSAFLTVISEY, 1, 4, 6, 7-
TRSAFLTUENSEY, 2=-IZFALT7UESEY, 2—=—n—=7OELT
vhStEY, 2—iso—TOELTYNSEVRESETFLNS,

[0028] EEB—HX (II) TRI 7z FV ML UBREET 2=BEEEKRIELKE
OHT, AFEBICHFFELWVWEDOELTIE. 7zF Y bLYDIEMH. 1 —XF



WO 2012/133061 11 PCT/JP2012/057220

WZ7xFV Lo, 1, 2=UXF)LTFV LY, 3, 5-UXAFILT
TFV LY, 1, 2, 3, 4=FRSAFILITIFV LY, 2-IFI
T7IFV ML YRBREREBETLND,

[0029] LERTHRLAETY MSEVEREETIZ=RBERKRIEKRS LT x
FTUMNLYBRERE T 5=REBHERILKBNSLDENLERINDRKRIL
KRZ2UEEETIERME LT, BHERIZZIEAKEROERRRLF
"IN,

[0030] LERE—HBRX (I) TRINDZT7 Y NSEVEBREETI=ZBFERRILKE
BLUTLER—HBX (II) TRINZ 72+ VN VEBREET2=BEEK
RIEKED SR DENSEIRIND 2ULEDRIEKEFEZSE T 2HBHEED
FRERE LTk, BRI, BEEH. RERS. J—Hh—H aRFEH &
B8l BREEHEY. FCCEEBENLB/ONDIEEE N THSHLCO, HC
O (INE=HA10IA4)) . CLO (V7) 774 RA4I) BBl h
%, FCHEZREEHRIRIEKROEEEDOHEWVWHCO, CLO, O1—Hh—3h
MEDTFE LW,

[0031] LERE—HBRX (I) TRINZT7 Y NSEVEBREETI=ZBFERRILKE
BLUTLER—HBX (II) TRINZ 72+ VN VEBREET2=BEEK
FRAILKRD LR BN OFBRINDRILKRZ 2ULEEET 2 HRBRDIR
BmeE LTiE, BIAIE. J—Ld =Lk, P RStEVR, P RStV
—F, JLAYV—NH BREDFIRINDG, FTE=ZRFEHRRIEKFROS
FEOBEW., =¥ —)LHEZEELT330~380CHDEBETAHY bL

TURZEVHAGENFHLL,

[0032] &7, LRBOT7V NS EVERERTZ2ZRESKKIEKRELC 7S
VLYV BREEYT ZZREERRILKRNSBIRINS 2L EDR{EKTE
AEBT2AHARELITAKAROEANHIE. FIESOHEZZOFEEFER&
LTHERATEZED,. BEREILICEKEBELT. 340~420CHEES.
FHELLIE340~395CHEBHDAFRLTEHLL,

[0033] RIS, AEBHONRVEV TR AWK VBOREREDE—TRTH S,



WO 2012/133061 12 PCT/JP2012/057220

[0034]

[0035]

KFERIETRICDOWTERETY %,

<KFRERBIRE>
AFEADOKRERIGIRIE, LRRO—MKNX (I) TRINZTPV NS EVE

BEETI=ZBEEERRIEKESLVCLEO—HKK (II) TRINZ I F
VMNLUBRERETHD=EREFERRIEKBZDORDZIENOGERINS 2L
DikILKFREEETI2ERE, v, VTV, AL hs8LTI Y
TATFUNORIZENSRIRINZ 2EEULDENEEAESET 2%
IKFR(EARE S L THW, RIS KRLARE MR L 7= R ICKRIERISZ1T
LW, FEE—f& (1I1)

[1£9]

(R)n

T&RINBd1, 2, 3, 4, 5, 6, 7, 8—F/%erarrr>tVE
BeBTHRILKRE IO TE—MHKA (IV)

[1E10]
(R)n
% N .(N)

TERINhB1, 2, 3, 4, 5, 6, 7, 8—Av4%ckrkOzzFv LY
BB T DRILKBN LRI HEIEN D RIEKFRISERWICKRILLT
%,

FiE—X (III) & (IV) THRINDREKRICBEWT, RiE1, 2
, 3, 4, 5, 6, 7, 8—Fs%cbrOr>rzEVEERELIEFET, 2
, 3, 4, 5,6, 7, 8—A/%bRO7z+V L VYBRELOBHRE,
BEMICITESEREEORROTILEFLEERL, nik1, 2, 3, 4,
5, 6, 7, 8=/ ko7 hrZEVEKELLIEFT, 2, 3, 4,
5, 6, 7, 8—Z474%RO7xFY PLYBRICEHRLTVWSEHRED



WO 2012/133061 13 PCT/JP2012/057220

HERT,

[0036] RICIKHFICHIBRIFAVA, RIZKFH 1 ~4 OEHFHRFIEDRKRDO T IV
FNEEZEITDEDONIFELL, KRBT ~3DEHRILEDBRO7 IV
FIEEBETZEDALYFZE LWL, RIKEHS U LEOBEHRT T2
ROTIFILEILARD E, ARBPICEAELRNREERRK{IEKFRDKRIE
DERATDHIEICRYFELL AW, AFEPAEIFFEF LVWEREZHIRT
&, AFIE, ITFIE, FOECLE, 1V TOELE, TFLELREN
Bifonsd, £/, AIKOBHMERE, 7Y N SEVERBLIVT TV N
LYBBD1~8AICMHET2HDTHD, v 1 OMICEREZETS
SRFBERKIEKFRIZ. BIERISTETIOMY 1 OMOEBELELIRILIND
WRFVIVEAZBINTLE D 2D, ARAOEMNYTHERVEVTH
SHAIVKRVEBEBLIENEH LD,

[0037] &F7, ERB—HKRX (III) L (IV) TRINDZ=ZBFERRIEKFEDK
FRIEMITBEWT, nITIFFICHEIRSRWA, nHO0O~4THBIIENFTFEL
K, nBO~3THBIENEYFFELWL, nHARELLLRZIFEFREHDHRR
AEF L. AREPICEAELRNREERRILKROKRIEMHNEZIRALT
K BDIFELLABV, b, 2DOUELEOEMEREZET 255, Rid. H
—FRFERDIRBBOTILERILETH > TLL,

[0038] EkiZ—f&=xX (I1II) Tt&KRXIh31, 2, 3, 4, 5, 6, 7, 8—#U%k
FOF7PY hSEVEBRERE T 2RIELKROPT, AEPICHFELWVWEDEL
Tik. 1, 2, 3, 4, 5,6, 7, 8—As4%erO7v StV DEL

1—XFJ—1, 2, 3, 4, 5, 6, 7, 8—As4rkOr7vist
V. 1, 4= AFNV—1, 2, 3, 4, 5, 6, 7, 8—As45rO7
YhSEY, 2, 3—UXF)L—1, 2, 3, 4, 5, 6, 7, 8—%4%
ErAPZYENSEY, 1, 2, 4—RFYXF)L—-1, 2, 3, 4, 5, 6,
7, 8—Av4%erkOrviStEY, 1, 3, 6-FUXAFIL—1, 2, 3
, 4,5, 6,7, 8—F44crkar7vr>Erv, 1, 3, 6, 7T—F+h
SAFI—1, 2, 3, 4, 5, 6, 7, 8—Fs%ekrkO7v 3ty



WO 2012/133061 14 PCT/JP2012/057220

[0039]

[0040]

[0041]

17 47 67 7_7__|\3)(a:)|/_17 27 37 47 57 67 77 8_7-|-7'y

ko7 SV, 2—-TFNV-1, 2, 3, 4, 5, 6, 7, 8—H%7%
SekarZv bty 2=n-oEL-1, 2, 3, 4, 5, 6, 7,
8—Av%c ko7 rSty, 2—iso—7OEIL—1, 2, 3, 4,

5, 6, 7, 8—Fv45e a7 oV RENEIFLND,

g (Iv) tkINhB1, 2, 3, 4, 5, 6, 7, 8—Fv4%k
ROZ7zF Y MLYBBEET DRIEKROBT, AFKBIFELVWEDE
LTid. 1, 2, 3, 4, 5, 6, 7, 8—F4%ekO7zF+v LD
EM». 1 —XF)I—-1, 2, 3, 4, 5, 6, 7, 8—As%kkrkorz+
vhLy, 1, 2=UXF)L—1, 2, 3, 4, 5, 6, 7, 8—F44%¢k
kAZ7zFvhLv, 3, 5—-YXFL—-1, 2, 3, 4, 5, 6, 7, 8
—As4bRrkOz7zFv LY. 1, 2, 3, 4—=FKSAFL-1, 2,
3, 4, 5,6, 7, 8—#Fs%ckOzzFriLYy, 2-IFIL-1,
2, 3, 4, 5, 6, 7, 8—Fs4RO7xFV R NLURENETFLN
%,

ATREOEME, BOBIEIRICTHERNIINVEV T NSHALRVEE
BToONDEDIKT 2HIC. ZRFBFHKIELKROFROFTERUANDER
OB EREMRNICKRLEIEZZETHY ., FEBRS—D LHKFELS
NTVWRWIRFERIKIEKREEZRS T LD ICKRILEZEDHZ—AT, =
REERKRKIEKRPTRICKFREINTLESI - ROT7V FSEVODE
D IR BARALKRDER Y., BEOHRRIGEZMNG T2 ENEETH D,

ZTDLIRKFRILERRT 2701, AEBAOKRERIGIRTIE, d@d
DEHBY., KFREEE LTy b, EVTFTY, ANV BLTI VT
ATUDNLRDPENSBRING 2EEAULDEESEEZE T 2MEE AL
. BIREKRILARE A LR L= %IC, EEBO—KK (I) TRINZ 7V b
SEVBREEYT IZBEERRIEKRZS LTLEEBO—HKRA (II) TERIH
271V MNLUEBRBEEYDEREBHERILKBENSLDIENLERI
22 LEDRILKREEET DRERAEZKKRILT 2,



WO 2012/133061 15 PCT/JP2012/057220

[0042]

[0043]

[0044]

[0045]

ERFERKILKREEE T 2 EHHRELITARKEROERHE. —K
IKREDMBENEZSATHY., ZORLAMEEFH LV, L >T, flx
FEEEMELZRAVWTKRILLESE., KRIEMESHEDICL 2BEEZ
TREHERICEI RV, —A. B ORETKRILEE 2T AE

 BEIIHMENICSL DWEETITT, EEEMR TSN AEETH
7. ARBATREBWMIEMTRRILEEEZ ST EHEEAE T 2%
AWBZEMFELWL, L, KFERIGIRICHI NS RBRUERD S,
MELAELEMBEOFERICMA D 2EEXF TEREATELBEICEVTI.
BELEMELFERT 2L ARETH D,

LEMILMORETKRILEEEZRIMES LTI, RIEO=y 7 ILARE
CONV MR, —w - JTFURME, J/NLN—F ) TT VR
W, —w T =9V TRAT Y RMBERENEIFOND, KR(LBEDFEES
BO2EOMEAELEE LT, KBEORRSEEOSINS DN MEL
CEVITY, ZuTVBLCENITITUONMFELL, Zv T LBLTEY
TFUNEYFELL, IhSOMEIIKFRERIBORGEENEL. KR
EREEACEELCERY AL, #79 RAT7Y N SEVERERET S
RIEKFEELV  FiEF o5 RO7z+ Y ML U BKRERT DikibKE
DOPRFEZHFEREL. ISHICBEOKRILECICHBRGZIFE T 5 &AH
REICTR D,

Fre, BRUAL2EBEULEOENRSEEZE T 2AEIL, BAICERIEE
EOEFEATDZIENTFELLY, BEISEHERBLZB/FT L2 LT, EES
BOXREEZBLEE LSO, KRERBORIGEEEZBDLEIEDIEHNTED
o BFICKICHIRRIEARWA, BIZIETILIF, VA, FHIZTREEZAL
5ZENTED,

AFEPAOKRERISTRORBEEE LTIE. 200~400CTHIFEL
<. 250~380Co#EIHANLYIFFE LV, RINVEEN200TCTLYFEL
Bald. SREEHRRIEKROKRILELEETIEDHDIENTE, 40
OC& YU EITNIE, BELQKRLELSGCICBRISZIHETHIENTES



WO 2012/133061 16 PCT/JP2012/057220

[0046]

[0047]

[0048]

[0049]

e, #0527 N SEVEBRERETDRIEKRELCG A
SO F VML UYEREZET DRIEKRDONEZZAELT DI ENT
x5,

Fle, ARPOKBERIGIZORISEAE LTIE, 2~15MP adfF
FLL, 3~1TOMP ad@EENLYFELW, RIEEAN2MP ad VUi
WigRIE. ZSRFERRILKROKFR LI XN +2ERY, —FH. 15M
PadlUEWHEEIE, BELQKRIELGOCICOBRIGEZIGEHTHIENATE
20, A0 fO7 Y RS EVEBRERETD2RILKRELC FidH
o ROz F 2V MNLUEBRBRZET DRIEKFRONEZZFAETD I LN
TE%, FL15MPadfYRISENZELS T2 &T, MAEDL LI
BEWKRILEEZFERITEZIENTE, RFEEZMWADIENTES,

ARPAOKRIERIGTRRORBERIEHFICREIND EDTIFRWL, T4
o, F—hIL—TOI O REPXDORIGF[EZFEATLEIIEEARTH D
L. MBEXDORGEEZFRATHIEEHETES,

KBRIERIEIRZLODATERT 2350, KRIERIGORISEFEIX 1 ~2
OBFEINMIFE L. 2~ 1 OFGEDEEAN L YIFE LV, RSEEN 1 B5HE
SFYURITNE, ZREEHRKIEKFBOKRILEGIEEZTDEDDIENTE
«—A 20FEL Y ETNIE. BEGKRELSCICHERIGEZNGEIT S
ZENTEDRD, 779 RO7 Y NSEVEBRERET IRIEKRE LY
SEREE A5 rRO7F U ML UBRERET HRIEKROINEZRAIL
THIENTES, ILHICRBIFEZ20ELVELSTEHIET, £EH
AELEIERZIEEAREE D,

—%h. KRERGEIRE B TERET 2561F. REBERE (LHSV
) 1F0. Th'"BE20h-"UTIKTEZZ&ATFELL, 0. 2h-12UE1
Oh-"UTIKTBZENEYFELWL, LHSVAZ20 h-1LUTFICThIL,
JYBVWKRERISEDICT=REBRRILKFRZT2ICKRIET D &N
TZE%, —H. 0. 1h"QUEEFTEHIET, BELRKRELSVICDHER
EHS 2 ENTERRD, 7V RAFP Y NS EVEREET DK



WO 2012/133061 17 PCT/JP2012/057220

[0050]

[0051]

[0052]

EKRBEFLCG FEiFA 749 RO7cF Y ML UVEBREET 2R{EKFRD
INKARKIELTDENTESD, IHICLHSVAZO. Th-'UEEdBC
ETKFBLERIGFEORELZEBITEIIEHTE S,

<L RIGITE>

mWT, ARBEORVEYF NS HALRVBOREREOEZIRTH D
. BIERIGTRRICDWTERT %,

AFEROBRIERBIRE. KRLERISTETKRELINAL—MHKA (II1I) T
xXXhs1, 2, 3, 4, 5, 6, 7, 8—#24cROa7y rSEVER
BT RIEKFRSLOC—KA (IV) TRINB1, 2, 3, 4, 5, 6,
7, 8—F74%RO7xF VML UBRERT DRIEKBEDORDIEND
BRI N2 2L EDjRIEKFRE., @BRIEDICLYELELT. Tk (V)

[E11]
HOOC COOH
HOOC COOH

TRINB1, 2, 4, 5-RVYEVYFISALRVESLIV/ FE TR

X (VI)
HOOC—é ?—COOH
-« (V)

[1e12]
HOOC COOH

TRIND1, 2, 3, 4 RVYEBVYFISAVRVEBEEBLIIRTH D,
OHBARPARERDOERZRWEEGEE, ZRESKRILKEZERICIRE
L& LTH, —RICERPICEET DRIEKRETILFILEDMALBEP L
ENERDH. ZLOEEEMRD, LML, ARBFICHEWL, KRELEL
THRAOLBLEEZAVWTEETZIET, FERIEASLTWS 7L FILE
DWW 7 ONFIINBDIFEAEEZDIVRVBRICEBRIE S Z EN TR
THY., TOHFR. ERMPICHERET 2RI BZRNBISEDIE D 2 EAH



WO 2012/133061 18 PCT/JP2012/057220

BETH D,

[0053] L YEBHRICIZ, ARBAOREHFETIE. AHBERILEARBROZR
EERIRIEKFREERE, & 21E. 96, 1 O T I EDTILFIL
BEARRBZNBICETZ 7V SV BLIV FE7F MLy, H
CHBICERDIRBRBOTZIVFINEEZETZT7 NSV ELC FRET
IFV MUV ZSURERMBEEZHEERNE T2 TH->TH, SRFENHZ
KRIEL. Bon/kReWe L L ABIERISTETHEILT I &ICLY
C2oOnFUILRASMIBII NS 2H, 96, 1 OGN DEBREDEEY
EEICERARL, 1, 2, 4, 6—RYEVYFINSHALRVES LIV Fk
1, 2, 3, 4—RVEVFRSALRVEBEBDI I ENTREERD, &
oo 9, 1OMIICEMEZAE L TWI=2REFEERRILKRNEENDHE
E. TNSDRILKENSRYEYRVIBIKRVEE RVEUAFHAHIL
RUBNERINDAEMNAH DD, T LEBETH>TH, BREODE
TRTEEAZITIZET. 1, 2, 4, 5—RUYEVYFISHAILRVES L
O/ FzRFET, 2, 3, 4 RVEVFINIAMKRVBEERPELTES
ZENTREERD,

[0054] @IxiE, FROEERBR (VII) TRIND LI, —FKX (I) TKRX
o7 hSEVERER T H=RBFEERRILKFELT, 1, 2, 5, 6
—ThIXAFALTVSEY (ILEWMA) PEIRTEBN, 1, 2, 5, 6
—TFRIAFLNTENZEY (LEWA) 1F. KRERBIRETT, 2, 5
, 6—=FKSAFNL—1, 2, 3, 4, 5, 6, 7, 8—F45brOry
oty (bEWB) ICKRIEIN, ISHICHERISIRRETHREINS E 1
, 2, 4, 5=RUEVTFINIHIRVEE (ILEWC) &745,

[1£13]

KFECfmE

KE - E&1L& HooC COOH
OO o0, M e

(A) (B) ()



WO 2012/133061 19 PCT/JP2012/057220

[0055]

[0056]

[0057]

[0058]

AEAOBIERBIRTIE, £09 ROKDOY 7 AONFULBETERT
kTR —IRFREAEBIEMICEIMT 270, LREOEZERBR (VID) ITRT
LIS, TIFIAEAERETS1, 2, 5, 6=FrSAFILTZVEIS
ty (LEYA) DI BREZRFEHRRIELKRICEVWTH, AIHZE LAV

YESEVERUIRT, MOIRZRDL &<, PIFIAEEZEL
BmW1, 2, 4, B—ARYEVYTFTINIAIWNRVEEBDZIENTES, LE
BNoT, BRE2T7ZILFIVAEEZETZ2—HBR (I) TRINZT7VNSEVE
KEETI=RBERKRIEKRSLCRLDITILFIAEEET KR (1
I) TRINDTIFV ML UBBERET 2=2REBHRIRILKRN SR DED
HERIND 2UEDRIEKREHNAREG L TWEHBETE, BUCRBIRE
TEMED, 2, 4, 5—RVYEVYFINSALRVBESLIO Fkid1,
2, 3, 4—RVEVFINTIAIWNKRVEEZB/EZIENTES,
BAERISIRICSVW TR, BIERISOETOREICEY., WDh
DFREDRVEYRIVKRVE (FIZIE, JALKRVEY N) AILRVEBRE
) BENRTEN., TRIAWRVEZEHRDE LTELRNIELW, BIER
IWTROEODBMIRICIY TBHENRZTIZET, XVEVYFTMIAILR

VHEEB/DL I ENTRETH 5,

AFEAOBIERGIRZTHWSEBLHIE LTIE, fiid Licd D Bt % E
MTZXBENLEBRIEMTHD I EMNFE LV, HRERLLTHERY 581k
Fle LT, BIAIEBE~YYAVEEAD) DA, Z70LBD) UV AZEORERE
ItEFE LK BT ENTED, BYVAVEBA) DL Z/7OLES
VO LEFERY 2HEE. BIAE. KEARES T mEIEICEY., 1, 2
, 3,4, 5,6, 7, 8—Fs%eRrka7vbsvEREET DRILK
L1, 2, 3, 4, 5, 6, 7, 8—FsHkerkOo7zFVRLVE
BEETDRIEKBEDNOHRDIENOBIRINS 2L EORIEKFREZHILT D

(A

]

KERES L CREEIEETOYBSICIK. SNFIELTRTFIUIILRYEY
ZIWKRVEEF N DA RTFIUIRYE R EVEEY Y HY (11) 0O/



WO 2012/133061 20 PCT/JP2012/057220

ESEMRIZER L TBEETY, LRORNMEEZRBRICMADZ&ICLY
BIERBZREIEZIENAREE LD, £, EROBY., B TH S
1, 2, 4, 5—RVEVYFINFALRVESSLTCT, 2, 3, 4—~RVE
VTR AIKRVEE, RKETHLIHILRFUILEEZBELTWSEDH, R
NRIEKBICEET %, LN >T, KEBEELTERT D &ICLY,
BIZIE, BHRXIEARRHRORMEZERT 2HE. BRICEEh 210
HKMRIEKFREDDBMTIRERZ IR BNERMTHEIRYEY T
SHAIVKRVEBABDLIENTED,

[0059] @B\, REIEZANF I D LMELREOBFMEEZER LT, KB
kY1, 2, 3, 4, 5,6, 7, 8—A44RO7Y I NSEVERE
B9 5®mIbkESLICT, 2, 3, 4, 5, 6, 7, 8—Fs4%kRO7zx
FTURLYEREERET DIRILKBNORDIENSBEIRINDG 2L EDRIEK
REBIELT. 1, 2, 4, 5—-RVEVFISHALRVEES LT FhiE
1, 2, 3, 4 RVEVFNIANKRVEEBDIEEHAETH D,

[0060] AHOMIRISIREZREBILTTORE RIGEEELTE, 50~
1T50CHAHFZELL., 80~120CAHALYHFELL, RIEEAS0CL
Ysidhid, BERBREZ+T20ETIEZIENTES, KERGTHE780
RIGEEZ1 00 CULEICT 258IE. NMETSHZETHREEZRDODDENH
210, RIGEENMT50CIYEKSTSEIET, BETHIKOEREZRS
TeDICRBIRENEBE/S T DI ENTES,

[0061] F7, BERIGIZRZHRERILTITO>HBE. RISEADE LTE BE~1
MPabtirE LW, RENEENBETHIKOBREER2HEIE. EFREIC
LDKDEBREMAZOICEEULOENEET A, KDOEBERETHIC
MABEATHNIEEDR,

[0062] ft>T. AFKBORYEYF NS HILRVBOEEREE. AxIE, B
BkFEAKRBARD., —BK (I) TRINDZTPVINSEVEREET D=
BEERRIEKRSLOC—KA (1) TRINZT72FV ML UVERERT

ZERFBEHRIRIEKBDOORDIBENOBEIRIND 2 EORILKFREERT



WO 2012/133061 21 PCT/JP2012/057220

ZEMAE, ZvT, BEYUTTFY, ANLIEBLICIVITRTUNSRLBEE
HHRBIRINZ 2BHEULOENSEELE T 2MELKRILAMES LT, i
LR (FlabmibiE) L7®RICKFLL, KFRELIn—KX (III) TH
Xh31, 2, 3, 4, 5, 6, 7, 8—A44RA7Y S5tV ERE
B9 dixibkFHLO—ERK (IV) TRINB1, 2, 3, 4, 5, 6, 7
, 8—Z 045 ROT7xF Y NLYEBREETDRILKENLRDIENLE
REINB2ULEDORILKEREZ, EBERIMICLIYELT S I &ICLY, &V
IET1, 2, 4, - RVEVFIRIALRVBELOC  FE1, 2,
3, 4 RVEBVTINSANRUVBEEBDIENTELEVWOIUREET S

[0063] & 5ICIE. BERIGERE LEBEIZ. —MRIC2EBTIT O . BIEHL+
DICET LAWK FISHEAICOBESh, BRYMTHEIRVEVT NI A
IWRVERER—HE (KB) ICTHELNIHROHBIE. DRYREINDG, 9
LizZ &icdY, ARBEAEBWE I ETEREORINEET 2 A HERS £
U/ FEEARKAXRODERRANS, BOTHERMNICEMNY THEIRVEVFT B
SHIVRVEBEBD I ENTREE 12D,

[0064] <EMRIHIE>

T, REBEORVEVF NI ANRVEBORELZESE LT, KRIERS

TEETH> T, BIERBIEBOFIC, EEEO—MKL (IV) TRINS1,
2, 3, 4,5, 6, 7, 8—#A4%RO07x+Y I NLVYBKEET DR
fbKkFE%z, BMEICEY ERBO—MA (I1I) THRINB1, 2, 3, 4, 5
, 6, 7, 8—F045 a7V NS EVEBREET DIRIEKRICEMELLS
T EMTRETV, BRGbD1, 2, 3, 4, 5, 6, 7, 8—44%
ERO7YRSEVEREZEE T HRILKRDESZEMIETH LU,

[0065] 1, 2, 4, 5—RVEVFINZHILRVEEET, 2, 3, 4—RVEY
ThZAONRVELIYR) A I NEHEFORMELTERTHY., 851D
RYBUFNSHILRVEEFRD 1, 2, 4, 5—RVEUFNSHILRVEE
DEENZLLBRBZDONMFELL, LENS>T, —HKA (IV) TRINB1,



WO 2012/133061 22 PCT/JP2012/057220

[0066]

[0067]

[0068]

[0069]

[0070]

2, 3, 4,5, 6, 7, 8—#2%ckrkO7xF R NLYBKEET DR

fLkFR%e., BMEICLY —MKA (III) THRSIHhZ1, 2, 3, 4, 5, 6,

7, 8—F04RO7V I SEVEREREYT DRILKRICEELIESZ
sy, ®Rebddho1, 2, 3, 4, 5, 6, 7, 8—Av4cRrkaOFy

NoEVEREZETDRILKBOEEZIEMIE., HERNICTEOSND 1, 2
, 4, 5= ARUEVTINSHIRVBOBEZKRESTEHIENTESD,

BEMys1, 2, 3, 4, 5, 6, 7, 8—Fv4%kRrROzxzF+viL
VEREEYT DRILKERF, 1, 2, 3, 4, 5, 6, 7, 8—F4%ER
Q7Y b SEVERERY DixibKkRELCTT, 2, 3, 4, 5, 6, 7,
8—A045kROT7xF Y NLUBRBEEYHRILKRDREMN L, EX
DAHEEICEY 1, 2, 3, 4, 5, 6, 7, 8—FvHerkOorzrv L
VEBERETDRILKBREZEDMUZEOEFERITNITLL,

—fg= (IV) c&XRIhB1, 2, 3, 4, 5, 6, 7, 8—Fs4%E RO
7xF VML UBERERT SRILKFRO—MEA (III) THRIHNB1, 2, 3
, 4, 5, 6, 7, 8=A04RkO7Y b SEVEREET DiRIEKEN
DEMIE, 72TV MY EPYNSEVOEEERE TEMELELTEZIE
DEAEETH B,

—fg= (IV) c&XRIhB1, 2, 3, 4, 5, 6, 7, 8—Fs4%E RO
7xF VML UBERERT SRILKFRO—MEA (III) THRIHNB1, 2, 3
, 4, 5, 6, 7, 8=A04RkO7Y b SEVEREET DiRIEKEN
DEMIHERT 2EMEIE. U H—T7IL I FROEKRERMEDM, 1E1E
VIV LRENMERAAETH %,

E

HUT, AFEBAZEREGICLYFMRICEAY 20, AFEBIEINSICHRS
N3EDTIERWL,
<KRIERISIE>
(BEHI)

300m I —A—hrIL—7IC, MEROIA/NILN—FY TF Ul (Bt



WO 2012/133061 23 PCT/JP2012/057220

[0071]

[0072]

AN MELTHEICH L T3EE%. BIELE) 77 & LT, IR L
T20BE%%Z22EBLTHY., HEETZILIFTHHHE) 4. 0g. ¥
AFIWANT 4 RE4, OghlAt, TDE, F—bJL—TRICKERZH
WLTENE3. OMPafZTHRELE, MIWT320CETHEL., 16
BH LR % 1T D C & TKBRILAEDOHILNIE%ZIT > 7, HWT. LEEARE
NEENTWVWEA—KIL—TIZ, 7V ZEV%E 129, BEELTn—
THY%E200m |, MEDELTIRVYYFAIIVET VISV EN
—THVOMEZEICHLTO. 15BERERDEDICMAT, HMWNT, 7
— NI L—TRICKFEHK L TIMPaETRELE, TDE. —K7
L—TAREZBHLAENS, RIGREE320C, RISEHNSMP allT 2HE
KRIERIGET o7, RINET %, ERETHE. REAZTWV. RV TRS
ZBICL Y REERPH SEMEAIRE L, REIC. RIGREF I DH2RA
XhTS57 (SHIMADZU#SE, GC—14B) iIc&YaHL., 1, 2
, 3, 4, 5, 6, 7, 8=—A24brO7Y SV DIRERERDE,
MOWER, 7Y hNSEVOELEIZT100%THY, BHRHERYTHS 1,
2, 3, 4,5, 6, 7, 8—A4rO7Y I SEVORKILIIHEE
%TH o7,

(BEH2)

RIGEE%Z 3 00CICT 2LUNEESER 1 EAKRICKRIERIEZT >/, 7
YIS EVDELEEEIT100%THY, BRNERMTHE 1, 2, 3, 4,
5, 6, 7, 8= RO7VrSEVORFRIEILBEBENRTH 7,
(B&453)

KREMEATRO=Z v 7IL—FY Tl Eb=v L& L ThlE
I LCI3EE®. BIEEY IFVELT, MEICHLT20EERSSE
LTHY, BERTILIFTHIME) £952&, RIGEN%E1O0MP a
ETBHE RNFEZ 1TEHEBET 52 EUAITSER 1 ERAKICKSRER
BETo, PV NSEVDELEEIE100%THY., BHERYTH S 1
, 2, 3, 4,5, 6, 7, 8—F745rfO7 I ZEVOREIF45E



WO 2012/133061 24 PCT/JP2012/057220

[0073]

[0074]

[0075]

[0076]

E%THo7,

(BEHI4)
KREMEATRO=Z v 7IL—FY Tl Eb=v L& L ThlE
I LCEE3 %, BIEEY 77T ELT, MEICHLT20EER S SE
LTHEY, HEET7ILIFTHEME) 952 &, ROBKEEZA4KEET
52 ELAIEER T ERRICKRIERIEZT > 7V T DER{LEE
F100%THY, BMERYWTHB1, 2, 3, 4, 5, 6, 7, 8—#
JERO7Y FSEVORKIE6 0OBERTH o7,

(BEHI5)
KECMBEARREROZy TIL—9 2V TRT Ul By L LTH
BICH L TEE3%. BILYVIRFVELT, MEBICHLT20EE%%
EELTHBY., BEETZILISTHIME) ET25Z&UNEBERL EH
BRICKFRIERIGE{T 270 PV NSV DERILEERIF100%THY., BHE
B <THsd1, 2, 3, 4, 5, 6, 7, 8—Fs4ROPVrSEVD
INKIET 6EENTHo 7,

(BEHI6)

RIGBEEZ150CETEHIELUNETSEN 4 ERAKICKRIERB AT
Jeo PV NSEVOERLERIZ2%THY., BMERMTHD 1, 2, 3, 4
, 5, 6, 7, 8444 RO7 Y SEVOWNEITZT1EESTH >,
(BEHIT)

50m | —F—hrJL—JICHROBa&ME (ALEMEICT L ToEE
%EELTHY., BEETILISTHIME) #0. 59, Py h5tV%E
29, BEELTTAYY (BMEKEEEY) 215m |, MEZELTIR
VIFATIVET NS EVETHY) VOREEICHLTO. 158E%
ERBEDITMAZ, TMWT, A— I L—THICKZRZHIHBEL. 3SMP a
FTHRELE, WT, #— M L—THEBHRLAPORIGEET150C
 RISENTMP allTC3REKRIEREZTo7, RIGKTHER, ERET
B3R, BEATV. RWTHRBIZBICE Y RISEFA SAEERE Lz, &



WO 2012/133061 25 PCT/JP2012/057220

[0077]

[0078]

[0079]

[0080]

#IC. RIS®REF 1 DA A~ Z7 (SHIMADZU#H, GC—
14B) Ic&Y9dHL. 1, 2, 3, 4, 5, 6, 7, 8—As4% ko7
YIS EVDREERD, DTOER. TV MV OEILEITT%TH
Y, BmMERMTHB1, 2, 3, 4, 5, 6, 7, 8—FvHkRkOory
NStEYDOPNEIEIEEENTH 7,

(B£18)

FERE7TFU L1 2gET2L80E EH4 ERBRICKRERIE
T2, 7xF Y ML VDELEERIEIISRTHY., 1, 2, 3, 4, 5,
6, 7, 8=/ RO7xF VML YDIRKIFLIIEBERTH o7,
(BEH9)

IRV FAT I VEMZBWT ELANESER 4 ERARISKRIERIEZ
To/e PYRNSEVDELEIZT100%THY, BHERMTHD 1, 2
, 3, 4, 5,6, 7, 8474 RrkO7YrSEVORKRII60EEY
Tho71,

(BEH110)

IRV FATIVEMZABWT ELNESER 7 EARISKRIERIGZ
To7e PYNSEVDELLEIZII%THY., BHNERYTHS 1, 2,
3, 4, 5,6, 7, 8=/ RO7YrSEVORKRIFITTEEHT
o1,

K21, UTOBRETY,

MER - REE

[ZREERBEBESEE]  ERRILEEhZ 7V NSV ERLIE 7+
YhMLrvOEEE (BEE%)

MR OEMEEE]  KRIEMEICEIThEEEEDER

[fbsiBik] : KFRCAEOBEROESE

REDRN]  RRANOIRYYF AT VORNOERE GRNMDOBE
CEREREOMESICHLO. 1 5EERERD LD ICHM, )

[RIVEE] : KRIERISORIGERE (C)



WO 2012/133061 26 PCT/JP2012/057220

RISEAL : KRERBORBED (MP a)

[RGB @ KRIERISORIGER (h)

[EnfbR]  ARBPIERTEZ 7V NS EVERBLVC  FhiE7F
YL UEBREREY S=REBHERILKFDKRILELE (%)

[8H{kIN=E] : 1, 2, 3, 4, 5, 6, 7, 8—F44kkrkOF7vh
StvBKRERLIZT1, 2, 3, 4, 5, 6, 7, 8—As4kkrkOzz+v
LoD oNEEE (BEE%)

[0081]



WO 2012/133061 27 PCT/JP2012/057220

[£k2]

=
£2) 2 g |58 ~|~|2|R
Q
N
—_ L
() ; )
N EREERREE
4 =z
B |, o)
ko b3l |2| [B]8]e]~|2|2
H |NE p-d
=
#o~ a ié%l\ml\m
%\\ p—
= o
4 s | Zla T
o e~
= ~ <
T = E%mvg,‘i’
L BN = -
E | ¥ o
-H{D#'_D = Egmq-gg
0[N <
— N
ﬂ%m 20 :\89—8“’
= 8l S =4 I
4 =
= o
oo ARREEEEE:
3 &)
= °]
.EK{:— §- ;‘-‘ég’mwgg
W
i 4| |B|O| LS| |
a’t%mﬁﬂ%ﬂﬁﬁﬁv
~ E.'BS%;* =~u>\(LgLE(‘”i;:’i

[0082] REFICHEIVZENLDVSELOI~1 0DBEE. EEEMETH-
TEZY T, AN, BYTTU, 9V TRFTUHLERITND 2TEFEL
L EEBE LEMETH>TH, HICRHFLERETEHEKZFTSL I &
NTEBHIELEZHR L, —A. ERHPICHMEINEZENESE[H1~8T



WO 2012/133061 28 PCT/JP2012/057220

[0083]

X, BLEMEEFERLASENTICE T 2 ZBEERRIEKROELE -
8 HIRINEAFERBITEVDICLERT, Zv7ib, /N EYTTU 4
VIRTUDNLEEINS 2EBEUEEFEHEBE S L itiEEZER LSEH
1~5, B3EF 8 TIEBHEINENEL., BHEELBIIENTESZ
Elbh o, oo Zy TR ITTUOMEEFERLABETE. RIG
BEMEWSEG 6 TIE8 HEIEMELS, JUYREBNIBRETHD I ENHE
mIN,

(EHREHI 1)

300m I —A—hrIL—TIC, WMROZY I —FY) TTUE (Bt
Sy E LTREICR LTEE3 %, BIEE) 77 & LT MEICxsL
T20BE%%Z22EBLTHY., HEETZILIFTHHHE) 4. 0g. ¥
AFIWANT 4 RE4, OghlAt, TDE, F—bJL—TRICKERZH
WLTENE3. OMPafZTHRELE, MIWT320CETHEL., 16
BH LR % 1T D C & TKBRILAEDOHILNIE%ZIT > 7, HWT. LEEARE
NEENTWVWEA—NIL—TIL, 7V SV %E69, 72V ML V%
g, BAEELTN—FTHY%2200m |, MELELTIRVYYFA I
VETIVRZEVEN-THVOREEIIHLTO. 15BEERDLD
KA Tee WTA— M L—TRICKZREZHKELTIMP aETRELE
o TDE., Z— M L—THEZBRLASL, RIVNEE3 20T, RIGEN
EMP allTA4BEKRIERBET o>/, RIGETER., ERFETHE BRE
ZITW, RWTIRSIZBICE Y RIGKRPH SMEEZRE L, &ERIC. RIE
WEF IDAZR AV NTS57 (SHIMADZU#SE, GC—14B) I
YD L. ZEBRFERRILKROEILES JTCENET 2 RBY (8 HiK
; 1, 2, 3, 4,5, 6, 7, 8—Fv4%RkO7vrStrvELV1,
2, 3, 4, 5,6, 7, 8—#As%eRrROrzFrvibLY) OINEREKRD
Too DMOIER. 7V SV ETIFV ML YVEEHMD I 7 %M KFLS
h, BMERMTHB1, 2, 3, 4, 5, 6, 7, 8—FArHkRkory
NStevsLwrl, 2, 3, 4, 5, 6, 7, 8—FsSerkOzzFvh



WO 2012/133061 29 PCT/JP2012/057220

[0084]

[0085]

LY DIRKIEE 2BER THo7/c, BB, PV hZEVYABT, 2, 3, 4
, 5, 6, 7, 8=V RO7Y I MSEVADNKRIEEIEER. 7
FrhLYnS1, 2, 3, 4,5, 6, 7, 8—FsFekrkOozzrvh
LY DORNZEIEIE 0OBENTH >,

(EHREHI2)

RIIWCTT—RMEREET2EEH (FCCEENLBELNDDBENRY
) EIRFTHARIOX NI S 7%E (ZOEX#HE KT2006 GCX
GCYRTL) ZRAVWTHHiLIcE 2%, EEHPOAFERBICHERATESY
VRS EVEBRBLVTIIFT VN UBREE T 3 EBEERIKILKRER
21HE%THo, ERE L THREES (RESIF0. 1 7THE%) 2
O0m I ZHW, Nn=FHAVEIRVYYFFTIVEMARLWI ELUMIEE
FEfI 1 EERRIC L CTKFRIERIBE T o/ RIGIRTHR. ZRTHR 7O b
FS57%8 (ZOEX#H KT2006 GCXGCYZRFA) #AWVT
P ETOLFER, EERPICEENI=ZBFERRIEKFEDEERKIZ1 0
O%THY, 1, 2, 3, 4, 5, 6, 7, 8—Fr4crRar7v Sty
L1, 2, 3, 4, 5, 6, 7, 8—Fv4¥k ROz FV LY
BB T HRILKBOPREIIS4EENTH T,

(EeEx 1)

50m | —F—hrJL—JICHkOBELME (ALEMEICT L ToEE
%aBELTHY., BERIEFITILITTHLME) 0. 59, XIICRT—K
MREET2EEHZ1 Tm I AT, WNT, T—bIL—TRICKE%
#fEL., SMPafxTHELE, iWT, A—MNJL—THZBHRLADLS
RIGGEE150C, RIGEATMP allT3BFAKRIERIGEZITo. RIS
BTH%, BRI THE. BEZTV. ROTESI28IC& Y RISHEFH S AR
BalRELEL, &R1EBIC. REBBRZZRTARI/AYKNTIZI7EE (ZOEX
#H&® KT2006 GCXGCYRTL) ZRAVTOWMETER. &
EHPICEEFN I =RBERKIEKROELERIEBRTHY . AFKBICHEA
T¥%1, 2, 3, 4, 5, 6, 7, 8—#24cRa7Y  StEUEEE



WO 2012/133061

LU,

[0086] [£k3]

2, 3, 4, 5, 6, 7,
BT DRILKRONEIZICER

30 PCT/JP2012/057220

8—Fs4%c RO+ ML UEKE
%TH 7=,

%3
[FRHELK DTk
FRE(15°C) g/cm? 0.9481 JIS K 2249
B ¥5EE(30°C) mm2/s 11.67 JIS K 2283
S BEY% 0.17 JIS K 2541
108 =%FHEE °C 275.4
S50RE4%BHERE °Cc 347.7
B AR e - JIS K 2254
WEEFHEE C 392.1
Ba °c 439.5
fafns BEY% 30.3
L4209 BEY% 1.1
2FEEES BEY 68.6
RS — okt JPI-55-49
1REEER BE% 5.6
2R EEERS BE% 19.2
S LDFEEKS =E2% 43.8
[0087] R4, LUTOERERT,
RE  BR4A

[EBEEEERESEE]  BRAICESENS, ARBICHERATEXZ 7Y
NSEVBRBLY FHE 7Y N YBRAERE T 2ZEBESKERIEK
RDEEE (EE2%)

MR OEMEEE]  KRIEMEICEIThEEEEDER
IRk - KRICAE DB K DIELR
[RIVEE] : KRIERISORIGERE (C)

RISEAL : KRERBORBED (MP a)

[RGB @ KRIERISORIGER (h)

[EnfbR]  ARBPIERTEZ 7V NS EVERBLVC  FhiE7F



WO 2012/133061 31 PCT/JP2012/057220

YL UEBREREY S=REBHERILKFDKRILELE (%)

[8 HiRUXE] : AFBICHERTX%1, 2, 3, 4, 5, 6, 7,
Fose ko7 hSEVERBLCG FREFT, 2, 3, 4, 5, 6, 7
, 8—F045bRO7xFY ML UYEBRERDODRILKRIGELNELEE (B
2%)

[0088] [k4]

8 —

=4
E i RS2 | tEEfHN
R
ERFEHERE 100 21
SEEEEY (50/50)
R D EMERE Ni,Mo Ni,Mo Pt
ARSI AlO,
W& S 7 HY - -
RIGRECC) 320 320 150
R IE 11 (MPa) 5 5 7
R B (h) 4 4 3
SRb3R(%) 97 100 8
SHIKUNF(H E%) 52 54 6
[0089] EEEMEAZMERLALLERA1 TR, MENEEHICEENI2MEDDE
B%5ZT5D, ZRBBFHKRIEKRDERLE, 8 HIEIXEAEEITEND
WKL, Zv b, )77V aFEEBE LB % R L7-RES 1 ~
2T, MERMESOHELRITY. ZBEERRIKROHILE, 8H
HINEAE< . ARBICHEATEL8HEEZKBLIENTELIEND
Mo,
[0090] <ER{bRIGTIE>

(Z&H/1 1)
300m | —ERSTIT7S5SRAICK240m | EBYVHUEAY D A
26. 89%&MAle JRWNTTOCETMEL, BYYHYVEEAY) T LDE



WO 2012/133061 32 PCT/JP2012/057220

FEY2FETEBBET >, ZDH. RTFTIYIMRVEVZRIVEVEFT N) VLA
((DBS) —Na) #BYYHYVEAVILICHLTT. Omo 1%, 1
, 2,3, 4,5,6, 7, 8—F4/4%erko7z+VbLV%ET. 874
MA. 95CTHE OB LANSBIERIGEZITo . RIGKTH., RIK
WaERKIOY RS2 (SHIMADZU#E SPD—10A, LC—
1T0AD) ZHWVWTHHL. 1, 2, 3, 4—RUEVFNSHILRVEED
INEAERD, DIFROHER, 1, 2, 3, 4—~_VEFUFNSHILKRVE
B2HENDINETHELNT,
[0091] (BEHI1 2)
200m | —E—h—ICFBE~>HY (1I) 4KHM¥YP%E1. 79, K30
mlzZimmx, 85CICMBALTHmEE~YHY (II) 4KMYNBRTZET
B¥LE, TO%, RFIUMRVYEVRNEVEEFN)DL%ET. 0g, K
1T00m I ZMA, 85CTTOQEMBALTRTIIANRYEYZIVKVEE
FRYDLEBBEIE, 200m I E—H—HRORABE300m | —E—
H—ICH LR, ISHICK70m I ZMAT, BhEERENHI TR,
JURREDBLTRT IRV EY LK VEEY Y A (II) ( (D
BS) Mn) =%k,

[0092] #HmWT30O0mM I —E/A_STIT7ZRIICK240m | &BYVHVEED
) Ls26. 8gZ&MAl, RWTT7O0CETMEL, BYVAHVEENY D
LYARYT D2ETEREZT >, TOH®, FIROEBYRERLEL RTIILN
VEVRNNEKRVEYVAY (11) 2@V AVEBA) DLICHLTO. 5m
ol %mMAit X5, 1, 2, 3, 4, 5, 6, 7, 8—F44%k ko7
TFVhLV1. 879g%MA. 95CTH5ORERKR LAY SBIEREE
1o/, RIGIETHR, RiGRE®REKI/OYNIZT7 (SHIMADZ UH

SPD—10A, LC—10AD) ZzAAWTS#ML. 1, 2, 3, 4—N

BOWNEEZ KD, 2FDiER. 1, 2, 3, 4—RN

N8 LEENRDINKTH LN,

R )&3:

ya)

vEYTNIANKY
vEYTNIANKY
[0093] (Z%&4I1 3)

)¢3> )&3:



WO 2012/133061 33 PCT/JP2012/057220

RFIIURVEVRIEVEEY YA (1) OFRNEEMNATAY Y AV
BBAHYDALICRHLTT., Omo 1 %&ELAEZEE, RVNEEZB8O0TCE LKL
T ELSEBER 2 EAKICRILREE1To> 72, 2WORR. 1, 2, 3
, 4= RVEVTFRIAOLRVELNT SEERDODNETRH LN,
[0094] (BEHI1 4)
BERE, BEFAICEYEBONEZTY NSV KFREY (2L, HEH
CHEBICLYn—FTHhHVEREL, 1, 2, 3, 4, 5, 6, 7, 8—F#
29 RO7Y hSEVEB60%EL) 1. 87 giKEZALIEUMNETSE
BT 2 ERMRICERILRGZIT> 7, 2WOER. 1, 2, 4, 65—~V EY
TRZAIWKRVENS OBEEDDRNERTHEL N,
[0095] (&EHI15)
50ml—#—koL—7I2. 1, 2, 3, 4, 5, 6, 7, 8—#44%
ErOZ7zF> b1, Og., BFEEO/NILL (Co (OAc) ,) 2. 18
g. Eig~> A 4K (Mn (OAc) ,-4H,0) 16. 4mg,
BB 1 2. Om Il ZMA. RRAZEXTER L, ZO%, BEE%Z150TC
ETHEL. EN%Z2. OMPallfAfiL, CORET, EXHDOEEZ
BFlE L TCORRARIERBZ1To7c. RIGKTHR., BEEZERITHEEL
. RiSRE®RK 7O NS5 7 (SHIMADZU#MS SPD—-—10A,
LC—10AD) 2BHVWTHHL. 1, 2, 3, 4—RVEVYFIrSHILR
VEEDWNEAE KD, DROFER. 1, 2, 3, 4—~"VEYFRIASHILR
VAN 1 EERDINKRTE SN,
[0096] XR5IC. LTOHRETRT,
MER - REE
r[sHixDEE=] : 1, 2, 3, 4, 5, 6, 7, 8—Fv4%RkO7
YhStEVERIFT, 2, 3, 4, 5, 6, 7, 8—FsHekrkOrzFrv
hNriaEd 28682 (EE2%)
B2l - BRILHIDIESR
DA%  BIERIGOBE



WO 2012/133061

34

RIGEE] : BIERBORISEE (C)
RIGEA] : BAERISORISESD (MP a)

rﬁ’ﬂ%'ﬂsﬁﬂt% i 7LC Li/lj\\jJDﬁUJ

& D%
mo | %)
[ R Rt B

[BTCINEE |

27 47

[0097] [%R5]

[0098]

1,

: BRAE RIS DBRICIN Z 727 I0% & 7o (S AR,
BRBAHICHT 2EETHY . MEDS

b RIS Z 1T > 728§ (h)

BrEoh

PCT/JP2012/057220

S

N

BREMICHT 2EE (

2, 3, 4—RUYEVFNSHILARVEEELIZT,
5—-RYEVYFNSHILKRY

72ElE (BEE%)

&5
SEf | BEF12|BEH3| SEHN4 SEHNS
«L=a..] 1.23456,78-
o roserass oy | ke | SL2ERD
8”‘?‘%’%’? g 100 60 100
B AL KMnO, | KMnO, | KMnO, | KMnO, (e
Pyl K K 7K 7K i
Rt RECC) 95 95 80 95 150
REE H(MPa) 0 0 0 0 2.0
ES{bfdig ET- (X Co(OAc),
#MNF|(mol%) |(DBS)-Na|(DBS),Mn|(DBS),Mn| (DBS),Mn 0.28
GRIFIDIZE 1.0 0.5 1.0 05  |Mn(OAc),"4H,0
EEFIIZHLT) 14
= s BF el (h) 50 50 50 50 6
BTCUNE(HE%) 82 85 75 59 1

BAOREBRLEHZRW RN K

ZSEZF1 5 TIEBTCINEKRAEEICEVNED

D, BEHE L TRIENDBVWEEBREMTHEBY Y H BN Y LER
W2BER11~14TRE, BTCIREAHEICE. BTCZHXRHE
RIEDIENTRTHD I DDA o7,
(EeH3)
200m | —E—hH—ICHREE~

[0099]
Ay (I1) 4KMNP%z1. k30

Ay (11) 4K BRI HET

79,
mlAaZmMA. 85CICI&EL THis~



WO 2012/133061 35 PCT/JP2012/057220

[0100]

[0101]

[0102]

B¥LE, TO%, RFIUMRVYEVRNEVEEFN)DL%ET. 0g, K
1T00m I ZMA, 85CTTOQEMBALTRTIIANRYEYZIVKVEE
FRYSLEBREIEE, 200m I E—H—ROFRAZ300m | —E—
H—ICH LR, ISHICK70m I ZMAT, BhEERENHI TR,

JUEREDBELTRT IRV EY 2R VEEY Y HY (II) ( (D
BS) Mn) =%k,

HNT300m | —EARXSTIT7S5RICK240m | &EBYVHVEEA
) Ls26. 8gZ&MAl, RWTT7O0CETMEL, BYVAHVEENY D
LYARYT D2ETEREZT >, TOH®, FIROEBYRERLEL RTIILN
VEVRNEKRVEYVAY (11) Z@<YYAVEBA)DLICHLTT. Om
ol %A, IHIC, [T THLNET VYIS EVETIF Y RNLY

DOREYW (BELL1 : 1) OKFREY (L. H5HPULHEREBICELY n—
FhvaEREL, 1, 2, 3, 4, 5, 6, 7, 8—Fv4%crkOr7v S
L1, 2, 3, 4, 5, 6, 7, 8—As%kkrkOzzrr Ly
5 2EBE%REL) 1. 87 g%Mx. 95CTH OREEHR LA SEIL
RISEIT >, RIGE TR, RISREZ®RKI/OYNIS7 (SHIMADZ
Uttt SPD—10A, LC—10AD) #BWTHHL., 1, 2, 3,
4 —RYBVTFNSANRVBELINT, 2, 4, 5—RVEVFRSAL
RUBOINKRERD, DHOFKER. 1, 2, 3, 4—=RVEVF AL
RUBELU1, 2, 4, 5 —RUYEVFISHLRVENEGEHEIEEY
DINETHE LN,

(EHEHI4)

ERlz, EEGAZ2ICLIYGEONLEEMODKRIENE. 3mIICEXRLD
ELAEERS 3 EAKICBIERBZTo>, DDER. 1, 2, 3, 4
—RVEVFINSALRVESLOT, 2, 4, 5—RVEVFNFAHILR
VEENEEIS OBENDPRETHE LN,

K6, UTOBRETY,

MER - REE



WO 2012/133061

36 PCT/JP2012/057220
[BHUDEEE] : RRPOARRBICERATESZ1, 2, 3, 4, 5,
6, 7, 8—Fv4erRO7Y I SEVELT FEiE1, 2, 3, 4, 5
, 6, 7, 8=F44H ROV ILVEBREETIRILKEDERE
(BEE%)
B2l - BRILHIDIESR
DA%  BIERIGOBE
[RIVEE] : BERBSORBEE (C)
IRISEA] : BIERIEORIGEA (MP a)
FRINFE : BALRIGOBRICIATZRmFAE., BAERICRT 5HmME (
mo | %)
[RISEEE] : BIERIEZIT > 7@ (h)
BTCUE] : 1, 2, 3, 4—RUFVFINSALRVESLVC £
=31, 2, 4,

5—-RUEVYFNSHILRVEEDIS

FonEls (BEE%)
[0103] [%6]

76
SE 513 54
B TorStUKFIEY| EEH
Jx oLk FEY | KFED
SHADEEE(EEY 52 11
gl KMnO, KMnO,
LS 7K K
SR ECC) 95 95
Bt E 71 (MPa) 0 0
M (mol%) (DBS)Mn (DBS)Mn
it B Rl (h) 50 50
BTCIRZE(H E% 53 50
[0104]

BiFlE LT, BlbhoBWEERItMTHZ B HUBHY) D LER
WEEEF 3., 4TlE, BTCINENFL, BTCEZPXRECERIESZ



WO 2012/133061 37

PCT/JP2012/057220

EDNFRETHD I ENgh o7,

[0105] <FEtH{LRIEIE>

[0106]

[0107]

RIGEBICHIROMRARS VA —TPII I FiRE (51806, 5) 2. Om
| #7%EL. 250CIKFELA, fiWVT, 1, 2, 3, 4, 5, 6, 7,
8—As#bRA7xFYrLYEG. Om | / hTHBLE, TOEDK
ZEEEIE3 h " THD, TORRIGEHABELS 1 09RICKISERON SHE
HInERIEMZBIXL, FIDAR7OXMIZAL (SHIMADZU%
£, GC—14B) IL&YPH L7,
LEOEMIERBOER., 1 9BE%DINETT, 2, 3, 4, 5, 6,
7, 8—Fs4%k ka7 it iBEonk, COBERMSL, EMETE
Ick Y —m= (Iv) tKRkXhz1, 2, 3, 4, 5, 6, 7, 8—#4%k
FOZ7zF ML UBBERT 2kibkFRE, —fX (III) TRIN3B 1,
2, 3, 4,5, 6, 7, 8=#404%cRO7Y SEVEKREET IR
KRICEHAGEETH DI ENBHALIMERY, BHRERMTHEIRVEVT A
SHIVKRVEERD 1, 2, 4, 5—RUEVYFNSHILRVEOEE AEMN
IEBIENTRERD I EN DD o7,

EXRLOF ARk

PLESRBE L2 & DI, AEBICHDEIRYEY T NS HILRVEBORES
B, THEMNICERAIBEARFERE R >THY., ZRFERKIEKREZEVE
BEESOBEWHAICERTH 2,



WO 2012/133061 38 PCT/JP2012/057220

[E5KIR1]

55 R D EI
Fa—gt (1)
1]

(R)n

OO e

(Rh, RIFEHEREFLEIOBROTILFILETHY, nlg7V S
TUEBERLOBEREOHARLO~B8DEHTHD, L. RIE1
B~BHLICMEBETDHEDTHY., nH2~8DiHHE. RIFEA—F&IF
BRDIRFBBOTIVEIVETH>TEL, )

THRINDT VNS EVEBRERET H=RAEHEKRKILKRE LT

—f&= (II)
(R)n
@ ---(H)

[12]

(X, RIGEFERFLEPFRROTZLFILETHY, nid7zF+Y
PLYUBRLEOEBEORATRLO~B8DEHTHD, L. RIE
TH~8HICMETZ2HDTHY., nh2~8DiFAE, RIFA—Fk
EERDIRFBOTILFILETH>TEW, )

THRINDZ T TV ML UVBRERT=ZRESEKEKRILKENSRD
HEANLERIND 2ULEDRILKRZEETIRERMZ., —Zv s, £
D77y, ANIVNBETIVITRATUDLRDIENLERING 2
DEDEMEBEEE T DA KR s LT, FaE—i (11
I)



WO 2012/133061 39 PCT/JP2012/057220

[1£3]

(R)n

(X, RIGEHREFLEORROTILFILETHY., nid1, 2,
3, 4, 5,6, 7, 8—#04RO7Y SV ERLOBHRE
DO ERLO~BDEYTHS, 7=7ZL. RIFT1A~8HLICMHET S
HEDTHY, nH2~8DIFE. REA—FLIFERBIRZRBDT IV
FIETH>TEW, )

TRINhB1, 2, 3, 4, 5, 6, 7, 8—As4%cRrkaOr7v S
tUBREET DRILKRELOTRE—MHER (IV)

[1b4]
(R)n

(X, RIGEHREFLEORROTILFILETHY., nid1, 2,
3, 4, 5, 6,7, 8=#A44RO7x+rY I LUERLOEBER
EDOH%ZRLO0O~8DBHYTHD, 7=7ZL. RIFTA~BMICAET
53DTHY. nh2~80DFE, RIFA—FLFELDIRRBDO7
IWERIILETH>TEW, )

TERINhB1, 2, 3, 4, 5, 6, 7, 8—Av%cRrROrxz+v
MLYBRERTDRIEKRDORIENGERINSG 2L LEDKIL
KRZENT 2KBIERIGIEE.
AIEEKRIERIGTRRICTER L 2rise— &=t (III) THRIND 1
, 2,3, 4,5, 6,7, 8—404RO7YrSEVEREE
T BRILKRS L ORIRE—RBR (IV) TRIh31, 2, 3, 4, 5
, 6, 7, 8—A04 07+ NLYEREET DixibKEDN
LIRBBENLERIND 2ULEDRIEKREZ, €BEEMICEYERL



WO 2012/133061 40 PCT/JP2012/057220

[E5KIR2]

[E53KIR3]

[E5K1R4]

[E53KIR5]

[E53K1R6]

[E53KIRT7]

[E53KIR8]

TORIELRIGIRE,
ERUIEERBRBETIRNVEYT NS AR VB OSES
g (1) . (II) . (JII) LT V) IKBWVWT, RIZ

RBEHT ~ADEHERFLIIPFROTILFIVETHZ Z E2/HE

$HEREBEICERHORVYEY T NS ALRVEBOBEER X,
g (1) . (II) . (JII) LT V) IKBWVWT, RIZ

RBEHT ~ADEHFERFLIEIPRROTILFILETHY ., nldT7 >

Strval, JxrvhLUER 1, 2, 3, 4, 5, 6, 7

—Ao5eRkO7Y NSEVERELTT, 2, 3, 4, 5, 6,

, 8—A2He Oz F Y NLYEBRLEOBBREDHEZ L, O~

ADBYTHD I L ER/BETDEKRETICEBEONRNVEYT IS H

LR VB DELE S,

FIEEERRHE., 340~420COER 22L& a2/HET HEK
B1~30WFRh—DIlRBHORVEVYTF NS ALRVBEOEER
%o

RIECEREHE., BBk FAIEARBRTHD & E2R/HHE T 258K
B1~40WFRHh—DIlRBHORVEVYTF NS ALRVBEOEES
%o

AIECEEBRILMIE. BV HVBH YD LFLEZI/0OLEA) D
LTHDIEEFHETDHEREI~S500WTIN—DICEEDONY
T T AhILRVEBORESE,

RIEEKRIERIGIRRIE, RiEREKRELET. RINEEHN200
~400C, RIGEAHN2~15MP a THIFZKRILAEIC & VER
BICKRIET DI & 2FHETHHEKRET~6DWVWT IO —DICEH
DRV EYF NS ANRVBOEER X,

A LRSI, FIEEBOKRIERIEMZ., RIGNEEHNS 0
~150C, RISEANEE~T1MP a T, HNMFOEET. FisLe
BREEMICIYBIET DI EABHEETIEKRIEI~TOWThh—



WO 2012/133061 41 PCT/JP2012/057220

DICRBHDORVEVTF NS HILRVEBOEYES %,
[F5KIF9] BB L RS TRRDRNIC. FaE—miX (IV)

[1k5]
(R)n

(X, RIGEHREFLEORROTILFILETHY., nid1, 2,
3, 4, 5, 6,7, 8=#A44RO7x+rY I LUERLOEBER
EDOH%ZRLO0O~8DBHYTHD, 7=7ZL. RIFTA~BMICAET
53DTHY. nh2~80DFE, RIFA—FLFELDIRRBDO7
IWERIILETH>TEW, )

TERINhB1, 2, 3, 4, 5, 6, 7, 8—Av%cRrROrxz+v
ML UBKRERY ZRIbKkERLZ, BAREICLY FE—KRA (111)

[1k6]
(R)n

(X, RIGEHREFLEORROTILFILETHY., nid1, 2,
3, 4, 5,6, 7, 8—#04RO7Y SV ERLOBHRE
DO ERLO~BDEYTHS, 7=7ZL. RIFT1A~8HLICMHET S
HEDTHY, nH2~8DIFE. REA—FLIFERBIRZRBDT IV
FIETH>TEW, )
TRINhB1, 2, 3, 4, 5, 6, 7, 8—As4%cRrkaOr7v S
tUEREE T DRILKRICEMEIEIERERIGIREZET S
EEFHETIHERETI~8DOVWTNN—DICRBBDORVYEVYFT IS
HIVR UV BOEEFE,

[55°K1E10] B (IV) L (III) IKEWT, RERER1~40E
HRFLEORROTILFIVETHD a2 HHE T HHEKRIEIICE
BORVEYT NS HILRVEBORERE,



WO 2012/133061

EERIFNT]

42 PCT/JP2012/057220

FEE—E (IV) 8L (III) ICBWT, RIZKEHT1~40DE

HRFBEIRROTLFIVETHY, nld1, 2, 3, 4, 5, 6

, 1, 8—F04%rO7xF U NLUYEBRZETIRILKFRE LTV

1, 2, 3, 4, 5, 6, 7, 8= O7Y K SEVERE
BT ORILKROEHREDHERL, O~4DEYTHB I 2R"H

ETBEBEBRBICEFHTDORVEYF NS HILRVEBBOEES L,



INTERNATIONAL SEARCH REPORT International application No.
PCT/JP2012/057220

A. CLASSIFICATION OF SUBJECT MATTER

C07C51/31(2006.01)1, B01J23/755(2006.01)1i, B0O1J23/85(2006.01)1,
C07C63/313(2006.01)1, CI10G17/095(2006.01)1i, C10G45/50(2006.01)1,
C10G67/12(2006.01)1, C07B61/00(2006.01)n

According to International Patent Classification (IPC) or to both national classification and IPC

B. FIELDS SEARCHED

Minimum documentation searched (classification system followed by classification symbols)
c07Cc51/31, B01J23/755, B01J23/85, C07C63/313, C1l0G17/095, C10G45/50,
C10Ge67/12, CO07B61/00

Documentation searched other than minimum documentation to the extent that such documents are included in the fields searched
Jitsuyo Shinan Koho 1922-1996 Jitsuyo Shinan Toroku Koho 1996-2012
Kokai Jitsuyo Shinan Koho 1971-2012 Toroku Jitsuyo Shinan Koho 1994-2012

Electronic data base consulted during the international search (name of data base and, where practicable, search terms used)
CA/REGISTRY (STN)

C. DOCUMENTS CONSIDERED TO BE RELEVANT

Category* Citation of document, with indication, where appropriate, of the relevant passages Relevant to claim No.

Y Yasuo MIKI et al., “Hydrocracking of Polycyclic 1-11
Aromatic Compounds (4)”, Journal of The Japan
Institute of Energy, 2002, vol.81, no.ll,
pages 999 to 1005, particularly, paragraph of
‘2. experiment’, ‘3. 2 Suisoka Seiseibutsu’

Y JP 2008-266182 A (JFE Chemical Corp.), 1-11
06 November 2008 (06.11.2008),
claims; examples

& WO 2008/132929 Al & EP 2135856 Al
& US 2010/056824 Al & KR 10-2009-130299 A
Y Kozo Ueda et al., “Catalytic Hydrocracking of 1-11

Phenanthrene over NiMo/Al,0;, CoMo/Al.0;
Catalysts and Metal-loaded Y-Zeolites”, Journal
of Japan Petroleum Institute, 1990, Vol.33,
No.6, p.413-417, particularly, Table 2

Further documents are listed in the continuation of Box C. |:| See patent family annex.
* Special categories of cited documents: “T”  later document published after the international filing date or priority
“A”  document defining the general state of the art which is not considered date and not in conflict with the application but cited to understand
to be of particular relevance the principle or theory underlying the invention
“E”  earlier application or patent but published on or after the international “X”  document of particular relevance; the claimed invention cannot be
filing date considered novel or cannot be considered to involve an inventive
“L”  document which may throw doubts on priority claim(s) or which is step when the document is taken alone
cited to establish the publication date of another citation or other “Y”  document of particular relevance; the claimed invention cannot be
special reason (as specified) considered to involve an inventive step when the document is
“0”  document referring to an oral disclosure, use, exhibition or other means combined with one or more other such documents, such combination
“P”  document published prior to the international filing date but later than being obvious to a person skilled in the art
the priority date claimed “&”  document member of the same patent family
Date of the actual completion of the international search Date of mailing of the international search report
07 June, 2012 (07.06.12) 19 June, 2012 (19.06.12)
Name and mailing address of the ISA/ Authorized officer
Japanese Patent Office
Facsimile No. Telephone No.

Form PCT/ISA/210 (second sheet) (July 2009)



INTERNATIONAL SEARCH REPORT International application No.

PCT/JP2012/057220

C (Continuation).

DOCUMENTS CONSIDERED TO BE RELEVANT

Rearrangement. II. The Structural Proof of
1-Methyl-2,3,5, 6-tetracarboxybenzene” Journal
of the American Chemical Society, 1954, Vol.76,
p.3186-3188, particularly, page 3186, right
column, scheme

Category* Citation of document, with indication, where appropriate, of the relevant passages Relevant to claim No.
Y JP 56-092224 A (Bergwerksverband GmbH), 1-11
25 July 1981 (25.07.1981),
claims; example 1
& DE 2952062 A & GB 2065698 A
& US 4384152 A
Y Us 3389188 A (Koppers Co., Inc.), 1-11
18 June 1968 (18.06.1968),
claims; examples I to III
& BE 697407 A
Y William R. Nes et al., “The Anthrasteroid 1-11

Form PCT/ISA/210 (continuation of second sheet) (July 2009)




= ERR A EpEH RS PCT,/JP2012,/057220

A, EHORBT LB (HEFFSE (IPC) )

Int.CL  C07C51/31(2006.01)1, B01J23/755(2006.01)i, B01J23/85(2006.01)1, C07C63/313(2006.01)1,
C10G17/095 (2006. 01) 1, C10G45/50(2006.01)1, C10G87/12(2006.01)1, CO7B61/00 (2006, 01)n

B HELT o727

A AT > T F/ NRERE (EERFF0 (TP C) )
ItCL  CO7C51/31, BO1J23/755, BO1J23/85, CO7C63/313, C10G17/095, C10645/50, C10G67/12, CO7B61/00

E/NRERLSOEE CREAZ T BICEEhd2 b0
HAEEAHFEAR 1922—19964%
HAREAREBHEAR 1971—201 24
H A [E 22 i R AR 1996—20124F
HARE RS A RAH 1994—20124F
EREECHERLEETT— 2 =2 (F— A= 20L&, WAEICHER L= HE
CA/REGISTRY (STN)
C. HEETHLREDLNS
SRR D EAET 5
T —% SIRASCERS  RO—BOEFTHEET 2 & &1, 20ET 2EHITORR HREDEE
Y KB et al., “FEAZRBEBIRALEDONKFELGMHE (4) 7, 1—11

HANT RLE—543E 2002, Vol.81, No. 11, p.999-1005,
Bric, T2, B RO 13, 2k&FE A oM

Y JP 2008-266182 A (J F E /7 I A /#kaizxtt) 2008. 11. 06, 1-11
FERFRm R ORGP, SEHiplSE,

& WO 2008/132929 Al & EP 2135856 Al & US 2010/056824 Al
& KR 10-2009-130299 A

W CIOBEICLIIMABFZEIN TS, I X5 U T I U—ICT AR AE SR,
* BIAXMO DT TV — D HOBITNTE ST TR
TA] FFICEBEOD A BTt/ < . — RN KR R T EERHEA UIEEL B BICAR SN Th - T
Ho HiBE L FET 2 L 0T <, %BHOFE T HER
TE | EEHEARTOHEE - IETFTh LN, EEHER OO DICEI AT A LD
Pgieangkasnrzbo (X ] BCBEO B 5 TR Th - T, Y3E TR & T
(L) BRI REA R T A ST b o ST o 1T DFREMEIESHER N EB LN B D
BE L SO 2EA M T 57008 AT 1Y) BICEEOSH LR ThH - T, BFETR & o 1 2L
4Lk GERZ M) FotEE 0, YEFICL S THHTHAMESEIC
O] DEEIC L BB, R, BREICERT D0 ko THEBMERNLEEZ BNA D
[P EESHEEARTC, OO EEOEB 2 HE (&) W—F 2 b7 7 3 U—I3CHR
ERigRE L5 T LA EHEPAE S OR%H
07. 06. 2012 19. 06. 2012
E RS OA R R OGS TR BEFITEAEE (HEROHHWME) 4H | 9451
HAE®EZT (I1SAS]P) " =
HEESF100-8915 Rl RET
HRATARHRENE=ZTHE4%3 & EEEE 03—-3581—1101 HN#HE 3443

HAPCT I1SA 210 (B2~—) (2009%F7H)



[EEEFR A EHESS PCT/JP2012/7057220

C (&) . BIE3 % & biud 3k

SRR BT 5%
HF Y — % FIAXMA RUO—HOETHBEET S & &%, 20BET 2 ETORTR FHARKEOEE
Y Kozo Ueda et al., “Catalytic Hydrocracking of Phenanthrene over 1—11

NiMo/Al1,0,, CoMo/Al,0, Catalysts and Metal-loaded Y-Zeolites” ,
AINFEE, 1990, Vol.33, No.6, p.413-417, $§lZ Table2 72 &

Y JP 56-092224 A (~UL7 )L AT TN R« FELT YT | - 1—11
IV R e Ry Ly H— e T YY) 1981, 07. 25,
Fearam RO, Sl 1,

& DE 2952062 A & GB 2065698 A & US 4384152 A

Y US 3389188 A (Koppers Company, Inc.) 1968.06. 18, 1—11
B rah ok OFaPH & OV EXAMPLE T~111,
& BE 697407 A

Y William R. Nes et al., “The Anthrasteroid Rearrangement. II. 1—11
The Structural Proof of 1-Methyl-2, 3, 5, 6—tetracarboxybenzene”
Journal of the American Chemical Society, 1954,

Vol. 76, p.3186-3188, HElZ, 3186 X— VMO AT — Ll &

BRPCT,/1SA/210 (FE22—T0kkx) (20094F7H)




	Page 1 - front-page
	Page 2 - description
	Page 3 - description
	Page 4 - description
	Page 5 - description
	Page 6 - description
	Page 7 - description
	Page 8 - description
	Page 9 - description
	Page 10 - description
	Page 11 - description
	Page 12 - description
	Page 13 - description
	Page 14 - description
	Page 15 - description
	Page 16 - description
	Page 17 - description
	Page 18 - description
	Page 19 - description
	Page 20 - description
	Page 21 - description
	Page 22 - description
	Page 23 - description
	Page 24 - description
	Page 25 - description
	Page 26 - description
	Page 27 - description
	Page 28 - description
	Page 29 - description
	Page 30 - description
	Page 31 - description
	Page 32 - description
	Page 33 - description
	Page 34 - description
	Page 35 - description
	Page 36 - description
	Page 37 - description
	Page 38 - description
	Page 39 - claims
	Page 40 - claims
	Page 41 - claims
	Page 42 - claims
	Page 43 - claims
	Page 44 - wo-search-report
	Page 45 - wo-search-report
	Page 46 - wo-search-report
	Page 47 - wo-search-report

