wo 2016/152091 A1 |1 I} 0O 0 A

2016 4 9 H 29 H(29.09.2016)

(12) fF%E‘FT%;’JJ%%’J(:\EO“L\’C’AFﬁ snt-EfRHRE

(19) tH SR &NBOFR A HEHLES >
EEHR g
@3) ERABE _-'9//

U 00O RO O 0
(10) ER2RES
WO 2016/152091 A1l

WIPOIPCT

(51

eay)
(22)
(25)
(26)
(30)

1

(72

B 4R
C23F 1/18 (2006.01)
C23F 1/26 (2006.01)

EFRHEES:
EFRHRER:
EFrHEDOEE:
EFRARDOERE:

BRIET—4:

458 2015-058223 2015 £ 3 A 20 H(20.03.2015)  JP
HEAN RNFYZ9 I I PIRIA KRR
#t (PANASONIC INTELLECTUAL PROPERTY
MANAGEMENT CO., LTD.) [JP/JP]; T 5406207 KB

HOIL 21/308 (2006.01)

2016 4E 3 B 15 H(15.03.2016)
BA:E
BA:E

BFABRTRREHRE2TE1%E6 12 Osaka &Y

(JP).

%HiFE: FRE E(CHAKUNO, Makoto). JREE 14
# (KITO, Yusuke). Jii £ E — B} (FUCHIGAMI,
Shinichirou). /MEEF 3 35 (KOSANO, Yoshihide).

PCT/JP2016/001462 (81)

79y KB AN BEE I # (HIROKOH, Masaki), T

5300047 KIRFFRBRHILXRAXRHITE 1%&6
5 REFBEXBEEI Osaka (JP).

BEE (RTOLEWVEREY., 2TOEFEOERNR
#E A TEEE): AE, AG, AL, AM, AO, AT, AU, AZ, BA,
BB, BG, BH, BN, BR, BW, BY, BZ, CA, CH, CL, CN,
CO, CR, CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES,
FL, GB, GD, GE, GH, GM, GT, HN, HR, HU, ID, IL, IN,
IR, IS, KE, KG, KN, KP, KR, KZ, LA, LC, LK, LR, LS,
LU, LY, MA, MD, ME, MG, MK, MN, MW, MX, MY,
MZ, NA, NG, NI, NO, NZ, OM, PA, PE, PG, PH, PL, PT,
QA, RO, RS, RU, RW, SA, SC, SD, SE, SG, SK, SL, SM,
ST, SV, SY, TH, TJ, TM, TN, TR, TT, TZ, UA, UG, US,
UZ, VC, VN, ZA, ZM, ZW.

BEE (RFOLGEWVRY ., £ TOEBREOLERF
% AYE] HE): ARIPO (BW, GH, GM, KE, LR, LS, MW,
MZ, NA, RW, SD, SL, ST, SZ, TZ, UG, ZM, ZW), 1 —
S5 L7 (AM, AZ, BY, KG, KZ RU, TJ, TM), 3 —
A w /% (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),

[(fEH]

(54) Title: ETCHING LIQUID FOR MULTILAYER FILM, ETCHING CONCENTRATE, AND ETCHING METHOD
54 EBADEH . ERERI VY FUIRETIVFUITRBRP LUV I VF I EE

[=1]

6 \ 3 t1
— \ \ _______ "

(a)

3

(b)

(57) Abstract: When an etching liquid for etching, with a
single liquid, a multilayer film formed of a copper layer and a
molybdenum layer is to be used in mass production, it is im-
portant that the post-etching cross-sectional shape of the edge
meets the morphological demand of having a forward tapered
shape without any undercuts and that a precipitate does not
develop in the etching liquid. This etching liquid for mul-
tilayer films including a copper layer and a molybdenum lay-
er contains hydrogen peroxide, an inorganic acid, an acidic
organic acid, a neutral organic acid, an amine compound, and
a hydrogen peroxide decomposition inhibitor. Since the etch-
ing liquid does not contain an azole compound, the etching
liquid does not generate a reactant with hydrogen peroxide
and a precipitate is not produced in the etching liquid. In ad-
dition, the cross-sectional shape of the edge after the etching
can be formed in a preferable forward tapered shape. Further-
more, since the etching liquid also does not contain a phos-
phorus compound or a fluorine compound, the etching liquid
has a small environmental load upon being discarded.
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L= >2T, Mo/ FIE50E700ppmllTF, FFL<IE2000p
pmUE400ppmUTEZEETERL,

<z 0Dfth>

AFEBEOI Y FUIBICIK. ThOORDDM, KETyFr JiteE% A
ELAVEET. BERAVLONZEERMEINRTMINTE LV, KiZ, ¥
BNIAZEMET 270, EYPFBEELAVHNEE LV, #AKELIZE
MK THNILITFE L L,

<pH. BE>
AFERICHRDTYFURIE. pH2RESTF, dUBFEL<IEpHS3
BlE4, BT, $2&61FFL<IEpH3. 3UE3., IUTOEETHE
AINZO’FELV, AERICHKEZIvFVIRIE. 18CTLULE4 0T
TOBTHEATZIIENTEDS, JYFELCIET18CUEISCUTTH
U, BEHFLLLIE20CRLE3 2CTUTFA LWL,

<®rE>

AFERICHEDZ T Y FUIRICIE, BERIEKRESBVONS, BEEIEKEIZ
BB Y 5, TOLOI Y FVIRICE. BBEKESFBNHFENISEN
TW3, L L. REOKRICIK., BEEKERKE ZDMOKREEZ DT TRF
LTHERW, T, BEEKREWHSA TV ERVWERN (TZy FUIRIR
Bl SR, ) EKEREADE., TvFVIRBEHOBRERAEGL TS
THIW, COBRKIE, BRI IERBFITRIIYFVTROKDEIELY
DIRWEIEDIKTH > TH LN,
IvFVIBRBEREKERAG LEIYF UV IRERDBREE [Ty F T
BRER] ER, Ty FYIBmRIE. Ty FYIRELRD & AEiRbKE
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[0049]

[0050]

[0051]

[0052]

BNEWSEITERNDLRVDT, RECPEREORICIIENTHS, Tk B
ILIREPREOBEOFEBEROTAHIC. Ty F Y JREKR] OKERD
L Ty Fr/mRiEil ELTHLW, Ty FUImRERIIKE20
%BUET OBUTELEDEWVND, TvFVIBERIE. KET7T0%4LYS
KEG, LEN>T, AEBOT Yy FU JEIE. Ty F 2 7BEKRE B
KBKEEBDLETERLTEHELW L., Ty FVIEBMEKREKEBEREKE
KeEHETEXRIETE LW,

<TYvFVIHE>

AERICRITYyF U IREBVWBIHRIE. EYITTUHATET. AL
BERolcilE £V ITVEDZRBIRETHD, TEDE) TTVEDEH
X, LEOHDOEALYEWN, TEOEA%t0E LLEBDEA%Zt 1&T
&, t0/t 1DEEHN’O. 01ULEO., 2UTOHHEDEKRTH S, t
0/t 1DEENCDEHEEZANT, MoBINETEZ&. MoBORKREN
HLPTL, HICEITEZECUBDTHEBE LTOREZREILAS

e TEVITTUVBSLCHBIERNINDERS LT THER. FICR
EINT. HASR, ¥Vav, PFELI7RY)AVERD. | GZ0 (1
vIO9L (Indium), AYUDL (Gallium), FHEA (Zinc
) . B% (Oxide) NOBRINDZTEILT 7 AFERK) FOL£BEMIL
MTH->TH LW,

AFEBIHRZ Iy FUIRIE. REORKIC. BEBIEKRKEIVFVIR
BIERB LUK BBIEKRKEIYFVITBMBBETELL, ) 20T TR
FLTBL I ETRENTEILRS, TIT, ERICERTDEICE. Th
LEFGLTIVFVI/RERKI TS, AEDHEIE. RIEMISERRIEK
FOBEFTIEDREICANIE. REINDEDTIEAL,

—FlErRTE. —EEOKICT Y FYIBRENERELI Y F JiRER
ZIHELTHEL, BRRIEKRIGEEARAREPICARDI T Y F TROBEEIEKE
BRELYBWEREDBEEKEKSE LTHEINS, 2T, BE{LKERK
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[0053]

[0054]

[0055]

[0056]

ETYvFUIRBREMERY DAET 2, COIREEEBERIYF VY
WERESTIIREMPATELL, T, Ty FYVIBHERLYEBEDOEWV
Ty FrIEREBREKEBBIEKRKERAS LTI YF Y IRERARLT
SR AN

LA VIE, Ty FUIBRBEREKTIYF Y VBMER (BLLEIYF
VIUBRER) FRETIE. BELLEIYF Y URERE BEBIEKEKT
TvFUIRERAETIEOVTNOERBTEREAIESZIENTES,
55A. TVFVIREHREGLTHLRMLTERVL, BB, TTICHEAS
NTWBIyFUIRIC. BIITI Y FVJREREBEBIEKRKEZTER
TIFEICIE, A AV EANGBLTELN, TTIC, Ty FUIRPICHEA
TN ERETEIHLLTHD,

TYvFUTETORI, LEOBY., pH2UESMTFT, 18TCLLE4
OCLUTOERHTIvFVIREEAB TS, LEN>T. Ty FrJyOmN
KWE. COBEICRBINIONEFE LV, BHNBERET Y F K
ICEMIE 2%, BIREINAWL, YvyT—ROLIICEAMSTY
FUUBRERLEBERICHLTEALTELIWVWL, TYFUITROT—IVIC
WAIBERE T 4 v TIEDZHETELY, COTRIIZEERBIYFVY
W AR ERICEMIE L2 TIREMATERL,

BRE. WNBEREIZ, HIREOEMOLILE) 7TVE (MoB) &
HE (Culg) "EEIN. COBEBRICNY —VEHROLODL Y X MNE
DN =V BRI NTWBDIREBOERTH 5.
=)

<&MBHEHEDOHI>

ARERPILFBDZIyFUIBRICR LT, BBLTEV TTVOIVvFVY
L=k (nm/min) ., TyvFrIShizBROKEDOT—/—F ()
EBVITTUVBOT VY =AY b BREICESLEYTTVE (Mo
Bl EWER, ) . A—N—ITyFUImMME EMOBRE. BBEIEKERIHE
HE (BEE%.H) OBEBE TCHMfi%ZT> 7%,
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[0057]

[0058]

[0059]

[0060]

[0061]

IvFrIL—hME UMFOELDICLTRAELRE, 9. BEEET100
NnmAERINALZS YAV IIN—EICRRyFRICELY, $HIE300nm
EVTTFVRIBEONmOEATENTNEBREFK L, JOMES
SUEYITFVEEA3O0OT (LEBAICL>TIXIECHDIFEEH D, ) DT
YFUTBIC2 005 6 OFEEAI 1,

Ty FUIRIEOEOETEZ. EERMMARND 4 iRTF 4 ReEEHE
i EE2EhE7H)Tyv & - MCP—-T6108) AWTAELE, D
EMECELLLYEREZLLEZELE L. Ty FrIL—rEEH L,

T—— (UTOXRTIE I7—/—F] &5E7, ) BUTOLIICLT
BE L £, ASRAEREICZARYSETEY TTVEE20nmDE
HTHRIEL., TOLEICKITTHEAZ300nmDEATHIEL, Cu /Mo
DERBIEY Y TN eFR Lic, COMBED LICERIRIC/ISY—> =V TL
LA MNEREL, T——AFER0EME L, D&Y, T—/1—5&
AERAEMIE. BEREEYITTVBEZOLOMBEE., HELD/Y—> =
VIINELYZARNBLLARD, ZOT—/R—AFIMAEMEY v A Ty
FUUTHHREOEIYFYIRICREI Y, TvFU T %Ik, TVF
VIROY Y TN EREL, RRIEA% REToEUETL. UETEAE
2175k,

T Em & RIlZ. SEM (Scanning Electron Mic
roscope) (A& :SUBS8020H) #HW, MEEET KV, 3
O, 0O00~50, OOOBDEHLETIT>, b, VY AMIvFUIJIX
IV FUITRBNOEN N EEBT D ETORETH D, BAKEEERL
RIS ERETHE L,

PIMTERRER 1 IS8T, B1 (a) IKRTEIIE. BRT&TvFU T
INBERE6DRITAESZT—/1N—F () &9%, 7—/3—A5LIF3
0° LLEBO° UTFTHNhIETIL (O) &HrLE, COAEDEHEEATH
niE, /XY (X)) ¥ L, Ad. T3] BRPELS EEBERKL

(/3] BRBELLRBAERERRT 2, UTOFETHRLTH 2,
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[0062]

[0063]

[0064]

[0065]

[0066]

BE, BT (a) TR MoEBRAFS3. CuBRMFS2., LYXMNEIKR
54 THRLE, /2. CUB20DERIEt 1. MoE3DEH#%t OTHRL
7o

EYTTFTVEBIDT VY —hy b (UUTFDERTIE TMoF7 V¥ —Hvy M|
T, ) . BT (b)) OBFFS10TRILIIC, EVITFVEI EER
1OBMAB2 LY B Iy F Y IINRE (F7—/3—) 255, M
&, T—/X—ALOFEDOMRICERFICTES, EVITVESOT VY —7h
v 10, SEMD30, O00@FENSL50, O0OOBDERRATHERIN
B o7bvIl (O) &HIBTL, BRINLL/NY (X) E¥BTL A,

Mo%%i& (LLFORTIE TMo%&&l &5, ) 1. HFHmHEEESEM
ICEBERET. BEI/HERINALSNAY (X) . EERIhQRFHhIETIL (O
) EHIEL, BB, HP2IEHEL1 O0EREDERT, BHEHEHRIE
REERCER L, FSEMTIE30, 000EA~A550, 000fET
R L,

F—nN—TyvFoImE (UUTFTOERTIE 0. E. W] &8E7. ) &iF
VY ZANIYFUTIIODBEEO2EORBEIYF VI LEREOT—/
—fB5. EVITVEBIDTVS—AYy 10, MoBREZERL., £T T
<l FHER ST (O) &ML, &1 DTE /XY RilrhHh
/8 (X) & L7,

WHEMOBREIX., Ty FrIiRE=HASHE. RNMUICTHERE (8B) =
BHRELTHEE, RMVRICIHEMAELZDED 5 BHRTHE L, #7
EMHBRELLBEIE. 2RTIVvFVIREDBL. 2B LEICESEY
ZEREKEE, ERLBRIE T, BoNERPMOMEEZFT - | R (BEH
R IR affinity) »SEM—EDX (BZEEMRE) THH
L7z MfTHE#BERBRINAThE I (O) &HETL., BEESREIN
B EIE/NY (X)) EHIBRL 7,

Ty FU IR, HEMIREELRVRE, BEROMEHRSEYTHS
CENEETHDIN, NRASA TR T2LHITIFE. BERILKERD DR
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[0067]

[0068]

[0069]

[0070]

ELEEQIEBERS, TITRESESL L TERIEKRSFHRE S TMERE
& LTERNT,

BRI KROFEE UTORTIE MNBKOMBEE] &587, ) . Tv
FUIUORRBEERRUAERERBER (W24 h) OBEBEKRREZ. &
EAELBY U HAVEBAY)ILE L, BEEERE (ZELETFVTYY
HGP—-200) ZAWTHE L, ZL T, BEEKBRREOELLENS
PEEREEEH L,

2 AREZROBBICKFBREORVEN. 0. 24HENRBTHNIEZ
BEHX (0) &FHEiL. 0. 24EE%UE, 0. 96EERUTTHNIET
IV (O) &ML, 0. 96EENZBAS&/NY (X) &FfMiLi, 24
AR DOBEIEKRREDRIVEEZHAEL 0. 24EE% HI &89,
BB, T ZEAEWVWI DI, EREEDHTEHEEYDITEF LWER
THDIEaKRT, T, 2TOFMICEAL T, VILFHEORGZ KL IR
WEDOD, REREICEBD GEWMEDBZEIZ. =A (A) &ML 7,

(= 1)

EiE%= 1. 2 9EE%.

JVI—-LEE1. 14EE%.
) Ji8% 0. 8 5EE%.
BPS=vaE1, 4288%.

1727018 —)%E1. 7T1EE%.
JIZIRFEO0. 1 1EHE%.
1—7OnR/—)LE1. 16EE%
2—ThF2ITH/—N%ET. 29EE%
DORBIVFVIREREKI 1, O3HEB%ERASL. Ty F v 7k
REFAHL

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OILYyFVIRERB LI, IHIC. MEBAEE) 77U HMAREMZ TH
1A VBEN2000ppm. EVITTVAFVIRENA200p pmilind
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[0071]

[0072]

[0073]

[0074]

O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
BERORE S, BFMESEOERERTICRT, Tk, Ty F U ITREMEIC
EOIERDPREERIICRT,

BHB, R1BVLRAICBVWT, 2-ThF21TH5/—)L%E [BG (2—
ThF¥2xTH/—)) | Bl Fh R BLUVKR2 TRTBBEIEKE
BER. TyFVIREARIIHT 2EBBIEKRREEZRT,

(£l 2)

WEEA O, O 9BEE%.

J)IA—-LEEE1. 44EE%.
) Ji8% 0. 8 6 EE%.
B75=v%&0. 91E=%.

17z/270/8/—)%0. 87 HE%.
JIZIRFEO0. 1 1EHE%.
1—7O/x/—)L&1. 15EHE%
2—T7hF2ITH/—V%ET. 28EE
DORBZIVvFVIREREKII, 29BEB%ERAL. Ty F v /iBkE
REFAHL

BEEKRETY FUUREBREZRE L. BRRIEKRREN4., 508E
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
BERORE S, BFMESEOERERTICRT, Tk, Ty F U ITREMEIC
EOIERDPREERIICRT,

(£ 3)

W% 0. 1 8EEY.

JYa—)EEE1. 30EE%.

) J8% 0. 8 7HEY.
B75=v%&0. 91E=%.
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[0075]

[0076]

[0077]

172/270/8/—)L%0. 86EE%.
JxZIVREFEEZO0. 1 1EE%.

1—70//—)L&E1. 1 6EE%
2—JhFTIH/—IET. 28EEY
DORBZIVFVIRERAEKII., 33BEYEAEBL. TvFV/ERE
WAL,

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLyFUIRERHE L, IHIC. MBMEE) 7T UHREMA TEH
A ZVEEN2000ppm, EYVIFUAAVEEN200p pmilhd
LA L, T, REIZSOCTHWE, Ty F U /RERICED S
BEXRDREEL. BTMEREOBRERTICRT, . Ty FVIREMRKIC
EHDEXRDREEZRIICRT,

(ErEH4)

HEEAZ 1. 2 9E=E%.

JYUd-LEBE1. 14EE%.
)% 0. 85 EEY.
B7Z5=v%&1. 42E8%.
1727018/ —=)%1. 7T1EE%.
JxZIVREFEEZO0. 1 1EE%.

1—70//—)L&E1. 1 6EE%
DORDZIVFVIRENEKI 2., 3I2BEXEAAL. Ty FVIEMR
WAL,

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLyFUIRERHE L, IHIC. MBMEE) 7T UHREMA TEH
A ZVEEN2000ppm, EYVIFUAAVEEN200p pmilhd
LA L, T, REIZSOCTHWE, Ty F U /RERICED S
BEXRDREEL. BTMEREOBRERTICRT, . Ty FVIREMRKIC
EHDEXRDREEZRIICRT,
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[0078]

[0079]

[0080]

[0081]

(EHEHIS)

HEEAZ 1. 2 9E=E%.
JVI—-LEE1. 14EE%.
) Ji8% 0. 8 5EE%.
B75=v%1. 4 288%.

1727018 —)%E1. 7T1EE%.
1—7OnR/—)LE1. 16EE%
2—ThF2ITH/—N%ET. 29EE%
NoRBZIVvFVIRENEZKIT. 14EEREHEL. Ty FVIRE
RERARL T,

BEEKRETY FU IREREREE L. BRIEKRRBEN4. 60EE
%OILYyFVIRERB LI, IHIC. MEBAEE) 77U HMAREMZ TH
1A VBEN2000ppm. EVITTVAFVIRENA200p pmilind
EOICAR Uz, T2 WBIF3O0OCTHW:, Ty F UV JEBERICED S
ERDBREE., BTMBBOBRERICRT, £ Ty F Y IREMHIC
HHIEMMBEERIICRT,

(EHEHI6)

HEEAZ 1. 2 9E=E%.

JVI—-LEE1. 14EE%.

) Ji8% 0. 8 5EE%.
B75=v%1. 4 288%.

1727018 —)%E1. 7T1EE%.
JIZ)REEO0. 1 1EHE.
2—ThF2ITH/—N%ET. 29EE%
NoRBZIVvFVIRRENEZKI2., 19EBEREHEL. Ty FVIRNE
RERARL T,

BEEKRETY FU IREREREE L. BRIEKRRBEN4. 60EE
%OILYyFVIRERB LI, IHIC. MEBAEE) 77U HMAREMZ TH
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[0082]

[0083]

[0084]

1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
ERDBREE., BTMBBOBRERICRT, £ Ty F Y IREMHIC
HHBEMDBEERSICRT,

(EHEHI7)

EiE%= 1. 2 9EE%.
JYVaA—-EEE1. 1 48E%.
) Ji8% 0. 8 5EE%.
B7S5=vi1. 42EE%.
172708/ -1, 71HEHE%.
1—7O/x/—)L%&1. 1 6EHE%
NORBZITYFVITREREKI 2., 43EERERAEL. Ty FVIEME
REFAHL

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
ERDBREE., BTMBBOBRERICRT, £ Ty F Y IREMHIC
HHBEMDBEERSICRT,

(EHEHI8)

EiE%= 1. 2 9EE%.
JYVaA—-EEE1. 1 48E%.
) Ji8% 0. 8 5EE%.
B7S5=vi1. 42EE%.
172708/ -1, 71HEHE%.
2—ThF2ITH/—N%ET. 29EE%
NORBZITYFVITREREKI2., S0EBEERERAEL. TvFVIiEMmE
REFAHL
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[0085]

[0086]

[0087]

[0088]

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
ERDBREE., BTMBBOBRERICRT, £ Ty F Y IREMHIC
HHBEMDBEERSICRT,

(tb#fsl 1)

fEEEA 0. 1 7TEHE%.

JYI—-LEg%E2. 3 8EE%.
TJIYIVEEAEO0., 85EE%
TRANRNSXUEEO. 4 2EE%.
B75=%0. 6 5E8=%.

17z/270/8/—)%1. 55HE%.
JIZIRFEO0. 1 1EHE%.
1—7O/x/—)L&1. 1 3EE%
NORBZITYFVITREREKI 2., T4EERERE L., Ty F VI EME
REFAHL

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ3O0OCTAHAWE, Ty FV/BfERICED S
ERDBREE. BTMBBEOBRER2ICRT, £ Ty F Y IREMHIC
EHDEXRDREERSICRT,

(th#fs) 2)

fHEE % 0. 3 5EE%.

JYI—-LEg%E2. 90EE%.

B75=v%0. 6 6 E=%.
172708/ -1, 77THE%.
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[0089]

[0090]

[0091]

[0092]

JIZIRFEO0. 1 1EHE%.
1—=7anx/—&E1. 17TEHE%
DORBIVFUIREREZKII., O4BEREAES L. Ty FVJiRNE
REFAHL

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
O L, . WBIZ25CTAHAWE, Ty FV/BHERICED S
ERDBREE. BTMBBEOBRER2ICRT, £ Ty F Y IREMHIC
EHDEXRDREERSICRT,

(tb#f) 3)

HEg%= 1. 30EE%.
J)d—)LEE% 0. 6 5EE%.
g5 3. 57EE%
B75=>%1. 4 3EE%.

17x/270/8/—)%2. 5 5HE%.
JIZIRFEO0. 1 1EHE%.

1—=7anx/—&E1. 14EE%
NORBZITYFVITREREZKE89. 25E8EREAEL. TvF Vv JiEMmE
REFAHL

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLYFUITRERAR U, IHIC, MBIAEE) 77 UMREMA TH
1FVREMN2000ppm, EVIFTVAFTVREN200p pmilhid
SOOI UL, F WEBIZ27. 5CTARAWE, TyFvIEimkich
DIERDBEE. FMAEHEOBRER2ICRT, T TyFUIEL
BICHODIEMDIREZRAICTRT,

(thaefsl 4 )

fHEE % 0. 5 3E=E%.
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[0093]

[0094]

[0095]

JY)aA—-LEE2. 7T4EE%.
aANJEEAE1, A5EE%
B7S=viE1. 44EE8%.
172708/ —)%&1. 7588%.
JxZIVREFEEZO0. 1 1EE%.

1—-70//—%&E1. 14EE%

DORDZIVFVIHREN%EZKIO0., 84HEREAAL. Ty FVJEMRE
WAL,

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLyFUIRERHE L, IHIC. MBMEE) 7T UHREMA TEH
A ZVEEN2000ppm, EYVIFUAAVEEN200p pmilhd
LA L, T, REIZ25CTHWE, Ty F U URERICED S
BEXRDREEL. BTMEREOBRER2ICTRT, . Ty FVIREMRKIC
EHDEXRDREERSICRT,

(LLEB1 5)

HiEE 1. 2 9EHE%.

JYUd-LEBE1. 14EE%.

) Jfg% 0. 85EEY%
B7S=viE1. 42E8%.

1727018/ —=)%1. 7T1EE%.

JxZIVREFEEZO0. 1 1EE%.
NORBIVFVIERERAZKI3. 4 8EE%ERAEG L. Ty F VI ENE
WAL,

BERIEKRETY FU IRERZREEG L. BERIEKRREN4. 50EE
%OLyFUIRERHE L, IHIC. MBMEE) 7T UHREMA TEH
A ZVEEN2000ppm, EYVIFUAAVEEN200p pmilhd
LA L, T, REIZSOCTHWE, Ty F U /RERICED S
BEXRDREEL. BTMEREOBRER2ICTRT, . Ty FVIREMRKIC
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HOBEMDBREERSLICTT,
[0096] [3<1]

gl 5% RN | M2 | =G | EMEE4 | RIEGS | E=REF6 | ERH7 | EREHS
EE i 1.29 0.09 0.18 1.29 1.29 1.29 1.29 1.29
SJUa—)LE 1.14 1.44 1.30 1.14 1.14 1.14 1.14 1.14
2158 :
TNEEUE
i N T )
=VAY) - 4
YooEk 0.85 0.86 0.87 0.85 0.85 0.85 0.85 0.85
PSR B7I=v 1.42 0.91 0.91 1.42 1.42 1.42 1.42 142
TIALEM 173/270/8/~jl 1.71 0.87 0.86 1.71 1.71 1.71 1.7 1.71
I RFE 0.11 0.11 0.11 0.11 0.11
BkREH 1-Zas8/—n 1.16 1.15 1.16 1.16 1.16 1.16
BG(2-ThFLTH/—)I) 1.29 1.28 1.28 1.29 1.29 1.29
7K 91.03 [.93.29 19333 |9232 |91.14 | 9219 | 9243 | 9230
pH 3.55 3.74 3.70 3.48 3.51 3.49 3.50 3.48
IvFoTEH
BER Bifiy EHEFN | G2 | EHEHIS | G4 | EHEHIS | Eiple | EMEHI7 | EhEHs
BEIEKRRE wth 450 4.50 4.50 4.50 4.50 4.50 4.50 4.50
CuiRfE ppm 2000 2000 2000 2000 2000 2000 2000 2000
MoiR & ppm 200 200 200 200 200 200 200 200
BE °c 30 30 30 30 30 30 30 30
S &R
Ealieq=] B EREFN | M2 | EMHI3 | M4 | =G5 | REFe | EMEHT | EiEHI8
T—1—F (o] O O O o] o] [@) ]
Mo 75 —hwb (@) O @] O . O O ] 0
MoZ & ] o] @] o] o] ] 0] [e]
OEMMY 0] 0] @] 0] 0] 0] o] o]
Liilseky] o] O o] o] o] o] [e] ]
B AREE wit/d (30°C) © [e] 0] o] [©] © 0] [©)]

[0097]
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[%2]
Vog] 0%, MR | EbEpI2 | LhERIS | ERERI4 | HEERIS
B T 0.17 0.35 1.30 0.53 1.29
ERTE A R Fya— L& 2.38 2.90 0.65 2.74 1.14
LB 3.57
FILEZUE 0.85
FARINSEUE 0.42
anNyEg 1.45
1) SEg 0.85
PHEARE BF75=y 0.65 0.66 1.43 1.44 1.42
F7IEED 1P3/270/8/—)L 1.55 1.77 2.55 1.75 1.7
BAKREH Jr=ILIRE 0.11 0.1 0.11 0.11 0.11
1-7a//—)L 1.13 1.17 1.14 1.14
BG(2-J+FLx8/—)V)
7K 9274 19304 18925 | 9084 | 9348
pH 3.88 3.74 3.65 3.82 3.50
IyFoT &l
EH Bfy tedsmt | teEpl2 | EREEIS | HeEidRl4 | ELERIS
BRBEKREE widh 4.50 4.50 4.50 4.50 4.50
CuBiE ppm 2000] 2000] 2000| 2000{ 2000
MoiE & ppm 200 200 200 200 200
BE °c 30 25 21.5 25 30
FF 4 45 R
FT 1 1E B B4 EEEI | teEpl2 | ERERBIS | HRERl4 | LeEifls
F—r\—f ] - O O O
Mo P& —Fryk O - O O O
Mo 7% i& O - A X O
O E.if 1% @) - O O O
W ) x ) x o)
RS REE wth/d (30°C) X - 0 - x
[0098] [3%3]
S ) =R | EHEH12 | ERE3 | EHEGI4 | =565 | SHmle | EHEH17 | =Ripls
Bikd  [BEMEREK 450 | 450 | 450 | 450 | 450 | 450 | 450 | 450
B B 113 | 008 | 016 | 113 | 1.13 | 113 | 113 | t.13
SYa— LB 100 | 126 | 113 | 100 | 1.00 | 1.00 | 100 | 1.00
2%
TR i
TRINGHEEH
=AY/ ]
DT 074 | 075 | 076 [ 074 | 074 | 074 | 074 | 074
hiEEMER BTz 124 | 080 | 080 | 124 | 124 | 124 | 124 | 1.24
FIvibal 1732708 —1 150 | 076 | 075 | 150 | 1.50 | 150 | 1.50 | 1.50
JI=NRE 0.10 | 010 | 010 | 0.10 0.10
BkzERH [1-T08—0 102 | 101 1.01 102 | 1.02 1.02
Ba2-JrkLTA/—m| 113 | 112 | 112 113} 1.13 1.13
X 87.64 | 89.62 | 89.67 | 88.77 | 87:74 | 88.66 | 88.87 | 88.76
pH 355 | 374 | 370 | 348 | 351 | 349 | 350 | 348
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[0099] [5R4]

[0100]

[0101]

[0102]

ook 5 HBR | EeEeipl2 | HeERI3 | EbEpl4 | LIS
[icqls:] BER LK FEIK 4.50 4,50 450 4,50 4,50
ImARER T 0.15 0.31 1.13 0.46 1.13
Bt AR SFya—)LE 2.08 253 0.57 240 1.00
FLER 3.12
TIWEZUH 0.74
FRINSKUEE 0.37
aNVER 1.27
Yoo 0.74
chiEEER BFI=v 0.56 0.58 1.25 1.26 1.24
7AW  [17E/2F0i/—0 1.35 1.54 2.23 1.53 1.50
iBIK % EHl T VRE 0.10 0.10 0.10 0.10 0.10
1-Fos8/— 1.00 1.00 1.00 1.00
BG(2-T+FPTH/—)L)
X 89.15 | 89.44 | 86.10 | 87.48 | 89.79
pH 3.88 3.74 3.65 3.82 3.50
<fEE>

EREf 1 MO ERFIS IF. ARBICELZIIVFUIBRTHD, 7V I
EMESATVWAWEZSD, BBIEKFEOETRIGMEZE LT, FTHEMIZA
W, BRMAEMERICS) O—)LEE. )OO 2@A2RERKICERLE, Chb
DY TV, FEYDEWND IS, T—/—A. MoF7Vv¥—Hhv b M
oA, 0. E. MEOWTINOEEEVIFMTH o/, I HIC, BEEE
KRDEEESHO. 96HER HRBETHY. BELWEREBDI &N
TEFf,

T, 7—N—IyvFVIMEPREFTH>DT, PvAMITvFV T
WCEPTIRENS 2EOHBEITRREFAT— /-2 LTIvF Y
TEHIENTE, T INLOEEHOIY FVJHEIF. Mo&Cud
FEELL (10t 1) AREFDIZE (20,7300) EEL->TH, RE
LEAO0. 01 EOD. 2MTFETOMICHNIE, 30° LLE60° UTFDF
—R—AEEERT DI ENTE L,

EhEefl1. 5. 6. 8. BRIKFEMBEENMBOHT/HEIL. RLWRY
NSA DERETDIENTE L, CORFOEKREDRIEER S &, HEER
BRIy FUIBLEICFLTT. OBERULETH>T, 2—-Tr+F>T



WO 2016/152091 27 PCT/JP2016/001462

[0103]

[0104]

[0105]

[0106]

[0107]

&/ —IbBEFhTWE X (BUEEREE. PHERE. 7Ibadidd
LAARFEND) ICBBIEKRODFERENIH I h T,

BEEKROBBINEFIE, 7T ZIRHKR. 1 -0 /=), 2—ThF
I —IERWEN, R ERT O/ —LE2-ThFPITH
=l ofanhEEoid, BEIEKROIBEZ MG I N, LHL,
BH1OLSICT 7O/ —LHAEEFNRTVWTEY YIBAEZEFRTUVA
WEBBIEKRODBAEIFITE RN >/, Th&Y, BELKRDERIHE
Bl v B EHICHERT 22 & T, BRIEKFESEEDRAICINH TE L
EHERMTE D,

o, EBIS I, 7 ZIVRREY VOABERWEHTH S D, EFHEH
DEY Y T ERBIL KRS EIFITE A >/, LK LERAISY
TLORRMASHMNZ LI, 1 —FOn/—LELPFELIF2-TFY
ITH/—IVEHRICFBATEIENTES,

LB 2 B L 4 IEHTHAE A I N, LA > T, E&RAEAI2I1IZDWT
& ATHEPUAOMEIC OWTRAEZT > TWAL, fTHEMORLERRIEHA
HTIEaWw, LML, TvFUIREEICN LTS I—ILEBOREN2.
1EE%%ZHBA%E, MEPIELIBRED ST,

FTTICRBBLTWE LI, AREBIKRZ Ty FVIRIE. BB KEE
MABWI Yy FUIRBRERELT. MYRLD ZEANTES, 2FY. ITvF
VUG, 35wt %DBREDBRBIKRRRET Yy FV VBEREREL
T, R3 (EBHICOWVWTERS) ICTRT LD BRERRRICKRDI Ty FUIKE
LTRIAT B ENTES, R1 (BBRFAICODWTIEER2) &, BELKE
ZE2ERVWIYF U TIRERTOMEMLEZRLTWS,

Lt >T. EBRMBELTOT Y FY ke LTOERELET Yy F VT
BRERE L TOMMLbIE, R1. 2&KR3. 452HVWTENEFREHET
EDNTED, FIZIE. REF1EZHICEZE, R1ODIYvFVIRIBRICE
WTHHERIZ 1. 29BE%THDHN. R3IDIT v Fr Ik GAERI{LKERNM
ADLNEIRRE) T, 1. 13EBER% &5,



WO 2016/152091 28 PCT/JP2016/001462

EEX E DR AT

[0108] AREBAOIYFVIRIF. BRETARATLA. TZ2AIT1ART L4, B
MELQEFPDEWSEMRBEBMDLY, A5 RER. Y YIAVER, 7E
W77 A2 AVER, @BEIEYERZFOERLELLIE. ThHOME
HHASTHEBLICERINAEEY JTFVvEEHENERE S MBI LAV
ZREICBEVWT, LKHMATEIENTES,
= DERBA

EiR

§RE

TEUTTUVE

LYZ K (B)

[0109]

—_—

T—/R—A
EESE]
10 745 —hv NE9

o o~ WP
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[55KIA1]

[553K1R2]

[553KIR3]

[553K1R4]

[E53KIR5]

[E53KIR6]

[553KIR7]

[53K1R8]

5 R D E
BESIERE .
iy da
BRI E B & |
AR R &
TIvibamE

BREIEKROBIGEFEZSUCEE2FHETIHEEE) 77 VB
EEUCEEBERTYF VIR,

TY—IEME, VobEE. JvRbEEMEEFTFRVWI L%
K ETHRKRENICRBEINCHEETE) 7T VvBZ20%EBER
ITvFVIR,

AIECIREEER IR TH D T L2/ E T 2B KIFE1 FE 20N
HOERBICEHINAEBETY JFVBASUSBERTI Y FY
T,

AUGCEEMEBRERIX. V) O—IBE. VU OBO2B2S0 &%
BETHEKRKETIBEIDOANLS1 DEKRKBICEHINLEEE T
JT7VBEEUCEBERT Y F Y 7K,

RIS ERERIL., BT SV ThHhDIEaRHETIERE
E4QEAND 1 OFKRBICEHINEBETY TTVEBESUSE
BRIy FVIR

RIEE7 I VLSS, 1—F7I/-2-7anr)/)— )L ThHdT &%
B&ET 28 KE1IBESOANN1 OFBKRBICEH INWHEE T
V7T UVBESUCEEBIRATIY F VUK,

AIEC B LK RO MFIFIFIE DR B EE T I—NET—TI
DENIZSO I & Z2/HHBETHEKREN HEG DA, 1 DFKIRE
KRB INRBEE) TT7VEBESUEBERT Y F V7K,

XSHI8AMA%E2500ppmlUE7O000ppmlUFTELTEAE
B ET28KEIBETOANN1 OFBKIBICEH INWHEE T
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V7T VB ESUCEBERT Y F V7K,
[553KIR9] HELEL

BER AL KR ARHDHIF &
KeB8UlezRBETIHBEETE Y 7T VBEZRUCEEBERT Y
F v TimiEiR,
[55K1R10] HELEL

BER AL K 3R 9 AR NI &

KEEOCIvFUJBREREKEBERIEKRZRAGLEZEBERI Y
FUIOREHRETHIREE.

RIS EBIRAT Yy FU VR LIBERICEMIEZTIREZS0
EERHETRMBE T TTVBEEUERIROI Y F U VA,

[E5KIE11] BRI BIRAT Y F v VRERUEBERICEMIE 2 TR T,

AIEEZRBIRAT Y F Y IROp HN 2N L5 OFEETHY .. RED
18CHL35CHORUETITRONEIEEHEBETHHERIET OIC
REINCHEEETE) T VBESUEBEREOI Y F U T AE,
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