12) HHFBHAERITESTVWT ARSI hI-ERHEE

(19) t RH B FT A HEKES
EfE®ER

43) Bt 2BEA
2009 &5 A7 B (07.05.2009)

=

10) B ABRES
WO 2009/057466 A1l

1) ERRFaE: BEYUHAKEEEESITH 10&h ZERELFHK
C0O7C 41/06 (2006.01) CO7C 43/13 (2006.01) K4 KBTI HMN Okayama (JP).
2 2006.01 B 61/00 (2006.01
gz;g ;gg Ezggg,gﬁ 078 61/00 (2006.01) (74) LI A: XA {F (OHTANI, Tamotsu); T 1050001 3R

BERE/FA=TH25F28 JUFR VK
FAEJL 6 B K& $EFEFEFT Tokyo (JP).

1) ERHEES: PCT/IP2008/068863
@8 BEE (RROGTWERY., 2TOEFOERNREN
(22) EFHEER: 2008 ££10 A 17 B (17.10.2008) T[HE): AE, AG, AL, AM, AO, AT, AU, AZ, BA, BB, BG,
BH, BR, BW, BY, BZ, CA, CH, CN, CO, CR, CU, CZ, DE,
(25) ERHEDERE: HREE DK, DM, DO, DZ, EC, EE, EG, ES, FL, GB, GD, GE, GH,
GM, GT, HN, HR, HU, ID, IL, IN, IS, JP, KE, KG, KM,
(26) EFAREDEEE: BXEE KN, KP, KR, KZ, LA, LC, LK, LR, LS, LT, LU, LY, MA,
MD, ME, MG, MK, MN, MW, MX, MY, MZ, NA, NG, NI,
30) BEET—4: NO, NZ, OM, PG, PH, PL, PT, RO, RS, RU, SC, SD, SE,
%% B8 2007-281509 SG, SK, SL, SM, ST, SV, SY, TJ, TM, TN, TR, TT, TZ,

2007 ££10 A30 H (30.10.2007) TP UA, UG, US, UZ, VC, VN, ZA, ZM, ZW.

45 [ 2007-323792

2007 12 A14 B (14122007 1p 9 FEEREROLLRY, £ TOWSDLMREH T

BE): ARIPO (BW, GH, GM, KE, LS, MW, MZ, NA, SD,
SL, SZ, TZ, UG, ZM, ZW), 1— 5 L 7 (AM, AZ, BY,
KG, KZ, MD, RU, TJ, TM), 3 — B /% (AT, BE, BG,
CH, CY, CZ, DE, DK, EE, ES, FL, FR, GB, GR, HR, HU,
IE, IS, IT, LT, LU, LV, MC, MT, NL, NO, PL, PT, RO, SE,
SI, SK, TR), OAPI (BF, BJ, CF, CG, CI, CM, GA, GN, GQ,
(72) RHE; BLU GW, ML, MR, NE, SN, TD, TG).

(75) HBAE/HEAN CRKEIZONNTOH): EE 8 HALEEE:
(WATANABE, Masafumi) [JP/IP]; T7128525 EILIE — EEFATREE

7)) HEA CKEZBR<<C2TOEEEIZOLT): =&
Bt E# XS (MITSUBISHI GAS CHEMICAL
COMPANY, INC.) [JP/IP]; T1008324 ER#BFRHK
ADH=_TH 5% 2 & Tokyo (JP).

(54) Title: PROCESS FOR PRODUCTION OF DITRIMETHYLOLPROPANE
(54 REDEH: S hYAFO—LTORLORESE

(57) Abstract: Disclosed is a process for reacting normal-butyraldehyde with formaldehyde in the presence of a basic catalyst
to produce trimethylolpropane and ditrimethylolpropane. The process comprises the following steps (I) to (II): (I) reacting nor-
mal-butyraldehyde with formaldehyde (1) in the presence of a basic catalyst (1) to yield a reaction mixture containing trimethy-
lolpropane, ditrimethylolpropane and 2-ethyl-2-propenal; (II) distilling the reaction mixture to collect 2-ethyl-2-propenal; and (III)
adding 2-ethyl-2-propenal collected, formaldehyde (2) and optionally a basic catalyst (2) to the distillation residual solution yielded
after the collection of 2-ethyl-2-propenal and allowing the reaction of producing ditrimethylolpropane to proceed, wherein formalde-
hyde and the basic catalyst are supplied in the steps (I) and (II) in specified amounts. The process enables to produce ditrimethy-
lolpropane with a high degree of efficiency. By employing the process, the yield of di-TMP can be significantly improved, and the
amount of a by-product bis-TMP relative to the amount of the desired product di-TMP can be reduced significantly. Therefore, the
process enables to produce di-TMP with a high degree of efficiency and in an industrially advantageous manner.
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DRENE, TMPIZXT5di—TMPOAER R L, BIZER DObis — TMPA
R DN D,

[0032]  MEELAREE (2) IZ DWW THAVL LT LT ER (2) LEERTHY | FED /v~ LT F 1
TTERL, OB 2EE L C, ARG (1) SR (2) 0571, 0
~2. 5 AFELIEL. O~1. B EEARDIDITLRITHHL, R s T
FRITTRE 975,

B2 SRR (1) LA LA (2) 23 24l DXL (2.0 24 ) THH KRS D L,
SOAKEEAL AV DS NBD1. OF /LRI, M SEfh it (1) S EEmbist (2) o
HitEAL 0~2. 5480, 5~1. 255F/L) &75, 1. 0 &AM TITRKIG D
BHRZFRDTZT T REISFEBDD DRI IS O G, F72, 2. 54 EaiH
ZHEIRMR A PRI DT OIS BOME B E /2D,

THRITECRZEIL L= DI IRIZ, 78 I L 7ZECREA/LV LT LT ER (2)
BT THE B (2) 20 N AT E T, ERENOR FERIEEIT, £72i%
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[0033]

[0034]

[0035]

[0036]

. RIBRRIEA T F728 L 45 & 1~3005 0 CHlgenZiE FLCRIESE 20 £
UL, [RIRRET T FOBA XTIl T T e TH RN,

TARRMORIGIZ BT DO L 9 DM R OFERICEH L5723, 456~120C
PUFELL, JDAFELLIE60~120°CTHD, iR 2 W AL W =355
[, SR TA R LT SR I K SR M D IR~ 0D SO 23+ 3 1A T D IR A
DLERDHY, ZOMWEEIL60~1 20 CHFELL, IVAFELLIE80~120CTHD,
ZORIZEB N T, RNEFTED BGRB8 | R ARG D RIGEA A
THMELTHEW,

THRITECRZMIL L7 #4 ORI KB LIZECRESE RV LT VT
ER(2) , BV T AR (2) OIRINAE T LR T BT D ECRAE
BITHBE SN TUVRWG AT, BITEL TRIGE TERESEHZEMFELVY, Z0D
BB O PRI 9 DML OFESEHICH L0038, 45~120 CHHFELL, JVafE
LLIE60~120CTHD, K, I (2) (2RI V25613, BOSIZT
A LT BRI K SR M D IR~ 0D BUS 23 3 1A T 3 DI A AR D L BEHID
L ZOWREEZ60~120CE T HZENFELL, JVFELIE80~120CTHD, ZD
PRMZ BN THRNEFTE O SRR IR DT80 | 28 A A GO ARG A AT
JELTH RV, ZOMBUZ LD L FERG I LB ER]IE, 1~18053H3MF £LL, &V
AFELLIEB0~12053THD, FINRAE (T DD BET D721, INENREH] 218
0 LA N T2,

AR BT, LRIX O LRINOGE, BIEORGER T, EE LR —, £
TR D BOGSGA T TS E 7720 Th, Fiz, il — UGN THER A T8
THEW, B BIEOBOGHRZ WD BIE LT, LRAD SO 3 AR (1) 12
M= FIL T % ], F 0% 0 TR SG I FEAREE (2) 1K IR LT R L
ZHWDOGE R ERET N,
< di-TMP D HiLff >

TRENTTELN SOSHEDD B HI O di-TMP O BB R L, 35 5B i o R
SCHR2~B72 IR D KO/ TM PR C— R T O TV D E T TH 2808
T, FOIFEITRHTHIRT I, B2 0E, SJOSHKZE P RL72% ., Ut L7
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[0037]

[0038]

VT EREZRREILL | fiH 2T o7t 2K CmT I TR - B9~ 5 03 %

AFEIHO TR~ L Odi-TMPHLEED 2 TORERCERIEIL, ZNE N Kt
R H N T SIS EIT TT o Th , E22NBDBUS, A EIT ST
XD DFIFEHOBEEITTTToTH RV,

2 i 45l

LUF AR B % MBI 20 SZEEIC BT 9203, AR BTz s0 I EHIiz
JOBRESNDH DT ,

FHBEN I DIEEHTIE TR DRAEESEZ vz, NBDIZAldrich 1SR SEARERR
VIRV LTIV T ERKEEHRIT =22 0 205 () oo TEMA0E & %RV LT VT
RAKEEUR (A5 ) — VG A B3 R %) | RIEET N STF GRS (k) Rt & (5 H]
L7z,

Eo, DHTEH A= 7 T7 40— (GC) v, o7 L B IO UEaE 2
TENARETHRL TYTo 7,

(BRI~ T T7 40— B 5ft]

EE: HP-5890 (7 VL rhT 7 ay— At i)

HHAAZ L DB-1 (7 VL hT 7 ay— A thH)

S3KT4At: Injection Temp 250°C,

Detector Temp 250°C

AT L 60°C, 653 RFF—7°C/ 4 T250° CETHIR—250C, 2053 f%FF

BHeR: KERAA ALK HE (FID)

FhEE1 A EEHE L NBD ARV AT LT ER (1) AL AT LT ER (2) =1:2
. 8:0. 6)

TARI B RS IR, W T —h2-5% 2 721000mlo4-> 075 AT
A0VE B %A L7 eR (1) KK 208, 7Tg(RILVLAT LT EREL T2, 8F/L, 2
RIVLT VT ER M ED82%) ZALiAZr  T2°CETIMEL =, LD #R 4 12N
BB Fr—k35, NBD72g (1.0 /1) K O 1H 8% T Mo 2K R
263g (0. 53E/L=1. 06 &) £ EZ 255 THRML, SHIZ80C T2, MELL
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[0039]

TRIGNRA W E T,

THRN: TRAITHELN SR AW A 100°CITIMEAL T30/ 288 L, ECRZ (A
U7z, ZRBE A U723l E 23 22m 1 (ECR: 0. 165E/L) | AKEH9mITHY, ECR
WX B RIFEAKEIL0. 5B EfE THoT,

TR TRRIOZEE R IR, TRITHONTZECROM K & U1 8H & %7
VLT IVTER (2) K 103g (0. 621, AL LT LT R 80 18%) %9
6°CT, ENZEI, 4857, 904 TUMUT=, il M 714, FIZ100°CT6043 [, N
B CTdi—TMP DAL Z I TS T2,

BN SONR G DO GC T ORGSR TMP2390. 5g, di—TMP2318. 8g. bis
—TMP32.8g4E L THY, FRONBDEUETOILRL, #HE., 67. 5%, 1
5. 0%. 2. 0% Th-o7-,

SN2 (5 A IEHE VL NBD sV AT LT ER (1) 7RV AT LT ER (2) =1:2
. 6:0. 6)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 B Y% RN LT ILTER (1) KB 194g RV AT LT EREL T2, 681, 2R
VAT VT ERFEREDS81 %) AR, TACETIEL T, Dk, tk2 2L
72H35, NBD72g (1.0 /L) O 1VE 8% KT MW LK E# 263g (0. 53F /L
=1. 062 &) &%, i Fr—h2-OT, 255y TIRINLTZ, SHIT80°C T34,
B CRONR AR E R,

THRN: TRAITHELN SR AW A 100°CITIMEAL T30/ 288 L, ECRZ (A
L7z, 2888 IA 7= B BRIl E 23 26m1 (ECR: 0. 19E/L)  KEH5mITHY, E
CRIZX T B RIFEAKREIT0. 2B G ThoTz,

TR TRRIOZEE R IR, TRITHONTZECROM K & U1 8H & %7
VAT VT ER(2) KIEHR103g (R AT LT ERELTO. 62F /L, 2RV LT LT
ERFEHED19%) %, i F2—k2-2>7C, 92 CIT UG IRA RO E 2R L7230
L FAVERL, 4857, 8043 THRMBEAIRIZHNL T, il F#& T, FiZ100°C T80
A3 RANEAL Tdi — TMP DA R B 2 AT S8 72,

RO MR AR DOGC T OFE R, TMP2386g, di—TMP72322g, bis—T
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[0040]

[0041]

MP232gAERRL THEY, JFEFONBDIHETOYLRIL, FE 4, 64. 3%, 17. 5%
1 4% ThoTz,

FEHEEI3 (B EUEFE L L NBD (3L AT L FER (1) 3RV AT L FER (2) =1
2.4:0.8)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 B %RV LT VTR (1) KIRIE179g GRV AT ILTEREL T2, 4F/L, 2R
BT ITEREHEDT75%) A A, 73 CETMELTZ, ZDtk . 2 IZMEL
7B Fr—hah, NBD72g (1.0E/LV) XU 1TH 8% IR FET N D LK K263
g(0. 53E/N=1. 06 Y &) %, 255 TIHINLTz, EHIZ84°C T3 MMEL T
di—TMPDERSGZ I TS E T,

THRN: TRAITHELN SR AW A 100°CITIMEAL T30/ 288 L, ECRZ (A
L7z, ZREE A U= i 2332m1 (ECR: 0. 24 /L), KEH6mlTHY, ECR
25 AR AKBIT0. 2B BfEThoTx,

TR TRRNOZEFFRE W, TRITHLNZECROM K L O21H & %74
LT IVTER (2) KIEHE118g (0. 82 /L ARV AT LT R HED25%) %9
ACT, ENEN, 6047, 1105 TUIILT, 1 FHE T HIZ99°CT6057 [, INEL
L7z,

LN SONRGRDOGC T ORGSR, TMP2379. Og, di—TMP2323. 3g. bis
—TMP32.2g4E L TEY, FRIONBDEUETOILRL, #HEH, 58. 9%, 1
8. 6%, 1. 6% Th-oTz,

S 4 (5 A IEHE VL NBD sV AT LT ER (1) 3RV AT LT ER (2) =1:2
. 6:0. 6)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 B %RV LT VTR (1) KR 194g GRV AT LT EREL T2, 6L, 227K
VAT VT ERFEREDS81 %) A, 72 CETIEL T, Dk, tk2 2L
R0 Fr—RBNBD72g(1.08/LV) MO THE &% R T MY LKE K 251g
(0. 50E/L=1. 04 &) REE 255 TIRINLT-, SHIZ85 C T3/ MMNEL -,

THRN: TRAITHELN SR AW A 100°CITIMEAL T30/ 288 L, ECRZ (A
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U772, B2 @ 2323 ml (ECR: 0. 17E /L) | K@ 7mlITHY, ECRIZH}
THRPEAKEIT0. 38 EfE THoT,

TR TARNOZ R, TRITHOLNTZECROME T & O 248 5 %R
VLT IVTFER (2) KIEEHK 762 (0. 62F/L, AL LT LFEREH®ED19%) %290
CT. ZAER, 8857, 904 TIRAINLT=, i R T# HIZ98°CTIO ], INEAL
7o BN SOMRA W DGCHHT DR F. TMP380. 2g, di—TMP2317. 6g,
bis—TMP132.3g4A L THY, FEIONBDERETOIE L, N2, 59. 8%
C14.1%, 1. 6% Tholz,

[0042]  FEHEI5 (B EUEFE L NBD RV AT LT ER (1) AL AT LFER (2) =1:3
. 5:0. 5)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
40 B %R LT IVTER (1) KIEHR262. 8g (R LT /T ERELTS. 5E/L, 4
RIVLT LT EREH R D87, 5%) ZAtiAsr, TACETMELTZ, ZD#H%, fhx i
AL 72353 Fra—h2sbNBD72g (1.0 /L) M O 1E 8% R EE T R 2K IR
#263g(0. 53E/L-=1. 06 &) £ EAZ 255 CUILTz, EHIZ85°C T34 M
BT,

THRN: TRAITHELN SR AW A 100°CITIMEAL T30/ 288 L, ECRZ (A
L7z, B2 3@ 23 14ml (ECR: 0. 12 /L) | KJE235mITHY, ECRIZH}
THRIPEAKEITO. SOHEfE THo7,

TRRIL: TRENOZR R R URI, TRITHELN - ECRO B K K OV S9H 5 %7
VLT IVTER (2) KW 76 (0. 5E/L, &RV AT VT ERFEHED12. 5%) %1
00°CT, FNZA, 3357, 904 TUMULT-, i M T I2100°CT4545 [,
BT, BN SOSIR G OGCHHTOFER, TMP2Y99. 3g, di—TMPZ310. 0
g. bis—TMP7234. 7g/EkL TEY, FUEHONBDEAUETOULRIT, £ €, 74.
2%. 8. 0%. 3. 4% ThH-o7~,

[0043]  FEHEBI6 (B EUEFE L NBD 7RV AT LT ER (1) AL AT LFER (2) =1:3
.0:1.0)

TR R AL R T —R2o% i 2.7-1000ml4-> [ 75 A7,
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[0044]

A0E B % RN L7 VTR (1) K 225g RV L7V FEREL TS, 0L, 298

BT ITEREHEDT75%) A A, 73 CETMELTZ, ZDtk . 2 IZMEL
RO Fr—FBbNBD72g (1.0 /V) MO VE 8% KT MW LK EE# 26 3g
(0. 53E/L=1. 06 Y &) REZ 255 THRIMLT-, SHIZ85 C T34 MMEL T,

THRN: TRITELN SR AW A 9IS CITIEAL T2055 7&K L, ECRZ 1L L
770 I U723 Z i 23 18mI(ECR : 0. 16E/L)  KEH8mITHY, ECRIZKT
DR B0, 53 Bfs Th-oTz,

TR TRRIOZEE R IR, TRITHONTZECROM K & C40H 5 %7
VLT IVTER (2) KIEHE74. 8g(1. 0F/L, BRIV LT VTR HED25%) %9
S8CT, ENZEH., 4557, 905 TUIML Tz, il FH TH HEIZ101°CT6057 ., ML
L7z, GO BOSIRA DG C T O B, TMP7394. 6g, di—TMP72315. Og
. bis—TMPH34. 7gERLL TEHY, JFUEIONBDEMETOIHEIX, £1E 4, 70. 6
%. 12. 0%. 3. 3% Th-o7=,

S 7 (5 A IEHE VL NBD sV AT LT ER (1) 7RV AT LT ER (2) =1:2
.6:1.4)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0E B Y% BNV LT VT ER (1) KB 195g GR/VAT LT EREL T2, 6F/L, 2R
VAT VT ERFERED65%) ZiA A, TACETIELT-, Dk, tk2 2L
IRDIBIH T —FbNBD72g (1.0 /L) KU 21E 7% R IET MY LK IR 264.
5g (0. 53E/L=1. 064 &) R &EZ 255 TIHRIML Tz, HIZ79°C T3 MLz,

THEN: TRITELN SR AW A 9IS CITIEAL T26 57K L, ECRZ 1L L
770 U U723 1 i 2325 ml(ECR : 0. 23 /L), KEH5mITHY, ECRIZKT
DR B0, 53 Bfs Th-oTz,

TR TRRIOZEE R IR, TRITHONTZECROM K & C40H 5 %7
VAT T ER (2) KEEHE100. 5g(1. 48/, VAT IVT R E0D35%) %
92°C T, FNEI, 5547, 83 THRMLT-, il P& T # HIZ100°C 9045, m
BT, BN SR G OGC /T OFER, TMP2385. 9g, di—TMP2318. 8
g. bis—TMP734. 6g/EkL THY, JFEHONBDEUETOULRIT, £ E 1, 64.
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[0045]

[0046]

1%. 15. 0%. 3. 3% Th-o7z,
SENa B8 (5 A IEHE VL NBD /L AT LT ER (1) 7RV AT LT ER (2) =1:2
. 4:0. 8)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 B %RV LT IVT R (1) K1 79g GRV AT VT EREL T2, 481, 4R
BT ITEREHEDT75%) A A, 73 CETMELTZ, ZDtk . 2 IZMEL
7B Fr—hah, NBD72g (1.0°E/LV) U2 1TH 8% Ik FET N D LK%k 184
g (0. 37F/N=0. 744 &) RirZ, 255 TIHRIMLTz, EHIZ84°C T35 M. AL
77

TR NEG% , ECRZ99°C, 3057 TN L7z, Z&H B L7 #RIXilE 2333
ml(ECR:0. 25%F /L), KENR6mITHY, ECRIZX T A RIFEAKREIT0. 28 5% T
bV,

TR SN B I R O 2 VB B %RV LT LT ER (2) KB 118g (0. 82F
Jo BV LT VT ERFEHED25%) B L O20% KEE LT FD LK 64. Og(
0+32%E/L=0. 324 &) Z94°CT, ENEI, 6057, 11057, 9053 THIL T, i
TR THFIZ99°CTE05 ., LT,

BN SONRGRDOGC T ORGSR, TMP2380. 9g, di—TMP2345. Og. bis
—TMP132.2g4 KL THY, FEIONBDEHETOUHE L, 2, 60. 4%, 1
8.0%. 1. 6% ThH-oiz,
el 1 (OB E L e NBD AL AT LT ER (1) ARV AT LT ER (2) =1:4
. 0:0)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 E %R/ LT VT ER (1) KEEHR300. 3g(FR/VLTI/LTFTEREL T4, 0F/L, £
RV LT IVTEREHED100%) Z4A A T3 CETMELTZ, £D#H% . #2120
BT Fr—RsbNBD72g (1.0 /L) K21 8 % REET M7 2K R 2
63g(0. 53E/L=1. 06 Y &) REZ 255 TIRMLTZ, SHIZ8HT T34 RIMEAL
77

THRN: TRITELN SR AW A 9IS CITIEAL T2055 7&K L, ECRZ 1L L
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[0047]

[0048]

770 I U723 EiME 231 ImlI(ECR: 0. 118/L)  KEH3mlTHY, ECRIZKT
HEFEAKEIL0. 34 EfE ThHoT,

TR TRRIOZEERF R, TRITHOLNZZECROM K E92°C T, 2047
THRINUTZ, i FH& T HEIZ100°CT605 [, AL 7=, f4bN 7z KSR AR OG
CHOMTOFER, TMP23102. 5g, di—TMP736. 9g, bis—TMP35. 3g/EkL T
B, JFEONBDIEETOILRIL, L, 76. 5%, 4. 4%. 3. 8% Th-o7z,
b il 2 (G R D BE )71k, ECROENR L, A/ L7 LT ER EH IO —FEIRN)

T AR IBEERE, P —h20% 2 721000mlD4-2> 17723z, 32/ &
YRV LT TR KEER29Tg GR/V AT /LT EREL TS, 2%/L) EmaftiAd, 7
SCTETIRLZ, Dk, 2 ITINELR D BH Fr—bNBD72g (1.0E /L)
ROV 8% R ND LKER264g (0. 53E/L=1. 06 &) ©RE, ZhE
A, 184753, 2553 TUSIN LTz, BRI 89 CTI8043E], ML 7=, fHb 7= UG R
BWDOGCHHTDOFE T, TMP2390. 8g, di—TMPA33. 9g, bis—TMP732.2g=
AL TERY | FUBHONBDEETORERIT, ZE4, 67. 7%, 3. 1%. 1. 6% THh
7,

Fege il 3 (BB /L e NBD AL AT LT ER (1) ARV AT LT ER (2) =1:2
.0:0.2)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
S1TEE %RV LTILTER (1) KEHK195g ORIV LT LT EREL T2, OF/L, 278
VAT VT ERFEREDI1 %) AR, TACETIELT-, Dk, tk2 lZmEL
7RBI Fr—Rs5BNBD72g (1.08 V) KO 1V &% KT M7 LK1 263g
(0. 53E/L=1. 06 Y &) REZ 255 THRIMLT-, SHIZ82°C T34 MMELT-,

THRN: TRITELN SR AW A 9IS CITIEAL T35 7&K L, ECRZ 1L
770 U U720 LM 2342m1 (ECR : 0. 41E/L) , KEH6mlTHY, ECRIZKT
DIFFEK R0, 1TH &5 Tho7,

TR DRI RIS, TRIITHELNIZECROR MK & O8H & %73
VLT IVFER (2) KEEHKE 76 (0. 2F/L, BRIV LTILVFERH HEDI%) #82°C
T, ZIER, 4757, 1025 THRINL Tz, i TR T 1 8I284°CT6 25 MIMEAL 72 (
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[0049]

[0050]

BEFRAE) , 1O OSIRGIROGCHNTORER, TMPA359. 8g, di—TMP235
. Bg. bis—TMP230-34g/ £k L TV, FUEHONBDIAETOULERIL, ZNE i,
44. 6%, 4. 4%. 0. 2% Th -7z,

e 4 (i IECEFE LI NBD L AT LT ER (1) (AL AT LT ER (2) =1:2
. 6:0.6)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
AVE B %R LT7 TR (1) KK 194g ORIV AT LT EREL T2, 6F/L, 2R
VAT VT ERFEREDS81 %) A, 72 CETIEL T, Dk, tk2 2L
R0 Fr—RBNBD72g(1.08/LV) MO THE &% R T MY LKE K 251g
(0. 50E/L=1. 04 &) REE 255 TIRINLT-, SHIZ85 C T3/ MMNEL -,

TR 2— 2 F )b —2 =TT — )L DRI AT TITIRO BT 72

TR 24 &Y% RV LT VT ER (2) KRR 762 (0. 62F/L, 2RIV LAT LT
R ED19%) 286°C T, 904y TUMLTZ, i T#& T HIZ88°CTI04 M., i
TAINENL 72, 5N FOSIRA IR DGC M OfEH, TMP2389. 4g, di—TMP?
9. 8g, bis—TMP7%35. 6g/ApkL T, JFLEIONBDIAETOIRIZ, £NE .,
66. 7%. 3. 9%, 2. 0% T -7z,
el 5 (i IECEFE L M NBD L AT LT ER (1) ARV AT LT ER (2) =1:2
. 6:0. 6)

TR R AR, IR, T R —h20% i 2 721000mlD4-> 175 Z3|Z,
A0 B Y% RN LT ILTER (1) KB 194g RV AT LT EREL T2, 681, 2R
VAT VT ERFEREDS81 %) A A, 40°CETIEL 7=, Dk, tk 2 lZMEL
720N Fr—RrONBD72g(1.0°8/V) X O2 1V &% KEE(LTFY LKE K 14
2. 8g(0. 75E/L=0. 754 &) £ &% 25/ TIRIMLT-, SHI1240°C T34 EmEL
77

THRET ML . ECRZ98°C, 205y TR M L7z, ML L7=# il g 231, 2ml
(ECR:0. 01E/V) , ZKE10mITHY, ECRIZK T DK EIT10H &5 ThH

-7z,
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CRRIT: 24 %R /V LT VT ER (2) KEHE76g (0. 62F/L, BALLT LT E

R ED19%) B L U2 1VE &% KER{L T MD LKEIKAT. 6g(0. 25E/1L=0.
254 ) #50°C T, 904 THINLIZ, i T & T 1% BIZ80°CTIOS [’ AL 7=,
O NI SOSIRGWMDOGCHHT ORGSR, TMP23111g, di—TMP2313. 1g, bis—
TMP235. 9g/ERk L TEY, FUEHONBDHEAETOULERIL, ZNE i, 82. 5%, 5.
3%, 2. 1% ThH-Tz,

[0051] LA EoDFfaf]Ie LOHHEI D T /e B F Ak s LOUEZ H 1 R B L O 2RITR
T, 1R EF 2RO I IV FEHEH]TIEdi — TMPOPEER LW ELTRY,
DR LLEUE TEDLZED 303D, FHTFEEONBDL. OE/UIK T 53V LT LTk
(D BELOFRNLLTIVTER (2) DG EEZ TR+ 5241250, bis— TMPOREIAE
A KIFICHNN T 5283 TE, BNET Hdi-TMP% FIZRh = LA RN GG T
LZEDG3D

[0052] [F1]
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