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The Effect of Ligands on the Activity and Product Selectivity of the Rhodium

Complex Catalysts for the Hydroformylation of Allyl Alcohol

Motohiro OGURI
Toshiki NODA
Takamichi AOYAMA

The effect of ligands on the activity as well as the normal/iso product selectivity of the rhodium complex

catalysts has been investigated for the hydroformylation of allyl alcohol. Trivalent phosphorus compounds

such as phosphines and phosphites were found to be satisfactory as ligands to enhance the catalytic activity.

The normalifiso selectivity could be well correlated with electronic and steric parameters of the phosphine

ligands, the latter parameters having been newly introduced on the basis of our molecular mechanical calcula-

tions. Based on this relationship, non-bulky phosphines such as PMePh, and PMe;Ph were selected as

satisfactory ligands to realize the high normal/iso product ratios.
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L4-74 24— (1,4-BDO) 3. PBT #ilgow
VIVERE LT, RYZZFAERY A — 1, BEEFIIC
EREhzrdch<. THF 2+ 0EBLETH 5
PIMG st b LT, BEALEWTH S, TENL
L4-BDO ofiiz, BE7 £ F Lo 2 HBEER LT
% Reppe IV ThH-fedl, 7HVT L ETE R EUL
T 28 75 oz L B0 2R Sh. TELShT
“hoER, Fu L ERREREREL. T VAT AT —
v (AOH) ##&h+ % AOH 5% Sh. 199141 %
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CH,=CHCH.OH + H, + CO ——»
. AOH HBA

L. Rh oA Fic 2T, RFEMICKRF I h
feBR R 2,

o3, AOH ot Fukr InfbRIGENSGE L
. Rh M ORM T oW TR 2. AERE
. n/iso Mz R ETRATOBEE, BE oW TET
OHR EBIDOTHRET 5,

2. % &

a) & =

(1) AOH : HBLE TEHRAERS FE>99%) &
TOFEEMHERA LI,

(2) Rh(CO)glacac) : =X - 4 =7 h¥ ¥ v bH,

(3) ERLF : P(CeHaF-p)s. P(CeH4Cl-p)s. P(CeH4CFs3
-p)3 1. XEEREOFED ILL Y AR L. TOMI,
M EToOEEMAG,

(4) KFE: 74 % 8,

(5) —MALIRE : T MBS

(6) bz EY -,

(2) EFrOFRIVIIVERRS
B, BHEE, FROADLHBD ZHL 300
me OEHMBEHBEMAAT v ABA— 7 v—TT, BT

EED Rh gk, BETFREMVT Y (150 m0) Z{hd

A, BBRADEZEERRUAF —BRIERRORE

HATRDBBRLELE, A Ta—A—F— LI HIHA

M AFTERICRE bR 6 L. BBEDRES (£

BEESTERR) KIVENEHAB L, BHEEZ

1000 pm & L., FrENnRGEREICELObL, fiaR

v RIEE X, ArERfic AOH ZEFERICINZ 7o,

AOH HH&HTH, X5z, 307MBHL. RICEEH

TRt, HOTRERFATAR/ 28/ =VbTy T

Wi E . PESERMEBE L, IR TR, RIG%HE

BEL, A— 7 L—TOREKE. HnARicfeb

NicERY 2, PEREKRICLY, FAI7e< bS5 7

4 —THH L,

@) &
(1) & Faiir I bRIGED 5T
Hry e b7 574 — (BEREMFEFH GC-14A).

Column: TC-WAX 80~220°C, Detector: 225°C, In-

jector: 220°C, HNHEMEHEWHE : » T u L= F N,
AOH #3{b3, FHERYOFEREK, KU, n/iso HLid.

TRICHE > TEHE L, ¥, Pald i3, MHP £ @—oD
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MHP Pald PrOH

HRISEEFER L TAERT 5 E2EHR TR YO,
Pald % iso £ Ew TEHHE L1,
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#4 AOH— K/t AOH

= Btes AOH X100
FEBYOEIRE (mol%)
HERD %100

~HE# AOH— kit AOH
n/iso H, (FNH)

HBA
MHP +Pald

(2) RIEBRBORE

Pald & PrOH 3, #2/ ve= bS5 74 —CL B8

& ORFERRO—K, XU, GC-MS X REEL

7zo HBA + MHP i3, BEREBi v L, &EIC

B2 ARART FAORBEIOIH, B Feki I

RIEE X oI ARILLT, HETHVF—MCHEE,
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., B, GC-MS X vHER L,

GC-MS (RAETH GMS-DX303 #)

(4) KA7 4 OIBEHIPRERT/INFA—F— n-0
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SFNFHEERC. 274 v PXiXXs, X1 T

AEALEZT7 = =) OBEERELL. RETER

EEAR T4 L OEZRTEE L Lic, Ri0)-PXiXoX;

3 2
Fig. 1 Calculation method for the steric parameter
n-0 of phosphine compounds.
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stk (Fig. 1) 2E7 /1. Rh-P &ABEHE% 228 A &
L. Rh-P & &hiic, B#E X of M0 RET
DTy T AREELERTEAALY 6/2 %
ko, K206, MENHREET AT A—5— n—0
EEAELIC, HDZ 7 »FAo 0 — 2 EEi%, 1.00
A FEAL

3 gi
n—0=73 i§1 2 2)

HEpk (7 v 7B Macintoshll ¢i B, 7w 73
4 : CAChe Ver. 2.8),

3. WREER

(1) BEUFOEMIROEE

ArTa ok Fak I LRIGICs\T, Rh &
(RO RA Tk, VA BRERPEMLTHE T 51080
PAVHERT 5, Rh SFEBIEORMLTORMTE %
Ex. AOH ot Fuk I mbRIGDER & ERM I
RETEHE G L (Table 1),

PPhy 25 &, b Fed A I NMbRIGIIZEEER
WiIZH#ET L. AOH BRIbEKII%E R L1Ic, ERMD
n/iso k1. 67 L pBEDETHY . Pald & PrOH 3,
AEHET Tik, FAEER Lid o7, SbPhy ik, 4K
WMo nfiso 2. 97 TGN, BHEZELCEL -1,
NPhy & BiPhs i, V¥ hd, EEABRMRCELS . K
T EHEIT Ligdr oz, Thi b, AFNIE® Rh &
KON FIE. U LB E LI Ehbhote,

Carlock %, 1-FFE v Dt Fafhr I MR 2%
L. £ O n/iso Hid, BT OEEE L HEM S
DIEEHBE L T8, RLTOBEER X, BfTE
DESEEEICBART 50T, KKIED n/iso H & B

Table 1 Effect of various ligands on the activity
and selectivity

OH Cony. Selectivity (mol%)
0,
(%) HBA MHP Pald PrOH

NPh; 5.0 6.0 1.2 90.6 2.1 0.06 3.1
PPh; 99.0 62.2 36.5 0.4 0.0 1.67 2.1
AsPh; 26.9 67.0 20.8 8.2 0.3 2.40 2.2
SbPhy; 2.4 73.4 9.4 15.3 1.8 2.97 1.8
BiPh; 0.4 0.0 0.0 84.4 15.6 0.00 1.7

Rh(CO)(acac) 2.0 mmol/L, Ligand/Rh=20.0,
Pressure 4.0 kg/cm?G, AOH feed 350 m mol/h, H,
/CO=1.0 (CO=440 Nm8/min).

a) Allred-Rochow’s electronegativity.

No. Ligand A

n/iso x?)

c_n,j;oo[\')'—lrl

(103)
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Table 2 Effect of phosphorus ligands on the activi-
ty and selectivity

Selectivity (mol%)
No. Ligand AQH0M. "
°  HBA MHP Pald PrOH

1 PhgP 99.0 62.2 36.8 0.5 0.1 1.67
2 (PhO)P 96.1 53.9 40.2 1.9 0.1 1.28
3 PhsP=0 3.0 2.9 1.3 92.0 1.2 0.03
4 (PhO}P=0 5.5 4.1 1.0 89.9 1.6 0.04
5 — 3.8 4.9 2.1 89.4 3.7 0.05

Rh(CO).(acac) 2.0mmol/L, Ligand/Rh=20.0,
Pressure 4.0 kg/cm?G, AOH feed 350 m mol/h, H,
/C0=1.0 (CO=440 Nm#/min).

[iso

TROBIEMEE x ZHE Lch, HEEE» ohi
M otfc (Table 1), Zhid. EELT 225 Rh ~0BF#E
GG T, Rh »6ERMTF~oMtse, BT
DIUGFEHIRT 2 L, MOBERI ST 500 LHEEFIR
%o

(2) BfiY > 0oREEREEROYE

Tz, I 7=/ FVEERETEY) URMIT
M\, Rh SFMEHCT T 2B Y © ORSAHER &
RoOF &L T~ (Table 2),

PhsP % (PhO)sP 0 =ffid Y L FAL TGRS < .
b R uRr RIS EERMICHETT L, AOH &
bEZ, 96%LL &7 51,

—J. EffD PhaP=0 % (PhO)}P=0 {FiEH: s ER
&<, AOH BLEZ 6 %L FTHY, “hix, Vv
BATFE2HEMLA2VREZEFRUERTH -0, Zfio
Uoid, Y UrENIER E R D, Al Y i, fR
THBZ Lo, BELNOFHGEBENARMTEE 25 &
DEXI, Thit, B0 ) ALEAWix. FIEKED
Rh(CO)y(acac) LEMAZHBRTEX, )V VB FEEHLE
MEEHR CE RV BiEic -t EX BN B,
W->T, VUBEMTFTIE, ZMors2 74 UHAEYTH
5T LN T,

oA L7 4D Kaki I WbRIE Tk, (PhO)sP
X, PhaP k0% nfiso hx K& T52L0M6NT
W3BY, ARG THEL (PhORP @ n/iso kit PhsP 01
BLVHEIL v T LEHDERE R ST,

(B) ®R7 1 DEBBREDHE

TIWENERRAT LV, Tx= )V RAT 4 VBTV
FNBET =V EETTA3TAXNT o= AKRRT 4
VEEMFEAV. AOH ok Keii I {bRIE~DE
e L (Table 3),
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Table 3 Effect of phosphine ligands on the activity and selectivity
No. Ligand®) Aog) /C gnv. Selectivity (mol%] nliso [Z rl;:_l] [% o
o HBA  MHP  Pad  PrOH eg.J

1 P(i-Pr); 84.3 41.2 54.7 1.1 0.0 0.77 2059. 2 160
2 PCy; 48.2 46.2 51.9 1.4 0.0 0.87 2056. 4 170
3 P(n-octyl); 26.1 54.2 40.2 1.9 0.1 1.29 — 132
4 P(n-Bu); 35.8 54.2 38.9 1.0 0.1 1.35 2060. 3 132
5 P(n-Pr)Ph; 95.4 60.1 38.7 0.5 0.0 1.53 — 140
6 PEt,Ph 60.9 61.0 37.8 0.4 0.0 1.60 2063.7 136
7 PEtPh, 92.9 61.3 37.9 0.4 0.0 1.60 2066. 7 140
8 PMe,Ph 4.8 70.4 14.6 15.1 0.0 2.38 2065.3 122
9 PMePh, 55. 4 74. 4 24.8 0.5 0.0 2.94 2067.0 136
10 P(CsH4Me-0); 5.8 4.9 6 92.5 0.0 0.05 2067.2 194
11 P(CsFs)3 1.6 12.4 .0 87.6 0.0 0.14 2090. 9 184
12 P(CcH4,OMe-p)s 96. 5 59.4 39.4 0.5 0.1 1.49 2066. 1 145
13 P(CsHMe-p); 98.9 61.0 38.0 0.3 0.1 1.59 2066. 7 145
14 P(C¢H F-p)s 96.8 61.5 36.7 0.9 0.1 1.64 2071.3 145
15 PPhy 99.0 62.2 36.8 0.5 0.1 1.67 2068.9 145
16 P(CsH Me-m)s 99.9 62.2 36.5 0.4 0.0 1.68 2067.2 160
17 P(CsH,Cl-p)3 98.9 64.1 33.4 1.7 0.1 1.83 2072.8 145
18 P(CsH4.CF3-p)3 96.5 66.3 28.3 3.9 0.1 2.05 — 145

Rh(CO)qfacac) 2.0 m mol/L, Ligand/Rh=20.0, Pressure 4.0 kg/cm?G, AOH feed 350 m mol/h, Hp/CO=1.0

(CO=440 Nm2/min).

a) Me: methyl, Et: ethyl, Pr: propyl, Bu: butyl, Cy: cyclohexyl, Ph: phenyl.
b) Tolman’s electronic parameter!®, ¢ ) Tolman’s steric parameter'®.

FYTAEARAT 4 RN FIETAFLEORE,
SUEDHE, BRHBRR» 2 LT L - T, HEESAKRELS
BT 505, EfMICEE VSV EY, B Frdas
MBS T, iso BIREAHERE . P-Pr)s 3,
APEOT T, HHEL MHP $R&K54. 7% &8 L1,

Tx =R AT 4 VEMFTE, ST BXON A Y
BT x=AdRAT 4 v EAVS L EERIBRDTEL,
t Fud I bt EIEEEMICET Lic, £
Yo nfiso iz, 7=z =AFKoBBRECIVELL, B
BEOBETRIIMEAEL 2B E, n/iso HTHEM LT,
Bic, BETHSIM0E CF; %51t F T3 PCs
H,CF3-p)3 i3, @&\ n/iso b 2.05% 5 % 1z,

—FH. AN BRI R AT 4 i, EESNEL
B B R I LRI s T8 3, Bt
DB slc, AN NEEET = = VB3, EMCE
E\ 7o, Rh(CO(acac) & FLVAZIRTE S, FAA T 4
VEMIF RS LIERE R TE R L HEE I N D,

TNENELE T 2N EEETBHR27 4 VEAMTT
i, TAFRAFKOREBBICL Y. BB XU n/iso b
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1% L<Z{L L, PMe,Ph & PMePhy Tid, nsZEiR
MAE S, Hz, PMePhy 1% n/iso H 2.94% 7R L7,
UL, ZhbidimEsiMEL ., Fric, PMe:Ph T,
BRI TVBR b 6T, EEFBD T -
fco Me #£# Et % n-Pr #icfz 5 &, HEHEEL
<@k UTeps, n/iso HiXET Lic,
(4) KRT7 4 OIGHHREBFHIHR
PEDXdic, K274 vOEBREIZL > T, Rh 3
R OIS, n/iso BRI KESZELT 20, &
i, A2 74 vOBBRENEMT S VRFOETH
B (BT8R LEmBRE GIamnsR) 2&L:
2w EEL b5, Tolman i, K274 L OET
R EET AT A—&— & LT, v B, £, ILHEN
MEEETATA-F—EL LT, 0 EERELTY
219, v {fix. NiCORL $fk (L :HART ) OF
LR = NEOFIMERIBER CEE S, v lKRE6
. AR T 4 v OBEFREMNIVC L EERT 20
F7-. 6 {Hik. Ni(0)-L ghzEs i, PRTLE Ni
FFOMEEL 228 A L Lk EnkR 74 LRATO
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L) &, FAEATET LItk -» TEESh, 0 fEin
Kl biF, ARAT 4 VEMTFH, YHBICEB-C L
BE%T 5,

—fglc, FAT 4 VRN TOBETHIZNE & T RshE
. B FI L > CRAEEREE L, ML Liot5 4 —
s — & LTI, FH O, TN EE s
PITEE LV EELONDANTER Tz =Lk T 4
RECOZLFICHV, n/iso I RETE TR EH~
(Fig. 2),

FORER. NFEBRT==AKRT LD v HE
nfiso HIZB\EBARZE D O, v lRAEL 2B &,
nfiso WA IBM U, Blb, BET#EMLL, Lo/
RAT A4 VEMFIRE, n/iso HEEmIer, T4t
HHEOPNZVERRT 4 %, Rh OBFEE &I
ET X%, Rh & AOH o 5E#2E< T3, Foft
B, uEEEDC X vy AOH o g funi@BhmicE
fzL, BE#EOE Fr¥ 745k F (HBA) A I
lchEEL RS,

=B, PUTAFL BIO, TAXEAT oLk R
74T, v EE n/iso HITHB AR Shied -1
(Fig. 3)o THBHDKRR 74 VEMFTIE. BEFHHE
LY LU EIBESKE I EEL HRD, F2 T,
MHERIZIREERT 0 L n/iso ok lbdk Uiest, 2y
BERRD b hd o, “OFERLE LT, Tolman @
6 {Eix. CPK SFEENOH R 74 L OZRTHESE
BELTVBcw, BELAR+TS R L0EL 6N 5,
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Fig. 2 Relationship between /iso selectivity and
electronic parameter v of tris (p-
substituted phenyl) phosphines.
Rh(CO)s(acac) 2.0 m mol/L, Pressure 4.0
kg/cm?G, Ligand/Rh=20.0, AOH feed
350 m mol/h, Hy/CO=1.0.
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Fig. 3 Relationship between #/dso selectivity and
electronic parameter v of phosphine
ligands.

Rh(CO)y(acac) 2.0 m mol/L, Pressure 4.0
kg/cm?G, Ligand/Rh=20.0, AOH feed
350 m mol/h, Hy/CO=1.0.
1:P(-Pr)s, 2: PCys, 4:P(n-Bu)s, 6:PEt,Ph,
7:PEtPhy, 8:PMeyPh, 9:PMePh,, 10:P(Cq
HMe-o0);, 12:P(CgH,OMe-p)s, 13:P(CsH,
Me-p);, 14:P(C¢H4F-p)s, 15:PPh;, 16:P(Cs
HsMe-m)s, 17:P(C¢H,Cl-p)s.

(5) HLWATA—=4—;n-0 EDOFHHE

Z R BEOBERDFORERZBCHAHA I T
GFNEEE (CAChe Ver. 2.8) ZHlv, BUVEBE T
AT 4 CYOZHKUEEEHEL. THRODREFTHL
WRF A4 — n-0 fEEFRE LI, B5hic n6 ik
Table 4 1z777,

PPhy @ n-6 f&ix, Tolman » 6 L B —F L1,
NRIBET == NKRAT 4D n-0 iy, PPhs » n-6
EICiFE—H L, EOEFHDFRORTCH VT, fx
DARSEBRT7 == NVEEFETZ) VEMTER. BERU
MENBREFEOL LIREN, MU THHI &R L
T\ 5,

P(i-Pr);  PCys @ n-0 %, 6 {H & BT E
BELNI, ThEMKRT 4 it HEMRIE 2k
FLoTudlow, 7FREHEDGFHEIETRELL
Th, ZRTHECEI M ELECRDEEL bR,

Lo, REF2UEOERT VN EEET STV
FIKRRAT L R, TVIENLT = )VHRRXT 4 O n-0
fEiix, Tolman @ @ & —F2F. I5EH L AEL
7271,

CRBEOFRATZ 4 i, Tht, BHEOS

e I Ty




106 Journal of TOSOH Research Vol. 37 No. 2 (1993)

Table 4 New steric parameters n-8 for phosphines

S n-ga) gb) o

Phosphine (deg.) (deg.)
PMes 110 118
PEt; 153 132
P(n-Pr); 153 132
P(n-Bu)s 161 132
PCy; 163 170
P(i-Pr); 165 160
PMe,Ph 128 122
PMePh, 129 136
P(n-Pr)Ph, 139 140
PEtPh, 140 140
PEt,Ph 154 136
PPh; 146 145
P(CsH,OMe-p)3 146 145
P(CsH4Cl-p)s 147 145
P(CeHsMe-p)s 148 145

P(CcHsMe-0)3 200 194

a) New values from this work.
b) Values proposed by Tolman!®,

Fig. 4 Steric configuration of Rh-PEt; calculated
by molecular mechanics.

TAFAEEZ2BUERE LT B, &L OERIENY
BORFEL, TOZRTEEL S TEENOHEET S
LEEELG, T, Tolman iE. 0 fERINERS
LOCHHED® ZEMIE L Ictc b h, BIMEE &
A7 4 vDZRTCHEES EEBHE LR,

Lol, FEEFLH, ChbDERRT ¢ »EST ¥
Bz X v 5 &. flzd, PEy o =RoHE®E .
Rh-P #hicxt L, =F v #0 C-C #aioha UhEE, W
Thi, 8ELTHEE L -, A, =F A3,
0 VTN ERD I HRAER T BD TR
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3.0 F @9
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o @
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Fig. 5 Relationship between n/iso selectivity and
steric parameter n-8 of phosphine ligands.
Rh(CO)y(acac) 2.0 m mol/L, Pressure 4.0
kg/cm2G, Ligand/Rh=20.0, AOH feed
350 m mol/h, Hy/CO=1.0.
1:PGi-Pr);, 2:PCy;, 4:P(n-Bu);s, 5:
P(n-Pr)Ph,, 6:PEt,Ph, 7:PEtPh,, 8:PMe;
Ph, 9:PMePhg, 10:P(CsH,;Me-o0)3, 12:P(Cs
H,OMe-p);s, 13:P(C¢H;Me-p);, 15:PPhs,
17:P(CeH,Cl-p)a,

L ZFAEED LOMGBERRECL Y., L LALE-
BErl-oTwnZ dibhotc (Fig. 4), ARk, R
FH2UEOBEHET VA EEZ2BEU LSRR T 4
v. Bz, PBus, PEt;Ph %4 n-6 fEAAKEL, &
NETEZLNATWAED L, BRVEMLFTHEIZ L
b o1,

(6) /85 A—4—;n-0 HEEREE DIERE

FRICRDIAAFTA—%— ;n-0 L AOH ot F
w RV I NWALRIGD n/iso w72 v b L, Fig. 5 I
g

THMGREFT n-0 {HE n/iso LEDORIZIE. B
WHBSBEGRAER S b iz, Tolman @ 8 T, BH
TEipp - eBRH, B FNEFE CRAN LD
HBEELRET AT A—F— s n- 0 EHEAVD LIt T
B TEXLZENELN ST, AL, n-0 fHAVNS
¢, BT EDNIER R T 4 G, B nfiso S
PhHE 2 o 21X n-0 {EA1298 & /h &\ PMePhg .
nliso 1232.94-F L K WEZR L, n-0 fEA163
~165E 0 & B\ PCys % P(i-Pr)s Tk, n/is0
HA30.7~0. 94 E T Lz, %7c, n-0 {BHH2008 L&D
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+* %+ P(CéHsCH3-0)3 . B/ n/iso H0.05% 7% L
7o

(7) MEEEMEOEE

—i. POEBREDL Y SYEENCELR D > T BI1E
Y. BN X CESBEROARY A5 25 EEL bR
B, LosL, At Fudk I LRISIC R T, Eoo)
TR RAT 4 UhE nfiso x5z te, T OEED,
BTN & n/iso MR, —0oDKRR T 4 L5 TF OV
KEEOR THRT RE T, FAT 4 VA SRS
Lz Rh SERMBOEMBEOEE L, F.04BEDY
DIFHRENGEETREZLERBE LT3, Fh
Tk, MEEEEL BT ELTOFRR 74 v 5T,
EnX5RBBEICHZDIESH 5 My,

Moser 5it. PPhy A7 F &4 23 Rh ki o0ig
HEARET L. EHEE, s2 70 VBT Rh Kk
—EfL L7 HRWCO)(PPhs), THY ., AR 7 4 v Hi=
Bfz L7c HRh(COXPPhs)s iXfFfE L\ Z & #R&E L
foily Ziid, PPhy HEBHER AR T 4 L ¥
5 LOMGBIRFIZ L Y, Rh #&s, =R ChRREEr
TETERVICHEEL NS, 1o PCys X574
HEVAR T 1 ik, Rh S EMBHC R T 542 7
4 VEH, PPhy Koz Enmesh T 519, &
MiZ. SR 74 85 LOMRFEL., PPhy Ly &
LIZKEL R BichtEL NS,

AP T. &\ n/iso BIRVEER Lic PMePh, i3,
BHT n-6 fEAVNE <, IHHICT L2 FTH B,
Thift, PMePh, Tid, w274 v ¥ 5 LOSTHKRR
HhEwWbZBz oh, HEEIZ. So0KRR 71 VHE
fZ L7z HRh (COXPMePhy); &% % & 4.5, HRh(CO)
(PMePhy); 3, FUSBIBY OEHARLE > T
72, Rh gtkicBifz L AOH 1. wHEED/ XL
AOH o g ffCHEEMICE FatrI At Sh, Bl
DEFa*r7L7E K (HBA) 04 AEEIRS b
DEEZ HhB,

=T EEGERR T 4 L OBEITIE, RIEIEE L
—PDRRT 4 v LHBRMIRTELT, hLdBEb
DI, dso R i+ R e RE LT 5
EEBTx Y5,

utmiﬁm%iék\ﬂﬁthﬁﬁoﬁﬁ%f
HOEE I3 Y a/iso A2 & & ARIEORESES,
FET 2L 5 Th Dh, BUALFHAH U7 5 (A b &
EEX Bl - T, 5 EHBTE B,

(107)

4, % E B

AOH ot Fahr I b RIGIC ST, EH
n/iso HiZ R iET Rh SEEMEOR Fiz o TR L
7o

BLALFDEGITTRITERICKESEEL, Y Uoaigun
EEER LR, ) v oMb ERICEEL, Sliohsx
74 UHEEETH - 1,

RA7 4 vOBERET, ) CEFOBETEE (EFH
R v ) LIHRNRE QIR0 #) »Z1t
I8, WEHE. BXUN n/fiso BRI KX BET 2,
HH EREINELOCASEBRT = =Lk 2 7 4 T,
TAT4 OBTHHRERT v EAKEL 233
n/iso M Lo —H. IV TAFA, B, 7
NRNTzZVRAT 4 o OBREY BTHRBETET,
VAR RERT 0 ETLEBRTE -1,

DFNFHRC LV FCRD ORI BWHE P
FTAFTA-F— (n-6 {H) &. n/iso Loz, By
HBEIZXR Y bhtc, ARIGTIL. n/iso Hizxt LT,
RAT7 4 COBEBTHHRED b, BB ROEEI K
EnZ Ehbhote, MIEMITNEhE AT+ L] Bl
X, PMePhy iZ&\ n/iso x5 22, Zhid, fif
BIEMBIC ST AR R 74 VR EEET S - LIk
5T, FHATERZ EDRBINL,
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