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There is at present a need in many chemical fields including analytical chemistry to de-
sign ligands for selective chelation of metals, especially for ion size recognition. The
ligand design would be important in functions such as metal extraction in hydrometallur-
gy and nuclear fuel reproduction, metal ion selectivity in biological cation transport, and
the movement of chemical species in the hydrosphere. Ion size recognition with conven-
tional organic ligands is governed by several factors. The first is based on the distance
between the donor atoms, that is, the bite size, that of the 5-membered ring being greater
than that of the 6-membered ring. Therefore, the 6-membered ring would form the more
stable complexes for smaller metal ions. Bite size in a 6-membered ring such as S-dike-
tone also governs not only the selectivity, but the acidity of the ligand. The second fac-
tor governing ion size recognition is the chelate ring rigidity, which is divided into two in-
teractions, intra- and interligand contact.

Keywords : ion size recognition; ligand design; selective chelate formation.
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Fig. 1 The lowest strain energy geometry of five
and six membered rings
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Fig. 2 Tetramines and tetraazamacrocycles
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Fig. 3 Selectivity coefficients log KoM
crown-4 derivatives

for PVC membranes containing lipophilic
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Fig. 4 4-Acyl-5-pyrazolones

Table 1 pK, values for the pyrazolone derivatives,
and extraction parameters for the euro-
pium complexes

Eu
Nd&R, Ry —

pKa pHye log Kex

1 CgHs CeHs 4.02 3.22 —4.56
2 CeHs 4-NO2-CeH, 3.64 2.79 —3.27
3 CeHs 2-ClCg¢H4 343 262 —2.76
4 CeHs 2,4-Cl,CeH3 3.24 251 —243
5 CeHs 2-Cl-4NOy-CeHs 2,90 222 —1.56
6 4-NO2-CeH, CeH; 3.21 326 —2.88
7 4-CHs-CeHs CsHs 419 3.3¢4 —4.92
8 GCe¢H;s 4-CH3CgH, 4.13 3.25 —4.65
9 GCe¢Hs 3-CH3CeH, 4.08 3.18 —4.44
10 CeHs 2-CH3C6H,4 3.70 2.84 —3.42

Ml OEENERINTNSED, 774 8Y
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0 é 18)~26).
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Fig. 5 Plot of pK, value us. Hammett’s 0 values
for the various pyrazolones

(a) l-aryl derivatives of 3-methyl-4-benzoyl-5-pyra-
zolone; (b) 4-aroyl derivatives of 1-phenyl-3-methyl-
5-pyrazolone

A—4%—% Table 1 IZRY. LBRDOTLFNT LY
R HTTA KHATOD ICBERE L3V AIEBHATS
5. 1-TIN4-TaA4NW5-ETV0YyRIIBNVT, C
hoDBHBRED pK, KX H5HME% Fig. 5 KRY. 4
T4 VEOBEBRIZBEVLTY, I-7T)NVEITBEVTY,
NAY D ofEEENVEHENELHLLEERLT
N5,

BT Rao? 051t k0 ERENT 4T Y IV-5-4 ¥
FFHVA VI 4T IS ETVOVEEDBIED
pK. ZF-> T 5. FORAMTH B 3-7 £ = )4~
VA NE-4 VAFH Y ay (HPBIL) @47 b-=/ =)
TEAEFE O B-VrX N ETHY, ELOFRBEHT
) -NRITHEET S, F0 pK, 13123 LB EK
V. EREBHS TEUEE (MNDO/H) L B5EHHE D S
HBPI & Fig. 6 D&% S5, X NMR 5% 2 O
Tz VEN - AT v F 7 LTVWEIENTP-T

WH 4 & v A ZREO o ORI TR 213

Fig. 6 Ball-and-stick representation based on the
MNDO/H structure of 3-phenyl-4-
benzoyl-5-isooxazolone HPBI

optimized

w5,

—HELETEOZMO A 4 VR, B8 &
U734 Lot @ 112pm 25 La*t @ 130 pm O T
BT 5 FLETLROSBE TENSHELZI TR
<, BRUTOEBA A ¥ 4 XBRFBOR,» S LEKD B
—HEDICETHSH. CORMNTFICL D TREREZRRT
Bz, HEBEUOHOBERMBES ZRET LK.
Table 2 iZ HPBI IZ £ 5 FLEA A v o775 %=,
o BE 2z 8- 4 + v, HTTA, HPMBP R U
HPMTFP (1-7 =z = )V-3-AF4-h) 7 NVFa7tF
V5-¥Syay) OF—FEEBITRLT.

2T HPBI WD pH,/ 3HHED 50% 1K 5
pH T¥4t pH &L, HMHOKTFRIBMOKEEV 2
MBBEKICKSH. HPBI T pK, #¥ 1.23 L TEL
tze, PIFTZFNARZT 4 v AF Y F(TOPO) @ &

Table 2 Extraction constants for lanthanides with HPBI, HPMTFP, HPMBP and HTTA

HPBI HPMTFP HPMBP HTTA
pK. 1.23 2.56 3.92 6.23
0,0-distance (&) 2.9 2.7 2.7 2.5
Lanthanide pHise log Kex log Kex log Kex log Kex
La®* 2.59 —1.77 —6.18 —7.18 —10.51
Pt 2.40 —1.20 —4.98 —6.17 —8.85
Eu®* 2.13 —0.39 —3.78 —5.33 —7.66
Ho®* 2.12 -0.36 —3.36 —4.71 —7.25
Ybit 2.10 —0.30 —3.15 —4.24 —6.72
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IrBpRMRRELZES T2 VHHRT, HEETHRE
pH3 LT CEEBNICHE SN, X, TOPO IZ& 51
A T3 pH S T /2 < $EEE OO T VIR TR T O
HE#E 5.

SEMBERICERU L —EREBOFX L — FEE HA
HAKERD n HOEEA + > M ERIGEL THEDS
B¥L— b MA, WERL, ZhDSEHETORIGEE
UBWHIHZRAZEZ 5. & =DM FE T

M"" +nHAoe === MA, oy tnH™ (2-1)
D HHEER Ko BWIRATEZ NS,

_ [MA o [H' ]2
- [M”+] aq [HA] nt_)rg

(2-2)

KR O(EFRE L M D&, BEERIZIE MA, D&
BETHETHE, HEEE D= [MAl/ M1,
LR VERBREANELND.

log D =log K, tnlog [HA] og +pH (2-3)

i 5> B O B AV (separation factor, SF) & SF=
Alog Key=log Kex mo—log Kex v CEHEI T 5.

Table 2 IZR&E N5 & 52, HPBI 2/ 0 pH &
VTR IEAA v EFL— b EERT B, HTE
MER® SF 3@ icEn, Mzl L3t & vu*P o i
D SF 2:tE45&, —&D B-Y4 b BO HTTA T
1379 ThY, ¥I3V—-LVEBEERIZED -V b
v, HPMTFP U HPMBP T ZhZh 3.03,2.94 T

Vol. 45 (1996)

H5. ZhiZxtLT HPBI ® SF b T H» 143 TH 5.
—H, ZhZNOEAMT D pK, & HTTA, 6.23;
HPMBP, 3.92; HPMTFP, 2.56; HPBI, 1.23 T& ¥, SF
& pK, ORIICHEBMES 2 KO ICRAS. ZOWEA
BODTBHETFIIATH A D ».

¥, HPBI 5 HE I D KD IZ pK, WEVDH», »
BER9IZ¥ 5. HPMBP, HPMTFP »5 HTTA K D{EW &
WHREL LRI » 6FE T, BEEH X B-IVI MY
DENIRTTHHEBE-BREERE (N4 b4 X)
FHU. b5, FREBRNSFHIERE, MNDO/H
ZRAVWCERTOBTEE S EOBREBILECS, N
A M A XD pK, EBELBFRICHEIEEZRVEL
tz (Table 2). ab initio BEIT & BB 2 < | UHEA
ERUT. SHENA M A IBEWESTRKRES
DL IZY, pK, BB BBIDEEZBNS. '

NAMFALEVWSRETH B E, HFLETHROD SF
LOMEBEELERETH S, N4 b4 ZOENIED BF
HEHEEROS IR ET A EiIta s, TEER
FNCIZIRD KD ICBATE S, A X VERDEVAID
S&RBA XV —a yHEERD» OE A DS ERELSER
EERT S FLEEBA AV iE LT O>YRT>>
PPt >0l > Lt DIETCARRE k2L L, — &

ISR A £ Y EA A Y ERT Y Ve (A4 VD

HE/A AV ER) OETEP TS, /N4 b4 XD
W\ HTTA T, YO BED/NS VREREKREIES
SBAF YV ETHEELTREILD., —FH LT ndo
KEBELBAA VY TRERLUIZEBX LV — FATEMER

Table 3 Extraction parameters of cycloalkanones for lanthanides

0-O distance (&) HTFCPen(1)

HTFCHex(2) HTFCHep(3)

ab initio method 2.62 2.52 2.53
MNDO/H 2.55 2.43 2.39
pK. 6.9 8.1 8.8
pHis”  log Kex SF pH, 2" log Key SF pHip"  log Kex SF
La®* 572  —13.26
1.46
PPt 524  —11.80 (7.06)" —17.27 (7.15)®  —17.55
0.99 0.75 1.32
Eu®t 490 —10.81 6.81 —16.52 6.71 —16.23
0.47 0.78 0.63
HbL®* 475 —10.34 6.55 —15.74 6.50 —15.60
0.72 1.13 1.04
Y3t 451 —9.62 6.17 —14.61 6.16 —14.56
SF(Yb-Pr) 2.18 2.66 2.99

a): [HA];=0.05M in chloroform.

b): [HAJ,=0.158 M in chloroform.
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Fig. 7 Structure of B-diketones

FEOEMNSELZY, $TEITARRELEBEEERT
%, —H84 b4 XDEWV HPBI Ti&, h3WVERB
AAVETIREREERY, REVEBETREEILS
B, BRITNE RV D84 A AL g
W, BERRBEL 2N, DEEERLET A EVIFER
255,

(b) PV IZNMVFORTRFLYZOQTVH ) Y RET
NS UVEON, A REFEETEDA AV
A AR

BIE (@) T B-V47 bV D pK, 1354 b A4 ZITHRrE
L, ChOEWEEKBREEDIP®RL 25T pK, H¥
FRTBZE, BZEBEDA A VA b4 b A X
OENEESEEBRE SR T B EREELI. LALS
DRTRIERBEHERT S O, N OERBEME, R
HETOBTEE, VPR EORTHATHMEVEIR
Sz, BEICKRIEET 5128, ChsORT 2R
BOEL T 2RENES. £ TC—HON) 70T T
tFryrsurnvh /v (Fig 7,1,2,3) 2&KU,
(a) ERABEICKEEL.. ThHDRTE/S M4 XD
AORTFIEFIEAEBRTEBPS5THS. Table 3 I
EERLTF 1, 2, 3 D ab initio KT MNDO/H 1IZ &k %3
AR A EL, FNERORMNTICLDHLEA A4
VOHE/NT A =T —ERRLU TV A,

ThHDEEEMETEERS -V L VO pK,
EAAVHA ABBICKEREERIILTVEI LI
Ao &isot., ZORMFRELZMHAEE UTEAL

MEEES>T Y VES VO VEICERAUR. Fig. 4 D7
Y L¥IVUYD R, DUBICFNFN -CH; (4),
-CH,-CH; (5), -CH(CHs), (6), -C(CHs)s (7) ZHA
L7 (Fig. 7). R KA U IBVERKEZEATS &,
3LD A FNEEEKBICRESEL, TYVET VT
YD OO MEMICHETLILEZEANNLLTDHS.
Table 4 IZ7RT & 512, 4T -C(CH;3)s EHBARICB N
TZDOHBEIBRINIL. X, ZhZhO pK, ED,
TUFRVEBHRICES FEGREDUVELS > THAIS N
AhH, 0-O MEM & ORICHBEES R N, b
ORI IC & 5 FH T ICROHMHEZESE %2 Table 4 I
KU, RICRSNS &5, BIC -C(CHs); Bk
WA BRI Om BRI N, Fig. 8 EEE ST
1o E&REB-Y M VEOD O-O MR & DRERE, SF
(La-Yb) & DRFE 7Oy FLIBHDT, B-Y T bY
DEEAETARTORTHEIRVEEEZBL WL
5. #0L7T, C(CH); BT YWE TV T vd pk,
HIEL, DEEKLEVENCEE 2HOMEBEHELE
z25.

3 FL— FROMIEBEME A A+ v+ 4 T8
RYRITE TV - VROBRIFFVIRKES U ZBCAL
F, FVEFTVY VAL — b [KH,B(Pz)4—s n=0, 1,
2, Pz: ¥JV—)VE] &, Fig. 9 OBEZHFD. Tro-

fimenko »IZEVHHTERI NIz IS DERMTILS
FODED>ITHBITFRNAT 5D T, scorpionate & FFIX
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Table 4 Extraction parameters of aliphatic substituted acylpyrazolones for lanthanides

O-0 distance —CHs(4) —CH,CH3s(5) —CH(CHs)2( 6) —C(CH3)3(7)
(MNDO/H, A) 2.60 2.56 2.54 2.48
pK. 3.94 4.15 4.18 4.26
pI—Il/Q]L IOg Kex SF le/2T log Kex SF le/zf lOg Kex SF le/QT lOg Kex SF
La3* 528 —9.84 533 —10.00 541 —10.24 6.74 —14.22
1.57 149 1.44 1.74
) 476  —8.27 483  —8.51 493 —8.80 6.16 —12.48
1.23 1.31 1.46 1.35
Eu®? 435 - —7.04 4.40 —7.20 4.44 —7.34 5.71 —11.13
0.79 . 0.74 0.87 0.80
T3 408 —6.25 4.15 —6.46 4.15 —6.47 544 —10.33
0.90 0.87 0.97 1.01
bt 3.78 —5.35 3.86 —5.59 3.83 —5.50 5.10 —9.32
SF(Yb-La) 4.49 4.41 4.74 4.90
t: [HA]4=0.01 M in chloroform.
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Fig. 8 Plots of SF(La-Yb) vs. O-O distance
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Fig. 10 Effect of pH on the extraction of group 2
metal ions

Aqueous phase: 1X107*M K[H,B(Pz)s—,], 1X
1072 M buffer, 1X107*M M?**; Organic phase:
chloroform; Shaking: 5 min at 25°C

[Mg {HB (Pz)3} 5]

Fig. 11 Structure of one of the independent mole-
cules of [HB(Pz)3], Mg and [B(Pz)4]s Mg
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100 %0 s .- Table 5 Selected bond distances and bond angles
80f ® Be2t O Ca2t © Mgt W Sr2+ M-N/ ZN-M-N/ N-N/
X 60F AA L A A deg A
= 40F o A A. ;
20l A A - Ba2+ [Mg {HB(Pz)} 5] 2.19(3) 84.7(2.1) 2.94(4)
o a . gmh .o [Mg {B(Pz)4} 5] 2.16(3) 84.7(1.1) 2.91(1)
9 ‘*f“ 5 & g 10 - 12 [Ca {HB(Pz)s o] 2.44(2) 79.2(2.2) 3.11(6)
pH [HB(3,5-MeyPz)s]o Mg 2.18(1) 86.1(0.5) 2.98(3)
100 O [HB(Pz)s]:Mg 2.19(3) 84.7(20) 2.94(4)
gol b Bt Oo Mgzt & care [HB(3,5-MeoPz)s], Ca  2.46(1) 80.0(0.1) 3.15(1)
< 60} o " A [HB(Pz)3],Ca 2.44(2)  79.2(2.1) 3.11(6)
g0l o ® A [HB(3,5-MeoPz)s]o St 2.60(1)  74.5(1.3) 3.15(5)
20l O u A Sr2+
0 9., -! a8 AA A A
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Fig. 13 Effect of pH on the extraction of group 2
metal ions

Aqueous phase: 1X1072 M KA, 1X107* M buffer,
1X107*M M?"; Organic phase: chloroform; Key:
(a), K [HB(3,5-Me,Pz)s] ; (b), K [HB(Pz)s]; (c), K
[B(Pz)4]
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5., —2EFHRPHFICLVEMNERRFOERBEED
BB ETH B, [HB(P2)s]™ D pKi=6.92,
pK,;=3.64 IZX L, [HB(3,5-Me,Pz)s] T pK1=10.12,
pKy=558 £ < > T W5, Ca®t OO E(L
WBELUTCZOHRTHS. fdF L — MERKIGICS
W AMESIRTH B, Table 5 iKY ET VY VRL—

ALINF—DEERLTVS.

A(AU)s=AU([B(Pz)4]oM) —AU ([HB(Pz) 3],M)
_ (4-1)
A(AU) me=U([HB (3,5-M62PZ) 3]oM)

—AU{[HB(Pz)5].M) (4-2)

Table 6 KRN B &I, Mg?™ @ A(AU) M. 1
Ca’t, sr*t kukzxuw. Zhid Mg®t Dk ICHILE
BAAYHNIVEEIZ, X FNVERLTOEM (BT
MIVAEREE) PEL, SEEOREELZETI®LIEN
AhEESS. BILOTAHEEUXEIBHRELZEATH
RO REE LR T IREIENTELIEERLT
5. Fig. 14 & [HB(3,5-MeyPz)5],Ca #&{&D ORTEP
R%ERT. 30X FLEE, FLEBOFER LI
3. RIDEFHS C22T ko kE v sAT TR, ThHD
AFNVESHLRT ZBEST T HBEAVTHILICE
> CHERDRENICES TS (Fig. 15). TO KD IZH
WU BREAZNTIAIELICE>TNIBEBA AV IKE
B FRIEM TAREL S E, KERLBA 4 VITWEE

Table 6 Steric energy change (kcal/mol) for complex formation

AU([HB(Pz)3]oM)  AU([B(Pz)4]oM) A(AT), AU([HB(3,5-MeqPz)3]oM) A(AU)Me
Mg?* —25.2 —20.5 4.7 —23.2 2.0
Ca?* —4.8 5.5 10.3 —5.2 —0.4
St 6.1 17.7 11.6 5.9 —0.2
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Fig. 14 ORTEP view of [HB(3,5-MesPz)s], Ca

Interligand contact and shielding by 3-methyl groups

[HB(3,5-MezPz)3]:Mg [HB(3,5-Me;Pz);],Ca [HB (3,5-MezPz)3)2Sr

N—N 3.15(5) A

C—C 4.07(20) A
A(AU)3.0 keal mol?

N—N 3.15(1) A
C—C 3.93(1) A
A(AU)2.3 kcal mol—?

N—N 2.98(3) A
C-C373(4) A
A(AU)5.2 keal mol-!

Fig. 15 Space-filling views of [HB(S,S‘MCQPZ)3]2
Mg, [HB(3,5-MeyPz)s]; Ca and [HB(3,5-MeyPz)s]2
Sr
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Fig. 16 Stability constants of alkali metal cation
complexes in methanol at 25°C

(M): (2,2,2); (@): (2,1,1); (O): 18-crown-6; (A):

valinomycin; ([J): enniatin B
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BB, MOETREEZE T AENMNTPEA A v ERIGT
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¥—% FA%. ZOR Fig. 17 IIRSNBEDITA A
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Fig. 17 (a) Free energies of solvation ( ) and

ligand binding for strong (-----) and weak (-*-*)
interaction with flexible ligands, and (b) the result-
ing monotonic size-dependence of the stability con-

stants
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Fig. 19 Crystal structure of valinomycin-K* com-
plex

J (b) Table 7 Protonation constants and slopes of log
- K11 —log K; ou curves
A _
El E o~ Ligand
= S 1 ‘
S &)‘3 Catecholate 5-Nitrosalicylate Kojate Malonate
4q 4
[ . . slope 1.72 1.14 0.81 0.62
1004/ Rb* ) Rb* ) pK, 12.8 10.33 7.67 4.97
Cs+ |K+Na*Li+ Cs+_ |K+Nat Lit+
Jenr s j,r il pKs 9.40 2.12 1.25
0 05 1 15 2 0 05 1 15 2
1/r[A7"] 1/r [A™) : e .
[ii] F/\EHEAOEMECHEERTHSEHA A4 v
Fig. 18 (a) Free energies of solution (——) and DBERSTFERSICERT 5. :
ligand binding (- ) for peak selectivity, and (b) [ii] AvTaVEn EORIBEESNERE R
the resulting stability constants LTunb.
livl] N/ =4 YV OBEPREEICEL D,
LT, ZUSI&EEUTREESBADTAS. —F, LDK PEEUG SR,

ERBAAITHLU T, BERICEVELS0T AT
ANVF=PHEUTET, BEMIAVF-DOEP LD K
ELHBEROEHHIANT-3RADT S, Z0OHR,
Fig. 18 CRT LI IX—HRITWEB LI ETUAYRET
iKY oREICEFEDOE -7 2% B, UL LOIHLES
HEEL KT & Na© B RKBRREA T OMBE I
FOKE<EK D (Fig. 15). NV /<4 YD K
(KY)/K(Na*) 13 10* 65555, 182757 V-6 TIE
50, enniatin B TIX 3 ICEE LWV, N /<2 I Upl
DEDBENIEREZFES, /4 VBHEOELV Y-
UTHWONEDIZIRDFEZFR I TH 5.

[i] K'ORE2IT5 5 EHETDEAEER

¥ % (Fig. 19)*.

6 F L — MERKISOREL

61 BO{IF D preorganization (% 5 H U SHEHH
mICEmY &)

BILHE U RBRER RN T IELE & OEREH,
logK, £ZD&BEDE FuFx VEEEROERER, log
Kion EDBICRVWEMROBEEMEZRTY. 20l
BOZLEMTEESEMROSEICIIMEIRL.
Table 7 IKZNENDOEMTRD I SB L pKi, pKy 2
AT LD pKy BBVEMTOEI B HEIER
BN, DEMERELCKS. UL, pk, hELKD
L, AR S pH &< 50, OH™ L DHEIT
55, BEEROLXICELADTHAIINVFE-MEUL
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Table 8 Stability constants of 1,10-phenanthroline
and 2,2"-dipyridyl chelates

Metal ion log Ki,dpy log K phen
H' 4.5 5.0
Mn2* 2.6 4.0
Pb** 2.9 4.7
NiZt 7.0 8.6
cu?t 8.0 9.1
Zn?" 5.1 6.4
Ga?? 45 5.6

WEEDAFNVRLEEDT VI NVEBBRLEKRTH 5.
FU— MEBRRISOREIZA & v 44 L3Rl E IEEE
BR LW, Hltfez2 LT DI kWIZERTH 5D
TRBITENT 5.

1,LI0-7 = F ¥ b a ) ¥ (phen) & 22~ Y I
(dpy) E&E < 25 Fe*m OFBIEEI L<HHEhTH
BEMTTHB. UL, ThHDEBEDRIGIE
phen DX 5 » dpy K VETHXKETH S (Table 8).
phen @ pK, #5 dpy @ pK, &V 0.5 HWA, hzE
RUZANT & /28 phen DX I BEESF L — b ZERK
5. dpy WEBEEMULTVAELEFWE N & NAHBREU
G, bbbV AD0NEBERESD. COBEE3E T D
KERETHRESEMUT, PLOTHIANT 24U
. WoTEHMUENWEE, N &N &OBRBHEE
REHE-ST IV ADNBDE I PRELISSD. HIT
SBEFRMNTELEEEY ADMNBIIFE>TLHRHDT
FNF—=DNBETH 5. phen TIZERB & OEINLICHE

W 4 v 4 LD 12 OB FRET : ' 221

H
~ OH
H
0 N\CZ /C’g OH
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0
ITJH
C=0

HO—
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H-bond

« =H
0=0
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Fig. 21 Preorganization of enterobactin by hy-
drogen bond

DEVWMEICLU->»VEEINZEEEZE >TWVAET
®, dpy ¥ L— MLV phen FL— FDIEFHIDBREELE
5.

C @ preorganization DAY 22 Fl ASBEREK (v 7
FART) ORTRLRESEREZERTZ2 Y Ta/Ns
> (Fig. 20) TH» 5. ZOHFIE F EDERER
M log Ki=52 LHED TRV, TEERZOESITHD,
BWIMIC L0 ZBEBOHMSERANICERES SN, hE&bITh
HNOSBREFEASBEMLTWVWAE., =vFasNsFrokd
CERERELF LU — M RERT SEA T IS8R DB
BRELUTRHBETHAHH, ALK I AT IVTHERS
TWaI®), KRNTABIHRTSH. ZITRVYEVE
B& U7z mecam (Fig. 20) W& I hiz. Th& Fet
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EDERERIE log Ky=46 TH U, {thOELFEKS
Iy TanNsFUIRRENRTERAREALTNS. ik
Fig. 21 KRO5>N 2 &5, =Y 707 F v hESFR
IKBHEEILEST preorganize 3 LT T, Shanzer 5
DS TFS%I2 & 5 EHE T, mecam IZHAXK 2.0
kcalmol ' D F AT ANF—MEL B -TVAH I EK
0, WELIhTHS.

62 PHEBRERFOMMICLSD A+ 91 X585
ROH, ROR’ @ & 5 SRR = &R THS » 58
fMTiIftamasnsdss, v bub—PREEICTED
SBEDF LU — MERRIGHEEZINE EEZZ 505,
ZNIZ DU T id Hancock » D —E DR 088010
HHY, BELHIBHELTWAEDT), 22 TIEEE
9 5.

A F v 4 ZiRdHe & BRI FOREHEE IO )
T, S EORED bHED IR I DL IE
POTHAB. MEOHREO—NZENIEENTH 5.
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