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Role of cinchona-alkaloids on the formation of ion associates between

sulphonephthalein dyestuffs and quaternary ammonium ions
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Sulphonephthalein dyestuffs, such as Bromophenol Blue (BPB), Bromochlorophenol Blue
(BCPB), Tetrabromophenol Blue (TBPB) and Bromocresol Green (BCG), react with quaternary

ammonium salts (R;N") to form 1 : 2 blue ion associates.

However, its extractability and the

linearity of the calibration graph are not good. When cinchona-alkaloids, quinine, quinidine,
cinchonine and cinchonidine coexist in the sulphonephthalein dyestuftR;N" extraction system,
a new ion associate (a ternary ion associate) is formed, and the extractability is enhanced. The
dynamic range is enlarged compared with that of the blue dyestuff-R{N" associate. Ternary ion-
associate formation by the addition of a cinchona-alkaloid is useful for the determination of
trace amounts of quaternary ammonium salts and cationic surfactants.

Keywords

: formation of ternary ion associate; diprotic sulphonephthalein dyestuffs; cinchona-

alkaloids; trace analysis of quaternary ammonium ions.
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Bromophenol Blue, BPB (pK; =3.8): R; =Br; R, =H; R;=H
Bromochlorophenol Blue, BCPB (pK; =4.1): R; =Cl; Ry =H; R3=H
Bromocresol Purple, BCP (pK, = 6.3): Ry = CH3; Ry=H; R;=H
Bromocresol Green, BCG (pK, = 4.6): R) =Br; Ry = CHj; R3=H
Tetrabromophenol Blue, TBPB (pK; =3.8): R; =Br; Ry =H; Ry =Br

Fig. 1 Sulphonephthalein dyestuffs

S, BIRBEBAEREIZ1I5~450m DLy K7 baF
I, WEFREL DT LICL Y ENTRIERED W
KL, KEBEEBICBOW LRI #E2 MBI Eons
ZERRWEZLEELREYTY. LaL, EXALrEad
HROERIZBNT, Y vaF7rind FOREIZL 5%
ROBENR, TIRERENOBRBHERDENCLS A4
YEERHIZOWTE, RN EREE R SN Tu R,
I T, AMETEIIEESRICBPB, YRE O
Jx/)—=V7— (BCPB), F+I7HET =/ =T
Jv— (TBPB), BCG, 7HTEZ LYV — L %—7 ) (BCP)
(Fig. 1) %, ¥y yaFr7uiuf Fiod=—%, ¥
=Yy, yvazy, yrva=vr (Fg 2) 2w, %
TeBEUHRT VBT AL F L ELTRUNY ¥ (Fig. 2)
RV, S84 F VEEERO SRR O W T HERE L
7z.

2 % B

21 B OE

WOt BE o 0 52 1 B EEE Uv-365 Bl Rl 2
L, EVIEHERE 10mm OF I AV EEH LA pH®
WEIIREERE AMSB B pH A — % — %, R RS
BIZATFERM AR =0 —%, HO5HSRICITH
SEEL 05P-21 Bl L RESR & v,

2.2 B E

BPB {4 T & (MW) =670}, BCPB (MW = 581),
TBPB (MW = 986), BCG (MW = 698), BCP (MW =
540) (WTFNBEFELKE) Oo—EE% 100 ml =% J —
MIZE»L, 1X10°MBHEE L.

F=—% (Qn-HCI, MW =361), ¥=V v (Qd-
HeSO4 - 2H:0, MW = 783) (Bl E, REALEE), v o
=~ (Cn'HCI'2H,0, MW =367), Y >¥a=Y ¥ (Cd:
2HCL, MW =1367) (B\E, 7754 FA278) o—F&
FEPEKICENL, 100ml &L, 1X10 °MEHE L.

KAGAKU Vol. 49  (2000)

H,C=CH g
AN

HO

Quinine: R = CH;0
Cinchonidine: R =H

Quinidine: R = CH;0
Cinchonine: R =H

'
Y
O
H;CO 2N
OCH;

Berberine

Fig. 2 Cinchona-alkaloids and berberine

AR VBBV Y (FHTAFRAY
B) @0.0408 g ZIWAIZELL, 100ml & L, 1x10°°
MBEBEE L7z, B2oENM7 yEow i, 7303
FREIC 1 X 10 M B ZHE L.

FACBELTRINS 2 BEAR L THW .

FEEIE 0.056 M KR ER MU 7 AL 015 M 1) ¥
BZKEA) Y ABROSEZEEL, 1MAKBRILF )
T A 05 MARERE A C, HiED pHICHELZD D
RV

L2-¥suuryy, = haNy¥yi L oOaBRER
HRObDZZDF TMA L.

2:3 & 1E

BPB-Qn R BT 5 BEREL LTIBRRZ %5, 20
DA A ¥ EERDOBEBEME Table 1127R$. 2x107°
M ANAANRY REEBE 25 ml & 25 ml A AT 5 A 2ZH
D, 1x107°M BPB % 1.2ml, 5%10"*M Qn ¥ 2 ml,
pH 6.8 DREWE 5 ml MR, HEAKT25ml &£T5.
DM E 100 ml SHRFCBL, 1,2Y7 0015 ¥ 10
ml ZMZ T 10 FEEIRVBES. #5 0 MREL2%, A
BWHZELECRL, =058 (20008 104) L, &
L TWRRIEEZTY BR . Kd B\ kiS22 sl B %
B2 605 nm BT A BOLE L2 MET 5.

3 MREER

31 RIWEKTEUALRERCEL>THRTELD
1454

BPB, BCPB, TBPB KU BCG (Dye) IZ Table 1127

L7ZBEO QnH BV 5 X 107°MXAUNY ¥ (Ber')
ZHWT, pHZ T TN 6.8, 6.6, 8.4 RU 82 ITFHEL,
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FNENOWPARY PVRJUE Lz, ZOKRZ Fig. 3
& Table 2127”3 . Dye-Qn X EG1K, Dye-Ber Gk E
b1:2088K%EHKT 575, Dye-Qn X EHRDORIE 1.0

KPR (Ana) & Dye- Ber &80 FN L L HEHIEEH
WCHEELZ. B2 1E BCPB-Qn & A KIE pH6FET
1: 2 RSB EREEL, Anld 560 nm IZHFFELZ. — .
7 BCPB-Ber iZ pH9fFE T 1: 2 FBRAEGH (Auux 6 ©
9
nm) 2B L. ZOHEBEIEL BCPB-Ber X EHDH @7% 8 o5l
YRt 7 VA Y Pt > BCPBY IAKTF LT 2 OISR L g
T, BCPB-Qn &AKREHEMPTIMEL TWE25, 0 <
HORXEERPKERCEISY -T2 OIALERTIL
2 3
. . . . 0 I
Table 1 Optimum conditions for ternary ion associ- 500 600 700
ate extraction formed between sulphoneph-
thalein dyes and cinchona-alkaloids Wavelength / nm
Extracting pH Conc. I\?If dye/ Conc. ofl\zlkaloid/ Fig. 3 Absorption spectra of ion associates with BPB
. (1) Ternary BPB-Qn-Ber associate, (2) BPB-Qn asso-
BPB-Qn 6.8 48107 4.0%10"° ciate, (3) BPB-Ber associate. 4 X10 °M Qn, 2 X
~Qd 7.8 3.0x10 " 24x10" 10"° M Ber, 4.8 X 10 ° M BPB
-Cn 7.3 1.0x107° Lox10™"
-Cd 7.6 1.0x107° 7.0% 107
BCPB-Qn 6.6 20%107° 40x107°
-Qd 8.2 2.0 x107° 8.0x107°
-Cn 73 50%10°° 1.0 %107 Table 2 Amax for pye— Qn, Dye-Qn-Ber and Dye-
-cd 75 2.0 X 10_5 1.0 X 10_4 Ber associates
TBPB-Qn 8.4 10x10°° 201077 Wavelength,/nm
-Qd 10 3.0x107° 3.0 X 10 Dye
-Cn 10 1.0%107° 2.0x 107" Dye-Qn Dye-Qn-Ber Dye-Ber
-Cd 9.0 2.0%107° 5.0% 107" - X
BCG-Qn 8.2 1.2x10°* 1.5 % 107° BPB 590 605 610
-5 N _5 BCPB 560 605 605
-Qd 8.5 1.2 X 10 6.0 X 10 -
-5 ~4 TBPB 575 625 625
-Cn 8.3 1.5 X 10 1.0 X 10 BCG 550 638 633
-Cd 8.2 2.0 X107° 14x107" ° >

Dye: sulphonephthalein dye, Qn: quinine, Ber: berberine

. sy X -6 3 T ~
Berberine chloride: 2.0 X 10 "M, solvent: 1,2-dichloro solvent: 1,2dichloroethane

ethane. Conc.: concentration

Br Br Br Br

HO. /Cr RN* O o)
Br C Br —3m Br —3p» Br Br C/ Br
CH; [“o. CHs CHs +R‘N+ CHs CHj
SO, SO3 SOz SO5”™ *R,N

[A] (€] (D]

¢ + RN HR;N) ¢ +HQd" pH=9.41
(X max = 633 nm)

ﬁl Q Jil Q f;r
CH3 CH3 CH3
@SO} *R4N("HR3N ) @,so *HQd +R“N+ <’jfso3 *HQd

(B] (E] [F]
pH=7.18 pH=8.5
(A mex =410 nm) (A max = 550 nm) (X max =633 nm)

Fig. 4 Formation mechanism of various ion associates with BCG
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Table 3 Optimum pH ranges on formation of 3:3 ZRRUETAF 280 EIRILFHEE EEE
ternary ion associates with berberine chlo- B
ride

gert (HoA) W pHO6 DL LOBEBTIZIZL AL A &L
’ THEETSD. BIURT Ve 944 Thb Ber' DR
Cinchona Dye TROFEDR Y 370,

Optimum pH ranges

-alkaloid BPB  BCPB TBPB  BCG
19)20) 9. . 9
. A O N O A* 4 2Ber” = (A7) (Ber)y (1)
Quinine 80 6571 6369 8691 7785
Quinidine 86 7386 7783 95105 7.7-8.6
Cinchonine 8.15 7.27.8 7379 95105 7.7-8.7 flzfﬁéfﬁéﬁ Ki

Cinchonidine 10.03 7.48.0 7378 8595 8.0-8.6

Solvent: 1,2-dichloroethane

[(A"7) " (Ber")s]
T AT | [Ber' P (2)
25, —OB®Qn" ZANFEEHEMIEAL, =0 LA T
Bix7 = /7 — KB E L OXKFEHRE, 5% 05 Dye-
OH''NQn (ZZTEHHEAREZSPYRLTLTH20, [(A*7) - (Ber)a] = K[A® 1(C" — [(A")- Ber)a])® (3)
Qn % NQn & #9) &%\ id Dye-O - "HNQn D H
WD BB EISE RO (Fig. 4, [E]) CXAEEIE TERIILNTEL. ZIZTO CERINY ‘/@%‘z}%‘%ﬁ
HLTWwab0LHERTH., SOk RIBOBHIZTES ERT. ERNICEER SN T v EEFRoREL ¢
DO—HEORFZEYTNCBWTHBEINTEBY, FAEL2E OMOBRETXRERE 20, ERERIBOLT 2R
REEZTWD, BCGCIL L DA DA+ v EEEKOHEE OHBIIEBRONL Z L3505, ZHEBEEE2HWT
% Fig. 4 IIRT. Dye-Qd RIZ Ber” NEMENE L VA VHITO RN 0)47}>4>A¢)3zf“ %, 1&?;%?"‘?1’&0:
FIVORER AN, 44 YAEWEOE Ber” 27Qd & 7% L MBRARE 2 A EMA SIS 2 ki &
ANEEDHY, Dye-O -Ber” O HH7% %”ﬁ@r.JLzbb Twb, BIZIEBPBICE ARV E b= A (BZ) 47&
(Fig. 4, [F]), BBEEISZILL, Dye-Ber XE1ALI(Z YDA T Y EBERICBWT, BZ FMEBEOL X1
R URIREEZRTbOOLEEbR A, BPB LZL‘EN‘BCPB, (BPB* BZ") ™ WERL SN, AESICHE S vk
TBPB, BCG IZBHE R A DV 7 FHEN, BPB T A ML 22720 LHERENRTED®, IIARSIE RN OB

DY 7 ME (AL 1E150m TH B DR LT, BCPB 45, WD EERPELDLELTWAEDY, FEIZES 2w
TBPB 50, BCG 83 nm & K&\, ZOERKIIOWTIEH BHL--REBRPESNLZELLT, LA LITOR

HEREFTH B, Dye-Qn iE=74 F v EBMHICHLTK (5) ODHRICELZHEDIZI P RS EEZ L. —HZTT
ERZRBHEE 5252 L), AN MOERD R A& Y EEERICBWTI
ERETDHE ALDRE VI DU E L,
A+ HQn +Ber” = (A7) (HQn")-(Ber’) (4)
3.2 ZXAACREFEKICET S pH BHDEL

BESR'OYC Dye-Qn R AR IK D pH SR D TR OFHAR D Vo, FHEER K
{, DIV RpHOTNTL ZOWNMEIZRE RBEE R
T DR E N, £/, Dye-Ber KA KL Dye- ~ [(A*)-(HQn") - (Ber")]
Qn KEMITHA, JEv pHEBRZRH>. ZHICHLT, k= [A* 1[HQn"][Ber"]
ZTA & Y EA R T Dye-Ber AR L D 3BV,
Table $ IZ/RT X 9 IC ApH A7 0.6~ 1.6 D#IF THRME pH L 7% D,
BMAERL, XEWREEHTH % pH OELICIZKRE L
ERENZWI EWGh o7z, il pH BT RO pK, [(A*)  (HQn )" (Ber")]

(5)

ROy aF7uhud Ropk tBE S haEcs _ K ; ,[AQ-][HQII+J}_CT (6)
%%, TBPB % HbHIHV 2 A0 RS 7 ) fICE5E 1+ KA ][HQn]

AFaahERELTHwE. I, mei‘kgw BCG
% BPB, BCPB &2 & L) 7V ) EICE®M pH I CTHTIENTES, [A] & [HQn"] BBRIIMA SN
BROZ LA 7. DT JWE—EELERRTILHNTE, LA >TZ0L
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1¢ A F VEEE (AT (HQn ) (Ber")] & CITHHBIT 52

: LR, BEfERR B A MRS 5 L MR
HEMER S, Gainza id BCG Z FVWREBELBEREZ1T- T
VW2 Fig. 5ICBPB A VL EORRUETEA 4
YEOGHERE (RN, Ber) IZX 2MEMERT. Lk
T & 2 IR I CREMA DA T B, F 72,
ENENOREE VY varThal FEHWT, ik
AR T B VIOERE L HBRE A R 7. #
DAER % Table 4 12777, FE %85 REHROHEBERE
FWFNDBITIT 1.000 TR TH - 72, EIVEIGHREI
BPB-Qn, BPB-Qd ®5%iE# 600001 mol ' em™' & K &7
[Berberine] / X10°6M /LN, YraFr7rhul FEEFESERVWSE
DE VIR E L, F2, BEE2ED 5 EHBERE
LD TEG. SNSOHTTBPB RO ZERA

Absorbance
<<
W

Fig. 5 Calibration graphs for berberine determina-

tion
(1) For BPB-Qn - Ber associate, (2) For BPB-Ber asso- FROVFIIZBEWT B IZIFFABRED T VRAEREDE S
ciate N, ZREERTOMBEBREDMORR L HAB L RIFT
BHolz. Thid TBPB A BUKMEE B % Br LR 2 OB
Table 4 Molar absorptivites(€) and correlation coef- GEE AT L (Fig. 1), R %ﬁi%u)/f * v
ficients(r) on ternary and dual ion associ- SEMERTAIOERDbNS., ZOBETIYaFT7TI
ates with berberine chloride A4 ROEFEORRITNZI N, S5E4 F VA2 K
sy §52 L TREROERERIZLER SN L 2 L0577
Cinchona Dye - 7z, %72, Qn-Dye(HoA) X 1,229 70uxy YHTUTF
-alkaloid BPB BCPB  TBPB  BCG DEEWB AT,
With (ternary associate)
Quinine 60,0.999 50, 0.999 35,0.999 36, 0.999 . L .
Quinidine 63,0999 53,0099 37,1.000 30,0.999 H:A + Qn = HeA-Qn : (7)
GCinchonine 42,0999 40,0.999 34,0999 24, 0.999 HoA*Qn + Qn %5 HoA-Qn® (8)

Cinchonidine  46,0.999 43, 0.999 36,0.999 29, 0.999

(pH10) (pH9.6) (pH10) (pH9.2) H(7) B TIERIERERIE 410 nm ICHFET 5.
Without 23,0.929 15,0.944 37,0987 7,0.941 . N — e ey - . KA
(dual associate) FHR(8) O HEL 2O, 410 nm (BT HWGE
EENICED ‘Ony, 7R i3
Molar absorptivity(g): X 10°1mol ' cm™*, solvent: 1,2-di- SRR ISHA L, 560 nm (HeA Qnz, W) LD
chloroethane WXENRE AL, 1,220 700y v RTOEEER

1

Table 5 Effect of diverse substances on berberine determination using sulphonephthalein dyes and cinchona-alka-

loids ’
Ber. conc./M 2x10° 2x107° 3x107° 3x107° 3x10°° 2x10° 3x107°  2x10°°
BPB BCPB
Qn Qd Cn Cd Qn Qd Cn Cd

Substance molar ratio molar ratio
Procaine 20 10 50 30 50 75 50 30
Ephedrine 100 200 100 — 100 100 — —
Methylephedrine 100 50 100 100 100 200 100 100
Papaverine 100 30 100 100 20 50 100 100
Eserine 20 10 50 20 20 15 30 30
Dibucaine 10 20 30 20 50 10 30 10
Diphenhydramine 10 5 30 20 20 5 30 20
Chlorpheniramine 5 3 5 5 1 4 5 5
Tetraethylammo- 100 30 100 100 50 100 100. 100

nium chloride
Sparteine 0.1 0.05 0.5 0.1 0.05 0.1 0.2 0.1
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Fig. 6 Plots between AG® and log K. for HoA-Qn —% E
associate :%\ Fleasgss |
=1
Ela
SEIEIEEEE S
(K WPLFORXTEFTZENTES. 5 5
5 2B 5881 |
S =
E =
St
K, = ATl (9) < &leszi=s 2
[HoA-Onlr[Qnlr f,:
= ~
: o Rlg
Qnk Qn DEETH 5. [HA Qnlr i 410 nm QUL § £ e
BORDBIENTESL., 22T, FELOMEVITHED g Tleegzs |
WTEAAEREEHRL, AG° L HA Que RERD K & 2|
70y L7 (Fig. 6). SOOI EH5 BCP R L 47 Elg| |S|s&E&8R |
DYFHNIZETEA T Y ERERICHE L 2R THH ) LER E 5
o = | B, 0 0D o2}
= = 3
5. = ; Qe o <
— (¥
w ono©n ol S
% [ AR o K <+ 0 |5
34 ZFTAF L RXERTBDOI-DDBEDZER E S
=64 F VRAEROBEIE, BENET LT 2 -k £ =l %
33 S N % 2 = i
KBE~NDYVaFTIVIal FONIPKRE FET ? 5 - NRII8 = %
5. Thbb, Yrar7riul FOBEHNKEERUK 2 2 & R
=]
TN X BN LD X9 REHATEL T 5 & lbh E Jlezazy | |2
e} [e)
5. FHEFN 10 FEOHEE TIE Qd-Dye i& Ber-Dye £ = 2
s - ) *
DEEEMIIZ A ERL, FREORELBETIIEE © | & S1¥2R8% | | E
BT VIBBESA Lot S hONYEY (FEX= 2 |8 o
Sl Z|8 reasse 8|2
34.8), 4 V7 INM7Na— (147), MIBK (13.1) Tid S =
(e}
HEYREZENVBCRBE RS h o7z, THIEQd- Slezsss 2|%
Dye-Ber && R i 525, Qd-Dye DHIHEDL & o
Wiz, FOWREEINNIL R D20 ELLOND. — g I
— — T3 = o O
FH12-Yrunuryy, oI auNy¥id Qd-Dye & %’ U‘;‘; %%’ & ;‘E
. _ . TEEES3 2
BHEOMBILLEE TS ), “OOREHT 4D Qd- B EES LI
. . N R=Ir el 5 a3
Dye-Ber & Qd-Dye DWIEEEAK X 720, E VIS g |ERfsiiE|s
e =N [ v
REGIK & v, 2 DAL ADBERIE 48 &/ S0, S zltessERE|2
ElaCcam= 4=
WAL LT 1,27 unx sy Y EREMLTWE I E
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W X
25, WBHRE ZEVIBREERLZ. s~y ¥
Y, m-¥7auxXry¥ it Qn-Dye, Qd-Dye-Ber #iZ
I EDr o 7.

35 NILNUVEBK ST IHREDEORE

2X 107 MBDBWIEIX 107 MARALRY Vit L,
Table 1 IZRLZZIBEDY v aFThATAL FEZANVET
FLAYHEERML, BT IV REEROILFICLS
WE AR L., ZOEREE Table 5IIRT. WIho
AGRIIBVWTb7Un 72T 3 YRS, BEERY
ERRONGEDol. Lo T, TOHEREIZHET IV
o U CEIREOBE W EEEE LS. Fo—%k, F2T ¥
DA MFVEOLWY Az Y, YryazmTriEi4t v
AL 2 B0, —FHEHRIORRI DT TIEH S
BEDONDL., FEWHRT VBT a4 F v EHEWRA 4
LEBBERTANNTA VIZ 001 BORETHHEL
oo TRENARY ZEREBE, AL Twas Y rar 7y
AuA FERS c%ﬁ?%tbkﬁz

36 MOEEH7 > E-ILEICKHT HEE

BIHZ7 v EovABE LT, EHibkFrEy Y2y
VA ¥ (RO i M=y IV NN ¥ | SOV e ety VA ¥ (A
YAFNVAFTINVT VB L, BHETTUVEY V=
wARBWT, FREFNOZTA T Y EZERTTRA 4 v
HEIIBT BENVEIEREE Table 6 ICHE Lz, T
RTOREROMHBEREIIEL (Table 4), FENMK
HRBIIETROM 1/8 TH A, =il + v EEBK
JTREYyaFTMAITAL FOTINZ L O F72% 500 F—
A4 F &A1 ([Dye-Qnl - [Berl’) 2YBEL SR, Hith
ERED LN TWAEERDbNS, /2, =Kl 4 Va6F
BIZE D, Ly FY7 ML AREHMEDHEHLELIRG
BELWATHEZELSL. TBPB-Y a3 F 7 A K
% Tld TBPB 8Mid ek & kX T, TBPB-R.N & GHED
Wéﬁ‘zéh’??wt , “TEEAREZTWAA Vv RERED
IFLAEEDONT, FEELENOBRBOBEKRITR
f‘o%u:cﬁ‘of:. L2 L, ZHE&EHERICE A mEROE

WH: ANKT7 I LA VRFERN DL F &

AW RIZT vy aF Tl FEFEORMR 751

Mk dgE s h.

L724%>C, BPB, BCPB, TBPB, BCG~D ¥ ¥ I F
TuHaAL FORIMERRHY 5 =01 4 v XaRmRIcED
RNTOHHIZIIERI R, B SUE, WREROERYE
DYFELRE, WROA T RO WH LV RREE
ERHSELHELERD.

X 73

1) YBRH g HEAMERE, 77, 200 (1957).

2) H. M. N. H. Irving, J. J. Markham: Anal. Chim. Acta,
39, 7 (1967).

3) HES, BEHIME: fELE, 22,370 (1976).

4) MERE, =JHA=E: #AELSE, 28, 26 (1982).

5) S. Z. El-Khateeb, E. M. Adel-Moety: Talanta, 35,
813 (1988).

6) K. Saito, Y. Masuda, E. Sekido: Bull. Chem. Soc. Jpn.,
57,189 (1984).

7) WARSE— FEEBET: 5 {LF (Bunseki Kagaku),
43, 679 (1994).

8) mMHMA, KiEmid, M N, SsNEAT:
SHACE: (Bunseki Kagaku), 45, 783 (1996).

9) T. Sakai: Anal. Chim. Acta, 147, 331 (1983).
) I, KREPHF: SHTALEE (Bunseki Kagaku),
32, 302 (1983).

11) BHEHE, RKi#FE, FARE, KEFLET, £4
KRIEN: H5HLEE (Bunseki Kagaku), 37, 174 (1988).

12) KEPSLF, WIHIEHE: 5L S (Bunseki Kagaku),
34, 695 (1985).

13) T. Sakai, N. Ohno: Talanta, 33, 415 (1986).

14) T. Sakai, N. Ohno: Analyst, 112, 149 (1987).

15) N. Nishimura, K. Masaki, J. Miyake, T. Sakai:
Leti., 1988, 1239.

16) K. Yamamoto: Anal. Sci., 8,299 (1992).

17) EHEHE. REET—5.

18) A. H. Gainza: Talanta, 44, 427 (1997).

19) “Indicators”, Edited by E. Bishop, p. 116 (1972),
(Permagon Press, New York). “Merck Index”, 8th
ed., (1968), (Merck).

20) PR —ER: “BRIRIEHIZ p. 221, 239 (1980), (IR)II
#HE); D. E. Franckie, H. A. K. Whitrey, Jr.: “Perspec-
tives in Clinical Pharmacy”, (1972), (Drug Intelligents
Publications, Illinois).

21) T. Sakai, S. Watanabe, S. Yamamoto: Anal. Chem.,
69, 1766 (1997).

Chem.

NI | -El ectronic Library Service



The Japan Society for Analytical Chemistry

752 BUNSEKI KAGAKU Vol. 49 (2000)

23 B

ANKTE VA YROZKEBIR (HA) EpH6 BLETAY & LTHEET 525, HHMEICE VT
vrarruhud P BRZEFS—F, Qn) EAFHEEEED 1: 2048816 (A Qny) EBAEKT .
O pHEMTIIBEMHET Y E=7 A4+ RN LA F VEGHIZEL, REROBEREIIH.
L2L, A>RND)LEAGRE—ERBOY Y aF 7V huf FERESEELEETAF Y E&E68 (A7 Qn:
RNT) A E 7z, ZOBIGEEE RN OBRECHA LEMREBIZIES 20, NV F =72 T v R4hE
Wiz &y, fhBMEER#EA L2, 72, Ly FY7 MCXAEEHRERIBRIN:. 204+ v &E845KIEY
vaFruiaud FROCANVETF LA YRBOBRGHERLILFREDODT P LEIKET LI LD,
o DR % HLBORET L 7.
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