a W ¢
unannlsndu

ﬂﬁﬂﬁzqﬂﬁﬂimgm‘ﬁﬁ electrogenerated chemiluminescence (ECL)
2+ a A <
vad Ru(bpy), Tudaaiinnes

U

WIATT  AUINNNY Y

nsidaei 9 (Emission) Lﬁuﬂi’mgﬂ’]iﬂi‘ﬁllﬁ(ﬂ
Auluananiesurdssianiiduuag wasniian
Yszgndldidumadalunisdasnzdnidium 15
dsziandenaiald (Skoog, 1995) inaitaniiva
U3nm 1slagandeisingnisainmsias sléun nns
e 13dmaiangoats tawd (fluorescence),
Wa wWais wowd (phosphorescence) uax Lafgi
14 Ll (chemiluminescence)

UsngMIidianInsianaLsian g Lo
(electrogenerated chemiluminescence, ECL) ‘H%a'ﬁ'
finludndondiedn Bilnlnaedgfi 1ud (electro-
chemiluminescence) (Bard, 1980) Li‘juﬂiﬂﬂgmitﬁ
wasw sdwilasinmssnssdundsnuaasluanalu

o o a o o o
0UENITABNNAIINNTTUIERLNY (annihilation) va4

130uAa  (precursors) YLAANIINAIINITLIWNNT

a a

ianlashad N2 bWAN a9 wn1g

A+e o> A electro-reduction

D—->D'+¢ electro-oxidation

A +D' > A+ D* w38
A*+D electron-transfer
D* = D + hy %38

A* > A+hv chemiluminescence

I o

loan A waz D' 1w 15dunamdudl3aad

(3

9]
) aM _ ea o o Ao o A& oo
LLﬂz(ﬂ'QE]aﬂ“ﬁvL@]“ﬁ‘Y]LLﬁ\‘i(ﬂ']N'ﬂ'](ﬂ‘Ll ’]i“f]“/]']?‘i%']‘ﬂl,ﬂuﬂ'ﬂ‘ﬂ
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W 4 (donor) anaduléns A w3a D Ald

aLsNFUpRINIIANEUHASe1 ECL “uwiilay
NN TAUNUNNTLUAIL 9INNILVIBANIDLANLAT
8% w29 138zane Grignard ludisasnl3in (anhy-
drous ether) N2 R uwaluansonalnaiialidng
T lug9 500-1500 V Ias Dufford ez al. (Greenway,
1994) ganlu a.¢. 1929 Harvey (Greenway, 1994)
wWud1 giuea (luminol) wIALARUNNTELANGN
Wolmud lasnszuiuwnsoianiasiad lu 1sazansda
alasndn lwiualuald  feudiwasandulainig
= aaa o ' A M I oA = =
AnwufnsendenaniTesnt  ue bl lddns@nunds
nalnueslnsenedredaian awnserisi a.a. 1964 16
ffanldan wladinmnalnvasnisifiadjisen ECL

X <, | A PPy
NnAu uwnaneRInluseaaIEn 16 adin
Anga asldenn ulad@nwwgdnssuuazdisen
I a a |3 .

seninelwdeslsunasnlalasansuew  (polyaromatic
hydrocarbon) fu lanz3fitiian (Ru) agrsunsnans
WAz
o a
166

PN 1y =< a aaa
wmm&mﬁ]:Lmﬂﬁm\mavl,ﬂma\‘imimﬂ'ﬂgmm ECL a1
X
24 (Greenway, 1994)

AONIWUIN TNITAHIUIINHNIITRAINAIINA

[Ru(bpy),I” 1flu 139 2w1snifiaufisen ECL
mlinddedn wlaluwufnsen ECL Heaw

. X VI - -
WHunanniswugiu mSuieumnatanis3aseh
matad leuazlésuana wladuadrannnly 12920 ¥
a P a & o a
AHIBNT  LHDIINNNTAAIIER 13denate ECL
a 6 o ol @ | I
W TER 9ldluszduduazlaeanudu
Vuasefinte 18 awliasinsiaaed slasende
wiasdaneliuwe wazds wrauin awlavas
m3ezilasnmaifsuudasirdndlvih 3 q auia
wazdunrsastid i lé laadanimminnli iag)
_ A & o o
Frafuraawila  IuiuanumNIg WLaE Aaehld
Tunsheseh iu gliueaus: 13dsznaviiidones
lavienudtuuseiie 1Wudu  15Usznaudedoun
i dudaliu shdenldiusnni o 8e ris-(2,2
. .. . . A 24 o
-bllpyrldlne) ruthenium(II) ion %38 [Ru(bpy),]™ au
Wiasanddse “nEnmlumaialuanalu amenszdu
*[Ru(bpy),I"* e v (¢, ~ 73.3 %) luwanafioglugl
o aAa 6 Qs al 6 al a aaa a
fsduazdnandladidl dosnman  Uiseuie

HuwnszIumsfiinsenelandidnasen 1 ¢ e
unnseugudndluin wananiudr wrsniianis
wasw ol 1azastinasigunnfivies (Green-
way, 1994; Knight, 1999; Guil-bault, 2001)

Iﬂyﬁﬂavl,ﬂmmmuﬁ@ *[Ru(bpy)3]2+ Tuseuy
229M51A5E% A 2 nalnnang da 1) @ldu aiia
PNNITTUAULDY BaE 2) AL Uiy 5idenns
Anrziniaglugudiang & ans

[Ru(bpy),]** — [Ru(bpy),]’* +¢

[Ru(bpy),I** + A(R) — [Ru(bpy),]" + P

[Ru(bpy),]I”" + [Ru(bpy),]” — [Ru(bpy),|”" +

*[Ru(bpy),”
*[Ru(bpy),]” = [Ru(bpy),]”" + hv

[Ru(bpy),I** = [Ru(bpy),I" + ¢

[Ru(bpy),]"* + A(R) = *[Ru(bpy),]"" + P

*[Ru(bpy),I"* = [Ru(bpy),]** + hv
Tosft AR) fa 1afidasmsdianzhfiaglugddiaad
waz P (Jundasmsinnazuain A(R) Iﬂﬂﬁﬂﬁﬁ%m
¥ 2 wouldmsass siieduiduuuune was -
iudliaueniadn 9 afi 620 nm wdlauiu (119
UNANIIE9% 610 nm) lasanaidia a5 lgasd
AN RS TUUS N tee 13TidRIn eI

ffagiuil nansalfinede ECL  Afsaliu o
Ju [Ru(bpy), | anldlun1shasezd 1slunguensy
(Greenway, 1994; Knight , 1999; Guilbault, 2001) 6t
Fait

1. @na1tan (Oxalate, C2042') way lnm%uﬂ?ri’
(organic acids) aanaaadadn 13ALINNNNIFNEN
laawuirnalnassnisiiedjisen ECL 1w Fatt

[Ru(bpy),]*" — [Ru(bpy),]* + &

[Ru(bpy),]”" + C,0,” = C,0,”* + [Ru(bpy),|**
C,0,7 - CO,* + CO,

[Ru(bpy),]** + CO,* — *[Ru(bpy),*" + CO,
*[Ru(bpy),]* — [Ru(bpy),]*" + hv
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U0 25 avud 1 wa.-nn. 2546 161 WaF5s euswving v

aaa (% v 3 v 1

mnﬂgmmmmua:muvl,mﬂadmqsﬂu e
nszdu wrInialdlagassannnszuaunisiandu
wead 3+ o - X | jaaa
313 [Ru(bpy),]” nu CO,* nananu wunlgnsen
ECL
Ao o 2+ @ B
anzuray Ru(bpy),” nu CO, loits w3

1NIONAHIUNITLINNNTYI2ABINUHATEN

[Ru(bpy)3]2+ +CO, — [Ru(bpy),]" + CO,

[Ru(bpy),]”" + [Ru(bpy),]" = [Ru(bpy),]”" +
*[Ru(bpy), ]

*[Ru(bpy),]”" — [Ru(bpy),]”" + hv

udlunitivasnsadunidunseiie i Iwje (pyru-
vate) dufludoadn Ce(Ill) walUsandladlngaal#
=<, C [ . . . I ¥ 2
vluanaansawe s (intermediate radical) Naw a9

inuHAsendu [Ru(bpy),]™ dalu ds ums

Ce™ > Ce" +¢

CH,COCO, + Ce* — CH,COCO," + Ce™

[Ru(bpy),]* — [Ru(bpy),** + &

[Ru(bpy),]** + CH,COCO," + CO, + H,0 —
*[Ru(bpy),]** + CH,CO,H + H'

*[Ru(bpy),I"" — [Ru(bpy),|”" + hv

X o o a & a e o A o
UaNNNHUEIET WTneNEEnIadunIddaaug ¢
1 nIANIlann (malonic acid) was nIauan@n (lac-
tic acid) 1Juéi

2. waily (Amine) 1Ju 13nguNRN13TIINA
Uszgndldtunediadannd a lasd slunguilléun
waduW@n (aliphatic) uag loadnuaiin (cyclic amine)
ninazdlu uaz Tusdu 1udu laawudn 1slunguue
a & o aaa o "
Nu mynneszinalynign ECL nu [Ru(bpy), ™ tiu

o &
luaunalneail
2 3 -
[Ru(bpy),]” — [Ru(bpy),]” +e
/
[Ru(bpy),I”* +R,-N-C-H,R — [Ru(bpy),]** +

+., /
R,-N"-C-H,R

R,-N"-C-H,R'— R,-N-C*-HR + H'
[Ru(bpy),]” + R,-N-C*-HR + H,0 —
R,-N"= C-HR' + *[Ru(bpy),”" + H,0"
R,-N"=C-HR — R,-NH + RCHO
*[Ru(bpy),]"”" — [Ru(bpy),I*" + hv

TuinuestdsrnuiuUjisetaasoanaiian
lutanale o1uenszdu wIsniadIuNITUINNTS
o aaa Ao o 24 @ a
Uszagandgnignianzuvey [Ru(bpy),]” nuanyan
fawdach o l6as wnns

[Ru(bpy),”" + R,-N-C*-HR' — [Ru(bpy),]" +
R,-N"=C-HR

[Ru(bpy),]"™ + [Ru(bpy),] = [Ru(bpy),*" +
*[Ru(bpy), ]

*[Ru(bpy),]* — [Ru(bpy),]”" + hv

&I v ! e 1
wonNHudd 1slunguuaiiudinan  w1sn
Waddnsenean@aduldndrlnin  waz 1wrsaiie
Ufn3en ECL 1 w3

R-N-C-HR — R-N"-C-HR +¢
R-N"-C-HR — R-N-C-HR +H'
R-N-C-HR — R-N'=C-HR +H’

3. 1‘51J‘j$ﬂﬂ1j?lluc] wONIIN 13919 2 NRNLE
g9Wud1 1sUsEneudng awnsaied)izen ECL fu
[Ru(bpy)3]2+ 161 12 peroxodisulphate (SZOSZ’) Tag
adanaln doi a9

[Ru(bpy),]”" +e — [Ru(bpy),]’

[Ru(bpy),]" + S,0,” — [Ru(bpy),]*" +S,0,”
3- 2- -

$,0," = S0, + SO,

[Ru(bpy),]** + SO, — [Ru(bpy),I** + SO,”
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[Ru(bpy),]** + [Ru(bpy),]” — [Ru(bpy),I”" +
>’<[Ru(bpy)3]2+
*[Ru(bpy),]* — [Ru(bpy),]** + hv

dnumzvadaiaasildlunisasiadan lu
wmaiia ECL Usznaudsasaisznaunan s (Figure 1)
A 3 uhe
1. liih 3 2 Yszneudae
1.1 3alWimew (working electrode,

a
7

WE) mnwinliengnihialdife 13dunaniasha
1 aaa o a < a < &
gaufnsendenszuiunsdidnlasiad  laavaludn
. o Ao 4 2 & da -

TsimnauindansamsuuuiNaiiuNunR w1470
ana 2 . o X
dfAsendumsiinanudan siifeu  wazanelu
Aeneassdaldlndiugunssisoe aiveldu siiia
X R ' . % .
ugnasaialilinnni o laa uninan lwinnisu
Ananldiuae 92 Wkmag (Au) 2 W wwaniin (Pt)
dlwfnd @anSuaw (glassy carbon electrode) wag
Wi duiden/fAuaanted (indium/tin oxide, ITO)
I k3
bR

1.2 22 lwiae (counter electrode, CE)
lag usndenldilwiunaditin wia 271w
né1 daSuan

1.3 22 lWihEeds (reference electrode, RE)
A It dedendanldeuldun 27 lninae8e@a03/

Light transducer

rd
[ 4

Gilass window

¥
"“H‘
1 I | | 1 PTFE block
Flow in 1‘ RE wWE CE ‘ Flow out

Figure 1. Structure of ECL flow cell

a &’ U d U
Fanasaaalss (Ag/AgCl) uanniuduialinng
> & < | o o v Aa ygﬁ
panuuudmaatdwluldinsuwasnsviasa Sndasldan
Wi Jauarlwing 984 (Quasi-reference electrode)
W A2 WA uwanitn wia 22 lWimes (Judu we
AM3luuesd bl Jauda lnihd1edeadudios
§ snnesguiedSuardndludihnlEunaa lud
NN
¢ v . o

2. qﬂnimmammt 3 (light transducer) %10
o o 4 e v e o y
winflumafew anaw s analuih we
e ldiszuuiuiinnauazlsenaanadall gunsol

> AQ U Qs = a =) v a
aadan snnenldiud 2 wide fo vasalnladad
wanaea3 (photomultiplier tube, PMT) uaz #@nan
Inlalalan dnaieas (silicon photodiode detector,
SPD) fuusiin PMT #idedfe ldaw ¢ ud PMT &
dai"sluiTasvasnsndaslfiaIasinalni  (power
supply) A& 9n1n fa 800-1000 V Jaualwg)
F10ung wazgninaneldinadan sndaandn e lu
wueh SPD aziidadfnldinIasanaluinndmasld s
~ 12V #51a1gn mIsanuuuinléide Javiaidnuas
Wsannmle  aaenandaNLIINIY  Wanand
WUINTWANNEMIARWA SPD e awlhiflivane o
(optimum sensitivity) @34AUTIIVDIAINIIIAA
L9 a289m1atdasy 9289 *[Ru(bpy),]” wad Ml

o da o | Aaf

mwhassn1sasraians udluifagiunwundgldau
SPD lixnnwindu PMT

3. ¥INAY (window) MATMTUAINUIEAIN
dasAl 13azanaluariuiuadnsaiasiaian 9 lag
wnlald  [Ru(bpy),I” dudldu vaz wwnsnld

D e @ e i Me o A da X
wiuniduminasld  Suiitesainy siiieauaely
FenaNaadn (A =620 nm)
max
. o & 4
n1IMenLastneua (Figure 2) 13804

FAENITHIU 1IREAENANITIHL Juaz 1INFaINNT
@39 wialdinw niuneluioas wilsendlnin
sz +1.3 V (vs. Ag/AgCl) wial# Ru(ll) i
Uijnsendianins-aandiadis (electro-oxidation) nans

du Ru(ll) winiedfisenadglu woud laanns

!
aaa !

sunulwanadu dsdfisennldnariniuds wasan
A a X A

PBUNNTIOL $NLNAAUNAIINE1IAEY 620 nm
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<

4

NIAFT ONTNNING v

X v A
WANIINU WU wmsnﬂs:ﬂqnﬂ%mﬂuﬂ ECL
PNAUTTLUNMIIATEARULAN 9 LiatAn nwles
ssuumaie e g 16 wu
1. szuvlWaduoniuesad  (flow injection
analysis, FIA) 1Llazf2732970 (sensor)
lag 1wNsadaTTLUMTIAIERLUY FIA 1ih
fu ECL flow cell (Figure 3) luszuunnsiasizi
X o T e & o o 9a o
wuuihazande utl (pump) Wudnnl# 13azanadwn
. . 44 | e =
(carrier solution) Lafaunalussuuianlanialdn
d! £ > = .:4' .:4' 1 1 dl' a 1
9 lnadrednsnsiniasnadedaias laaninianl
[Ru(bpy),]** aillu 1sazanedimn  aaadwn
vio (tube) 952UV FIA a9 Mn15aa 157d89ns
@329 AB82 " MTUAe 198z (injection valve)
4' cllw a v 1 [ 4
Walmuans 15Ndasn1sazdivadn Twamasuuy
ECL (ECL flow cell) wd2 3sliendluiuialiiia
ana . o Y
U387 ECL uaen1n133au 9nadin
X oo o . '
uanNiuiEds 1w1Inti [Ru(bpy),]” o
Wudaldn suneSeasuuinvas? nimnidu

—— Ru(bpy),

LAIBINITA I@ﬂmﬁ’ﬂﬂ’nmfm;wqumaﬁéhﬂ'ﬂwﬁw
A U 1 a [ 3, 2
enIalddanane 1w waliwa3d (polymer) tTuéis
dranawaswasidundenldiu  wWiaean WwiInee
wiavldoulddnauas 2aan (Nieman, 1992) laadan
Aanldiufe Nafion® w3131 [Ru(bpy),]” w13
= | . ® va A a
a3vagnalulwssvas Nafion® lddiiasainiiauss
o v . X
ﬁq@oﬂﬂuﬁi:ﬁ;aﬂﬂma $19209 Nafion® uanand
wdITaaan1I b 151 suazinlEandudon
YBITLUUNITIATILHAARIDNG I8
2. szuulasininnni (chromatography)
o A A= A o
TwisaldinaiaiidunIasniiaia (de-
tector) giuszuulasuilnnsifuasiwad (liquid chro-
matography) 1w lasnilnnsfasanas wssaus 9
(high performance liquid chromatography, HPLC)
(Figure 4) %38 enllaa3aianiniwersd (capillary
electrophoresis, CE) lagald ECL
Sariain Awlirasnisimnsrdlsmaialasun-

«
SIPACERN Rk

Tasn3#

#
N e Ruﬂ'-rm:fhi+

M+
e Ru(bpy)y

v

Annge

2+ & i+
= Ruibpy) Hu{bpy i
¥y "'T ¥,

Reductant

it g ] ; Crldised

Ru[hp}]J Products
Ru(bpy);

Figure 2. General mechanism for ECL reaction of Ru(bpy)s2+ with a reducing analyte

— Injection valve

05

Carrier
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N e 0 S

Pu_mp
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e

Figure 3. Schematic diagram of experimental apparatus used for FIA.



Songklanakarin J. Sci. Technol

The application of ECL reaction of Ru(bpy),*

Vol. 25 No. 1 Jan.-Feb. 2003 164 Amornpitoksuk, P.
(a)
Carrier + Rullflill[llf,l:!_+ Lo =
Computer
—
Injection port  ECL flow cell ¥
v
Waste
(b}
pr—— Potentiostat
Rufhn'ir
Computer
1
Injection port  ECL flow cell ¥
W
Waste

Figure 4. Schematic diagram of experimental apparatus used for HPLC;

(a) mobile phase addition

nsldinafia ECL aaugiuszuy HPLC nu
FaeNnsLAN [Ru(bpy)3]2+ adluluszuy HPLC wnen
o v ad A ’
Ml 2 55 Ae
2.1 @nasluvasand 1seananaeanitudn
a I ad 6 % 4 a o o,
3an35ln deaduiLandTY (post column addition
method)
2.2 1@Nn Nadludy 1sazanedinnIaw
L\@dawh (mobil phase) 138nINIBINLNRN LaARTY
(mobile phase addition method) 38#asidaldiuau
A1735uIN A nseenuuLIAIavNe ldudteun aan1s
\Aan1snezasuus (band broadening) 1 Al
dnd1 uazlwdrsvasamdul “uasslunsimad s
n7130uIn uamlFaIaNIinut (retention time) &
Y .
AN (Nieman, 1996)
ECL flow cell 1% %50 HPLC uaz CE &
U = Qs v | ﬁll 1 U Qs 1
ANAdEaaIiY LTuudiladaidndussuy CE aglal
ANITATINI AN 9w WD 1Tazanadan Lé
wideaw HPLC iasannazdifygwives winlvsily
a, a o € . o o
adaa1inanud (capillary column) LAM013UNIL 619

and (b) post column addition methods

Fulagunnaznin sy [Ru(bpy),]* aolundsand 13
fasdseananaaaniiuda (Fang, 2002) (Figure 5)
3. Mm33a ECL lasmaoan (Indirect ECL)
fregsildanuudmennadnasian 9
nUHnsen ECL fAnandaliu IMNUJATNAY 19
Pdosnsdesed udluunensdl 13fidasn1sIaTze
sl wnsamufisen ECL Au 1slviu slélaanse
ngla , @51mes uaz AaoLs psan Ludu sraviu
599 dudoenn 136Bud NuEAY 1sRd0snis
'“amﬁ:ﬂuﬂﬁﬁ%mﬁ?mmz wsasnaUf)n3en ECL nu

WE
Et'[.:map:ml RE CE P wire
—2 To wasle
Ciptic fiber
Separution | |
cajillaiy

Figure 5. Schematic diagram of microfluidic device
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NIAFT ONTNNING v

[Ru(bpy),I”" 1 anldunu 1u NADH 1Judiu (NADH
du susznavlunguuaiuadend (tertiary amine)
wsafinUfisen ECL Ay [Ru(bpy),l™ 1) laa
# NADH siinwinmdulaunaimas (cofactor) 1w
UiAsefiieadasiuioulani (enzymatic reaction)
fagaiain MInszilsanmngle  (Martin, 1996)
laglfaulant 2 wila &9 unng

glucose + ATP 5 glucose-6-phosphate + ADP

+ G6PDH

glucose-6-phosphate + NAD™ "5" gluconolactone-6-

phosphate + NADH + H"

\ilo HK @8 hexokinase uaz G6PDH e glucose-6-
phosphate dehydrogenase waz NADH fifatuaz

@
=1

\WiadAAsen ECL v [Ru(bpy),]™ da dit

NADH — NADH™ +¢

NADH™ — NAD" + H'

[Ru(bpy),I** = [Ru(bpy),]” + ¢

[Ru(bpy),]** + NAD" — *[Ru(bpy),]*" + NAD"
*[Ru(bpy),]*" — [Ru(bpy),]*" + hv

4. mﬁtmwﬁl‘?ﬁﬂmaugu (Immunoassay)
wazdsneualnsuue L 8§ (DNA probe as-
say) (Blackburn, 1991; Knight, 1999; Guil-
bault, 2001)

- T X oo qeucte 4

wadeans 2 wuudk deulddalen sndu
aunwuiaas [Ru(bpy),]” luifqiudldiunarad imu
TAG-NHS EsterTM uaz TBR (Figure 6) 1ugi

a 1 a o

431897131 hawa ECL 231991019
nasay Aeld 1sazanend pH Nvanz udansiia
YN8 INe1LT98NYW (immunoreaction) “aNIMN
WU 1sudantaenludlng N TIMWLaTRN DA
14 anasunmiudan1siaInzh (Guilbault, 2001)

lunsiessiiieingdnyuazdosinnis
a3elula@u (biotin) UMLAUALAK (antigen) w30

I+

b}

Figure 6. Structure of; (a) TGA-NHS Ester'  and
(b) TBR.

a = . . . .
wauevaa (antibody) wae streptavidin Ui magnetic
bead micro-particle BAINUUNINITHIL 198N
= a ~ a = dl = 1 o a
Auanudiauniouaudved Ne3vegny 19UIENOULTY
o a o o A a 2 o 9o
gaunaad Ru(l) Lsausastal A3 RaNNATASIGI ¥

- - X o -

b IUUHOUALIUATIRAUALEA FUAUTULULUEIID
guTeduyn  dun wouwaud  (sandwich) wuy
wed% (competition) wIauuuMIUNwN (displace-
ment) @44 @dlw Figure 7 laiian1sduiuadig
Jumzdanuda (selective binding) in1srnuid voas
e bead fenaazgnassund iilasnsld wiw
1 (=3 |3$ U o 1 a
wallanwn2 i wdnsEn sazanglaslnsia-
wodu (tripropylamine, TPA) 141 imadiiialiia
17381 ECL Ay Ru(Il) udl%u saannn (Figure 8)
wanaNHudaIfs 1w1sadszanaluaiuid
fdutalnsuua + § (DNA probe assay) lagldgnu
waita PCR (polymerase chain reaction) LWaLiva
USum 18 DNA Adiasnisiesnzindd anlves

- e X a a A
NMIILAINTANNAY W 18 DNA ana i urktudninig
@39 13UsEnauLBedanuas Ru(l) 1§ (Figure 7f)
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£
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Figure 7. Various systems can be used for ECL immunoassay; (a) sandwich assay; (b) competition assay
with immobilised antibody; (c) competition assay with immobilised antigen; (d) displacement
assay; (e) displacement assay with immobilised antigen and (f) DNA-probe assay

Flow PMT
——
50300

Hlectrode E!!!!!j
TPA a LRI PR
Magnet st
Flow

—> 9900000

Figure 8. Detection process for immunoassay and
DNA probe assay
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