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BRRREABHTOIRANFIATOWET. 4794
VRIZBVWTHEHRA LG TIRARENESATEY, 20—
N, RS FREREMICEVNTH/ HMFOI=Z—I R
PEHEEERTLVICIIFLE®RTIO—T L LTHA
TH5LOTY. F/HFEEARDFRETO—T L LTH
W35S, REXR EGDENDFICH L THENICHEE
AT E270-—JTHF&F/HFICEHLTALOIAE
T. F/HFICBHEA-TO—T9FIZIEk Fo—T%
FHECT/HFRAZRO LT ERLBHEERRNEE
L. BN FLOBRMMEICEEEZEZ D ENBHICHER
SNET. LIA->T, BRENMNDODEENICEMDFER
HI 5012, F/ fFIZBfHLIEzTa—J 5 FEHE
L, 7O—J¢LLTOEMERRET D ENRELGYF
7.

FTABETIL, —&$H DNA (ssDNA) ZEEHiL-2
FIRFONATIVEA €= a3 VERICET I2HES
1LY, ssDNA DIESRENFS & ZTOMBICE L THREWL
-LET.

SUMMARY

Nanoparticles (NPs) including quantum dots and
metal nanoparticles have the interesting characteristics
derived from the quantum size effect. A lot of studies have
been reported on a variety of applications using NPs in a
wide field include electronics. Colloidal nanoparticles have
potential applications in bio-sensing technologies as
labels or signal enhancers. In order to meet demands for
a development of biomolecular assays by a quantitative
understanding of single-molecule, it is necessary to
regulate accuracy of the NPs probes modified with
biomolecules to optimize the characteristics of NPs.

In this study, we investigated the contribution of a
density of single-stranded DNA (ssDNA) conjugating gold
NP
decreased in accordance with increases in the density of

to hybridization activity. Hybridization activity
attached ssDNAs, likely due to electrostatic repulsion
generated by negatively charged phosphate groups in the
ssDNA backbone. These results highlight the importance
of controlling the density of ssDNAs attached to the

surface of NPs used as DNA detection probes.
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I 1. FAMNE

HERIL, H—T7 OERNTARE SN D AR EHTE VR L3 EA TEH Y, 2017 4£1213X DRAM TOD

128y FR20nm &5 2 ENTFRISTEY £7. 12 20X ) i boERkix, /7 A—HL
(10°m) A7 —NOHETEZ HBIGL2HEL, GIET28IF2ER ML, 7/ 77/ nY—0%E
ZEH L TEE Lz, BUEOPERIZE T MM, Vo MERCHEM R Z Y v 7o 7 ooy F
VM L g S A2 ERT S Ry 2 UL (Sculpture ) O mbE AL DERLTE TR
D, BERGEERT NA ARMREET 4 AT LA Lo Toffix B TSRO RERIFICRIA S h TnEd. —
KT, by TEILRIOINT. 7 0w A TOREE, FEICHICLD R —=2T (VYT T7 1) DM
WERDTD, 2D FELE LTI —Rr T ) Fa—7, it noizt /M a2 A e
AR L, T/ EEZERT 28 AT v 7HOBAN T 7 v AR REINTHET. 35
ZO LS, T MEHIMRIN TEANICB W THER S TWnbd—F, S Z R i oninWETO
BEPERBFICEND BT A AR REEPREL 8D Z LI X2 0 - KIS REICHKT D
o= R RBLT A2 D, =LY hue=J AT TR, BHEEE, BE - —xu¥—,
BEEE « IR & WV o TERIRWEFICB WD TEME S LTIER SR TWET. /KT, 88 DJe54s
PEAMETEME 2 R Z LM BN TEY, 61257 0 27 LA, BREVEM, A A8 TIZEDHET
BRIV S FRFFE DS D STV ET, 1319 M o 7 — 2B\ TiE, T/ RFE2 WA vy FFEICK
% RS REIRE O BRIBEE AT D BR%E 72 & QT4 )/ L 712 X D ICHELRRIE A 2 B 19 & U 7= B8 il £l o> B
FEHELTRY, ZO—BRE LT, EFLITT /R OEERS TREBER~OIGHEBRF L TEHY £
4. 20-22)

WA, T4 7V A T ASBHCEB W T, AMIEOME, MMEIBRE, WIS &\ o 72 KB A g4
H71-912, mRNA Zhho &35 A RN THRELL 724K 12 MENICHYT 54 2 7 2 (-omics) %
2NER SN TED £9. 2830 ZO L) RAERS FIRITEINICHBWTIE, X0 SR OBIRAY 7 M
HEI RO BN TEY, 7/ RFOa=—7 IR 2 AR S L <133 7 F Vg ~S U 72 Eediy
DFEINTEY £4. 17-1932-35)

ARG PRI IC W T 2R 2 AW 2 556, SR T HEE 0 106 L TR R AR EAE
RT3 7u—70%01 (iR, 77%~—, £V IX7 4T %) 2L 7e -7 LE4. L
TeNoTC, T2 OERN, BEMERETL20I20E, T kT e — 7 OS2k D B A
WEBLRSTEET. £72, TR AOEFTA ZDRNOHELNLFRMEEZFIAT 57201213,
ZDONRREZMEFFT DTN H 0 3. F /KN E L TOtkd 5 7290120, R 1-ficf# < van der
Waals /& bG8 &3 25| ICHAER EHEICHR T 28ENR AN H2ICROGERH Y, 2k
DLVO BFG CHiFT 2 2 E M TE ET. 363D L= -C, F 2R 7 a0 —7 O 71oxt9 2 Hndk
DOFHIX, F /R REIEM SN 7 0 — 7 57 ORI R E RS ~OFET T Cldle <, /K
TICHRT 2HENFTNE RO ETHMAEERAEZZE L TRFTIHLERDH D 7.

ZZTARTIE, AV IXT7 AT K (ssDNA) ZEffiLi=&) /hiricBids, "7V FAE
— = EMEICBI LT, ssDNA OERIEN 5 2 2 B A 3HMICHHE L, TOMEIC O W TIREWNZL
9.
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I 2. £F/HF~D SH-ssDNA DELH

2.1 ¥ & SH-ssDNA &t T / B FDRE

T R, RN 20 nm D4 v A R % BBI Solutions fE L W AFUMH L L7z, Ak
BHE, YK 10 mm TO 520 nm (2350 2WILE (0.D.s2onm) 23 1.0 &2 5 X OISR TR,
TAUE 7.0 X101 KL f-/ml OREEITHY L E T

—A&8{ DNA (ssDNA) 1%, & 1LITRTHEERYZHT 5 3HBELHWE L. b oEHZB W
TIX, BMNCAT 7R EMEE S 57200 mercapto 2 (—SH) & ARG ~D B % i/ NRIZH 2
57D AR—H SH-(CH2)6-TTTTT % #liE L, Thiol-ssDNA (SH-ssDNA) & L& L7z, 3k
SH-Probe-A & SH-Target-A {28\ TiE, AW 2E ALY S L, SH-Probe-B (% SH-Probe-A
72 & ONT SH-Target-A (Zxt L CHARMES BN CH Y, = br— gl e LTHWE L7,

# 1. SH-ssDNA > 7 /v D4 Frds L O FEALY)

H 2 FILEER 1S EEY (5-3)

SH-Probe-A SH—(CH,)e~TTT TTT CTC TCC CAG GAC AGG CAC A
SH-Target-A SH—(CH,)s~TTT TTT GTG CCT GTC CTG GGA GAG A
SH-Probe-B SH—(CH,)s-TTT TTACAG CTT TGAGGT GCG TGT T

&)/ Bif-~0 SH-ssDNA OEME, IRD X 5 RIFIECLVITWE L7 (K1), 3638 £, FH—E
B & LT 7.0X1012 Ki{/ml D4 /R FIsHRIZ AT /R 1R 7-12%F LT 1000 431 @ SH-ssDNA %
KR E LTRA L, 4°CIZ T2 RIS S HET [K1()]. FW\T, BiEY v EeEER (PB) % H
WTHIREE2Y 10 mM Phosphate, 0~500 mM NaCl (pH 7.0) &7225 X OIZFHEL, X 5Hl24°C iz
12 RFRIBS S ET (K1 (D] AFEOFE —ERETIE, &) /R 1-FKimlZ SH-ssDNA 2ME5 f“f%é
HL, TOEHY UIRIEICHRT H2HENFANCE Y &T 2Rt O0 8N EELET. RIZ, i PB
NG5 Z & CHlIREN ER 35 L, SH-ssDNA Y URILICE T DA A IE&B™ 3562 &
IZE 0 Z2OBENRIBER S, ERE L TEBED SH-ssDNA 2MEH S aviza T/ ki1 [X 1 (e)]
ZOYRCIRIE CIRIE T2 Z LW ATRE T, M, {ERIL7- SH-ssDNA {&8ii4:7 / ki 1-1%, # ORI
ATV E LT,

Copyright © 2016, Japan Aviation Electronics Industry, Ltd. 22T FH#R No. 38 (2016. 3)




SN S RTIBHLEAYTROLEFEONTUL(i—sasiEte I

(a) (e)

&F/HF
(HIE 20 nm)

(c) (d)

g

()
WA W

B v’ ,
(0MNacl] [10 mM Phosphate} § %

SH-ssDNA
0~0.5 M NaCl
(pH 7.0)

1. &7 7 kit~® SH-ssDNA OEAF T2

22 €7/ HFA~D SH-ssDNA DEHEDREY LERENDSE

KifE 20 nm D47/ KiF-~? SH-ssDNA DOEAEIE, EMnTEICFAET 57 U —D SH-ssDNA &

[ 1 (), (] % 260nm OWIEFEEIZL Y RS 5 ENTEET. W, AT DRI TR E
22BN AT FARERE, AN EE ST U-5100 (HXNA T 27/ my—X) 12T
WHRE 10 mm OB L EZHAWVTERBLE L. 2 (@) 12, 7.0X101 {#/ml DRk 20 nm D4&F / ki
F-1Z 1.186 pM @ SH-Probe-A % 500 mM NaCl (10 mM Phosphate, pH7.0) (2B W\ CESffi L7-%4
DIERTRITZIZ 31T 5 RKMEAT SH-Probe-A DA A7 ML z/r LES. ZORE, 260 nm T
OISR, 0.27 205 013 12 LTEY, ZOWNEH 0.14 IZHHYS 75 615.0 nM @ SH-probe 73
7.0x1011 ffl/ml D&F JKFITEMLIZZ LN E L. Lizi>T, &F ki1 1 K40
528.9 43 ® SH-Probe-A MEfi S N7z & R D Z LN TEE L.

ZIVETOWIEN D, SH-ssDNA D&/ ki f-~DOEfigx, BiRFOERENEEST S 2 L3 m
SENTEY £7. 3538 2T, EffiED PB # NaCl 2 2% % SH-Probe-A 3 X (OF SH-Target-A
DaTF IR LR 4 OEMiEEH~E Lz [K20b)]. oS, HEERSIOEWICEGRZRLS, &
ffiliF D> NaCl JREED L5 512760y SH-ssDNA OEfi#E13HIINT 5 Z &30 0 £ Lz, ZoEfis
BAIE, B A A L BREN EH3 25 2 LT, DNA E#HICFET D U UERREICH KT 5 SH-ssDNA
MO 72 FFERTR NP L, L0 @ EIZ SH-ssDNA 7% AuNPs I[ZEffish b Z & &2 LTV
F9. 88 LN o T, KFER, &7 ki ~0 SH-ssDNA OEffi &% i 5 7= OG0 BT
HLZEDTMY L LT

Copyright © 2016, Japan Aviation Electronics Industry, Ltd. 22T FH#R No. 38 (2016. 3)




SN S RTIBHLEAYTROLEFEONTYUL(i—sas it SN

o 600
\ £
©
sk 1} a 500 f 8
' 1 Bef ol L 4
|| ~ efore s e}
[ \ < 5 400 |
[0} \ ot 8
g | 28
% 02| \ - ¢ 300 L
£ » 8 *
o) T 3
o 28 O
2 TS 200 |
01 =E @ SH-probe
' "g 1000 O SH-target
o)
i S
>
=z 0 . 1 . 1 . 1
0.0 L . 0.0 0.2 0.4 0.6
200 240 280 Ry Conc. of NaCl /M
Wavelength / nm
(a) (b)

2. &) ) kif~0D SH-ssDNA DEHfi&
(a) Rf&ffi SH-Probe-A @ 500 mM NaCl ' COERGFT# 2T DL FTHEBIN A ~7 kv
(b) 6T 54T Rif 1 K149 & SH-Probe-A ¥ X O} SH-Target-A D EAfi&:
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| 3. N TUFAE—LaITES SH-ssDNA i+ /T DXL

31 £+ / HFDEE

BJRFE O HHEF 2 EOINISGIC LV EHRE 2 - S HR 2 7T X2 L0V ET. &R
DF KA T, BHEEFOEMKREIICL Y SWRFEIh, BELLET T X RNEORE IR
THZENMOLNTWET. ZHIFREERT Y 7 XE 2 HIE (LSPR : localized surface plasmon
resonance) &FHINTIERY, w7 /KTO%E, AIHOEETIE 520 nm (T FER 2RI Z A L,
K, B, mHCREE, FHOFERFELMIRT D2 LMo TR £7°. 384D

312, R 20 nm O&F SRR LTz A REkeE, 212 NaCl 2 0.5 mM N L72
WRONBLEE L SEANFTHIRIN AR " vERLET. &F /R 03 08 L7 REE (X 3 A) TiX, LSPR
\ZHRT % 520 nm T ISR KRR & 2 A3 2 ¥ ot omIic X o Rz 2 LE4. —75, NaCl
EUILEEE (K3 B) TiX, ARankbiy, 78u— RRRIANLT MLA~ZEL LTS Z EnD,
BT IRTDEE LT Z &R £, 3839

-
N

Absorbance
o ) -
D [o+] o
1 1 1

o
~
I

0.0 1 1 1
300 400 500 600 700 800

Wavelength / nm
B 3. &) kit (@ hif) OBl (FER) EEANATHRIRINA~Z fv (F)
A B a A REER, B: 0.5 M NaCl 230 U 7= S E R

& JRLFE LT L TV AR, Ak L7z DLVO BGmic Kaud, ki@ < sl
FREMRAINRKEVIRIEE TR TR /A, 363D ZHIZX LT, M3 B OGS, ERHRNIND
T L THIRT OA AU BENER L, FNRFFERNFRIINNS 25 2 L TR ZREENFHE S
ZEBATEET. 20X, &F /KT On kg, FAATRBIRARZ UL VERETTS
T ENHEET, WHIZBWTIEINA 7T U XA B—3 3 28D SH-ssDNA Efifid: 7/ ki - OIRIEZEAL
WL TMAZITWE L.
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32 AT FA4E— 3 DFELT 5 SH-ssDNA it 7+ / FIFDE1L

&) B IZERf L7e SH-ssDNA 3 NNA TV XA B —va v zRITIET, TONBUIRREIZED
LI REBEGZDNHRE L. N TV F A — 3 0%, 250 mM NaCl, 10 mM PB (pH 7.0) %
FREMR & L7= 7.0 x 101 A7 1/ml (O.D.s200m=1.0) @ SH-ssDNA &fifidx7 / ki ikt z vy, h—~
N A7 Z =280 95°C, 3 OB EL L 60°C, 2 RFH]O GBI L VTV E LT,

97, FERMM RIS 269 DA H TH D SH-Probe-B & SH-Target-A % 1{&fifi L7-47 /i
TR D2 b aMR L E Lz, REHE 0 mM NaCl #CHEELEZL DT, &F ki1 1 k140
SH-Probe-B % 110.9 43, SHTarget-A |Z 108.8 43 ¥ MMEffi ATV E 5. 4 1%, SH-Probe-B ¥
L O SH-Target-A {EfificzF / Ki ¥4 1 % 1 TRE LIREHIB T 521 7 U XA B— a3 VUEERIT#

DIV AR Y BV TT. ZORER, " A TV XA E—2 3 OB L0, BRI R Amax)
25 523.0 25 527.7 nm ~D Y7 k& Amax COWSLEIZI T 2070724 (0.974 775 0.930) 2338
DHIE LD, EONHIRBIZRE REMITRNWZ LRI E L.

1.2
1.0 |
3 0.8 |
e Before
®
206 |
2 After
fe]
<

=
I
T

02

0.0 1 1 1 1
300 400 500 600 700 800

Wavelength / nm

Xl 4. SH-Probe-B 3 L U SH-Target-A {&ffisx 7 / ki1 D
ATV EAB— g VRO ATEWIR A~ kv

Wz, FRMR7MEH TH D SH-Probe-A & SH-Target-A Z{Effi L7-4TF /K- IZB W TRIEEDSE
B A i L% L7z. 45 SH-ssDNA (%, 0, 50, 100, 200 %= L T 500 mM @ NaCl % &¢e PB ¢4/
i ~EA L, D NaCl FCfER L7723k % 14 1 TIRA, 7.0 x 1011 i /ml OIREET/NA 7
YEA R =2 a BTV E L. K5, TV HAE =3 U HBOREOIME & 255 AR A~
M ZRLET. 22 ha—HP 27, 0 mM NaCl 7 G L 7~ SH-Probe-A Efifi4 ) / ki1 T,
&) 2R 1R 7240 123.2 437 @ SH-Probe-A BMEAF STV ET. AKREHZBWTIX, "7V F
AEB—2 g VIBHRIZBWTHREZELTEY, ZORINARY FUZEWTIE 523.7 nm 1T Amax
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#H95 LSPR A ROWINNELNE LT (K5 A). ZokEHRIL, 4 LRRE, ATV EAE—
3 UM Z 570 SH-ssDNA 47 / b3 EHZ B W T BORBEIC RE R B bN W L 2R LB
nF9.

Absorbance
o o
» [o4]

o
~

0.0 | 1 1 1
300 400 500 600 700 800

Wavelength / nm
5. SH-Probe-A 3 L " SH-Target-A {&ffi4 7/ ki1 D
NATYEA = a OIS KOS BRI A2 b

A: =z he—n4 270 (0 mM NaCl H Ciij# L 7= SH-Probe-A &
fii4:) / ki), B~F:0, 50, 100, 200, 500 mM NaCl H TR L 7=
SH-Probe-A 5 X U SH-Target-A {&fifi4:7 / ki1

ZHUZXKL, 0mM NaCl FCHRE L4 /R 1A 123.2 431 ® SH-Probe-A & 108.8 451
7 SH-Target-A 2MERfi STV 58T/ K+ DIRAFE (X5 B) TiX, #BtO AR Rins Ha~ZM
LTWHZENMYELIE. £LT, TOWNANRT FAZEWTIE Amax 23 601.1 nm ~> 7 ML
TS ERFFHTRIN AN U7 B — R O~EELTWDH 2 ERHLMNERY E L. find L7z
LBV, &7 /KO LSPR HROWRINITE Doy BURiEA Sk L, BHEIC L > T r— Rig AT hL
~EBELET (K3). L7zn-T, SH-Probe-A & SH-Target-A HlD/NNA 7 U XA ¥ — 3k
- T SH-ssDNA &fifi4F /i B OEEEZFHET D Z LRI E L.

—7J7, SH-ssDNA {&fifid: 7 / ki 1% TS B0 NaCl IBENFm L 72 b &, REloaoZkid=a > b
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o—LH 7L (K5 A) ISESE, WINARZ FUZBWT S Amax DERERI~Y 7 b5 & R
WZFE ORI L, % —T 7R AT b~ L TWAZ ERSND L (82).

T2 NATVEAL =23 U BIIBITS
SH-ssDNA &4 7/ hi 1 ORI E & F O s

&7/ #F~0 SH-ssDNA &g ©

NaCl i fE @ (molecules/particle) BRRIGEE — BRARIEE
(i) SH-Probe-A SH-Target-A (nm) =831+ SWAE
0 123.2 108.8 601.1 0.27
50 277.8 240.3 585.3 0.33
100 371.9 351.7 534.0 0.64
200 472.5 433.0 530.3 0.69
500 528.9 491.8 528.7 0.91

a) &7/ HF~D SH-ssDNA {E8fiEE D NaCl j2EE
b) ® 2 (b) hE{ONT-1E

INEORRIT, &7/ K~ SH-ssDNA DEHEN, ATV ZA L= a3 /X DEHEICE
Beb52 5 LR LTWET. &7 JRFICEM S e SH-ssDNA 1%, EHITHAET D U RN
HOBRMEATLOHENFIE LTEH —F5, MHMr972 SH-ssDNA DA T U F A B —a
FEIhE LTHELET. 2F0, & /hiF~0 SH-ssDNA DEMEN L 25 L, U UBEdk
DOFFEAFANERT 5 2 & ThFHOEENE S, #1 SH-ssDNA OEffi&ENR DL ng T
VEAR—=a N> TELGINC KV EERFERSNASLT R EHATL LR TEET (X
6).

van der Waals
Attraction

Hybridization
Interaction

‘ Electrostatic Repulsion ’

6. SH-ssDNA {Efifii< 7/ KM O AAFEH
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|4 N TUFLE—LaVITHES SH-ssDNA i+ /T DXL

BIETIE, FEMR72REES 2 A3 5 SH-ssDNA #&ffiL7-4F /i +Tlx, "M TV XA EB—va
WZ Lo THEll S LD EEEDS SH-ssDNA OEfiEIC L > TRELSEEZ IFHZ LERLELEE. —7,
TR R RO T e —7 L LTHWD5GE, BHERTH DR IOk 2 Bk s 2
L7720 FEF. £ 2T, SH-Probe-A &fii4T) / Kit-OnA TV HZAB—2 a AEEEZKGIRE) -~ A 7
237 2 (QCM) JEIC K VRl 24TV E L7z,

QCM HEIZIE, 27 MHz OEEARERE 2 A3 2KBIREI 27 NI v & o ATz L0 JE B

ZEHUIT 5 A7 A (Affinix QN Pro, £ =37 4) Z#HWE L7, £z, B —3&EMEHFTD
KepfRE 2 LE L7z, QCM MIE TIE, /KRB FomEHZEvE (AF) &EmKRn~DEEA
fif (Am) OBfRIZX Sauerbrey & MHEN A LU FA TR INET. 42

2F;
AF=————2 _Am 1)

A\ Pty
2T, Fo lBUKSEE T O EAE S (27 x 106 Hz), A3KSEE T OB MOEE, pq 1K
DEE (2.65gem™3), Z LT uq FIKEOTAWILT (2.95x 1013 g m-1s-2) T FEARFE LN 27
MHz O KBIRE 1 D54, 1 Hz O FIR R T EMR EI2H8) T 0.61 nglem2 OEBEAMICHY LET.
Fo, AWFHETITIE Y ERMEIZ ’féfi’%{m%ﬁﬂﬁ#ét 2, WERORMEENDORELEZ T 720 F2 LT
N2 BB e TR 21TV E LTz, 4

Gold Nanoparticle

s 555 @ @

Quartz Crystal
7. QCM & DI

TIZHEFEOMIENZ R LET. HOUOeEmE AT 2KEIRE 2 BFE T 7 A2 Lok
W L7-1%, SH-Probe-A & HH#IRI7eESIZ AT %5 SH-Target-A OEE/LEZITWE LT (K 7 A).
SH-Target-A O & EALIE, 50 uM @ SH-target-A % 100 mM NaCl, 0.5 wt% Triton X-100 % & 7» 10 mM

Copyright © 2016, Japan Aviation Electronics Industry, Ltd. 22T FH#R No. 38 (2016. 3)
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PB (pH 7.0) T 25°CIZTC 2GS HEDL 2 L TITWE LIz, A TV E A B— 3 VORIEIR,
SH-target-A [# &bk EIEE) 12 % L C SH-Probe-A {Effi4: 7 / Ki 1% 250 mM NaCl, 0.5wt% Triton
X-100 Z&#e 10 mM PB (pH 7.0) ([Z¥HIL, 25°C I TIfTWE L7z (X 7B).

SH-Target-A [EE{L/KEIREN 7125 LT, 1 nM @ SH-ssDNA &ffi4:7 / ki1 % it S 72D F2
JAR B LA X 8 IRk LET. W, SH-ssDNA &) /RO T, 1ki+% 101 L TH#H
BLUE L M7 n—7Cd 5 SH-Probe-B & &6 L7-4F / ki1 (&) ki1 1R 7249 110.9
57 F @ SH-Probe-B 2MES) D56, % OJEMEHA 1T 151 + 13 Hz THIAT 5 Z & 300 £ L7 [
8 (a)]. ZauTxL, FM 7 0 —7"T& % SH-Probe-A % 0 mM NaCl H1 &R L, 1R 14 123.2
7@ SH-Probe-A 2MEffi ST WD 4T/ ki +O%E, sUEHRIN 30 /3 #2145/ 8273 Hz 8 L
F L [K8WM)]. ZOREMND, FMMESIA A3 5 SH-Probe-A Effi<x ) / Wi 7-1%, KiiREE)I7- E
W EEAL S 47 SH-Target-A 12k L CREBEAIC T D Z EnnaivE L=, —J, 500 mM NaCl
RC/ERL L 72 1R 1240 528.9 41 SH-Probe-A 2MESf S ui=4:) 7 BTk, BEEHRINE 30 D
B CORBREA N 6892 Hz THH Z L0130 £ L7 [K8(@©)]. ZdZ &, SH-Probe-A ®
B L > TE&F 2 hi+7 ua—7 0 SH-Target-A (ZxIT ARIGENRRD Z ENRHLNERD F L
7.

2000

§ SH-ssDNA-AuNPs (a)

-2000 -

-4000 -

-6000 |-
()

Frequency change in F2 / Hz

-8000

(b)

-10000 1 1 1 1 | 1 1 1
0 1000 2000 3000 4000

Time/s

8. 1 nM SH-ssDNA {&fii4: / b DIRIN & b 72 5 B
(@) 1 Ki ¥V 110.9 431 SH-Probe-B NMEfi S =47 / ki
(b) 1 K2 v 123.2 451D SH-Probe-A 2NMER SN /-4F / ki
(¢) 1 Ri¥4 v 528.9 451D SH-Probe-A MMEfi S 7=4F /) ki1

&IZ, SH-Probe-A &4/ Kif-DA TV HAB— a3 ENEZ EEICTHET 5720, 81/)%
fEHT 21TV VE L7z, SH-Target-A % [EE(L L7 /KEIRE) -12%F LT, 0 mM NaCl FCili#E L7z 1 K1
WY 123.2 457D SH-Probe-A MERFi SN TW A 4T/ kit% 0.5~3.5 nM IS L7254 0 F2 J&8 K
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DORBEEAZK 9IR LET. ZOfEE, N4 2 SH-Probe-A &4/ hiDIEEN FH-9 5120
WV, B E (REE) DREL 25 LFEFFICEDONIGERENERLS 25 2 ENgnn £ L.

SH-Probe-A-AuNPs

-4000

-8000

Frequency change in F2 / Hz

-12000

| 1 1
0 500 1000 1500 2000
Time/s

9. SH-Probe-A &4/ FIFDARMIZE LS BRHEL

ATV EAEB— 3 %I LTz SH-Probe-A &fifi4x 7 / Ki 1 & SH-Target-A & O AERIZHIT D
g et (Ka) I CRiid c&E £

Kd =ﬂ—k_/k+ 2)

PITT
ZZ<, [Pl, [T], [C] 1%, SH-Probe-A {&fifix7 / Hi1, SH-Target-A, BLONA TV XA E—T 3
VNICK VR ENHIEAEORETT. Fo, ke & kb I THEAEEEL & MBEHEE EHI /0 9.
QCM HIE T H AL 5 B b &I, SH-Probe-A Effidx T / Ki - OfEGRICHE 5 Z LR TX,
RfE] ¢ 1231T DR E (LR (AF) 1%, RO LIRS NET.

AF, = AF_ (1-exp(—(1/7)-1) (3)
Z 2T, AF., I3 COREEEEEZBR L TRBY, T LT, REH (9 1%, R TRBR TE £ 9. 4449
l/r=k[P]+k (4)

QCM DJEFE ORI DT — 2 %2 X@) 1L D7 4 v T 4> T HITHZET, AF., BLOR 1 A
BoNET. M10A (2 1R 4D 123.2 531D SH-Probe-A Z{Effi L7=47 / Wi 1-128 5 2 JAH 5k D
I (K9 ool ol ZEECHLTTrey bLEboa s LET. K@) 6w, 1 &
BT R T e — T ORBEORICAIR K 0 & RSB e R B LR, M AR e (k) 13 11.0
X 105 M1 s, fiRBfEsEEs (k) 12 2.2%x104s1 THDHZ R0 £ L. 2 LT, fRiiet (Ka)
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%, @) £V o02nM ERELORE L.

0.006
—m—A

0B
0.005

0.004

0.003

t1/s-1

0.002

0.001

0.000 . . . .
0.0 2.0 4.0 6.0 8.0

Concentration of SH-Probe-A
attached gold nanoparticles / nM

%] 10. SH-Probe- Aﬂkﬁﬂiéﬂ‘/ﬂu? Birs
INA TV HA B =2 3 RO 28 ) SRR R

A 1RI1Y4 Y 123.2 43 F D SH-Probe-A NMEfi STV
4T ki, B: 1K +H Y 528.9 45+ ® SH-Probe-A
MEMi S T\WB 48T/ ki

AR, 500 mM NaCl ([Z CH# L7z 1 i %4V 528.9 771 ® SH-Probe-A MEffi ST\ D47/
BLAIZRBW T 21TV E L, Bonz ol ZiREICH LT ey FLIEbD%Z, 10 BIZ/RLE
T ZOBYRERRE Y, FEEETER (k) B X OMHERE TR (k) 1%, £ 3.3x 106 M1s1
2.6x104s1ERFEVY, MEEES (K) 130.8nM & AELONE L (R 3). ZOHEE, 0 mM NaCl
T CE# L7= SH-Probe-A {&fifi4:F / ki 1%, 500 mM NaCl (& T U= slEHZ b5 & E 4K

(k+) 333 EREVEL > TWDDIZKE L, MHEREER (k) TIEREREDRNI EN51Y
F L7z, £ LT, SH-Target-A (x5 2L, 500 mM NaCl |2 THi%% L 7= SH-Probe-A & fifi4: 7
JRIAIZH, 0 mM NaCl T T L72RB TIIf 4 fEmn Z EVRENE L. ZRH DR
SH-ssDNA &fii4:F / kit-DA 7 ) A ¥ —2 3 ViFE, SH-ssDNA OEffiENKE < &5 L,
FRCREEHREER (k) IS L THBEEZA D ZERHALNERD E L.

ATTEIZ BV C, SH-ssDNA O ESHICHFEET 2 Y VEeikic k4 2 ABAIL, B L7487/ ki1
DFFENFRNE LT E, ZONEIRBICEEL L2222 RLE L. RIS, KR
SH-ssDNA D427/ K-~ DER B AER) DNA & OMHAEAERIZHBNT H%a‘ﬂéﬁ%jjmﬁrﬁ L, ZDOA
TVEAB—a AGENEET L LR ENE L.
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# 3. SH-Probe-A & fii4:7) / ki1 & SH-Target-A OFHAIERICE T S
FEEEME TS (he), MBEHETEE (), BIUOWREEEHR (K)

NaCr” SHi:;bjeﬁzT@aﬁ)fﬁE K " K
(mM) (molecules/pargcle) (10°M's™) (10™s™) (nM)
0 123.2 11.0 22 0.2
500 528.9 3.3 26 0.8

a) SH-Probe-A 1&8fi 7/ K FARERED NaCl B E
b) R(5) £RLE=A—T T4 v T 1 L& YBENIE
o) ®(2) & YHEHLI-fE
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|5 FED

AT, /R 2 AR FRBEINSICHT 2200 R#ERF L LT, AV IX7 LA F R
(ssDNA) ZAEMi Lic@T /KT DA TV ZA L= a AFEICB L CGEICHAEZ TV E Lz,
HIMHO72 168 > SH-ssDNA % (58 L 7= &7/ K T OIRAFEHCB W TL, N A 7Y F A ¥ —va
Lo THESNDEERIC SH-ssDNA OEMES RS S FHT LI LR £LE. £,
SH-ssDNA {Efific:7 / Kif- DA 7V XA B =2 a ARMEICE U CBU A 2 Vv TillEE 217 - 72
#, SH-ssDNA OEEFEARMNT 2100, FEEMEEEN NS <D = & THIMENRDT 2 2
LEWLMCLE L. LLEOfERIE, SH-ssDNA OESITIFET 5 U B0 & B Of &R
FRAIBKE T OSBRI & N 7Y F A= 3 UIEHEICRE S BET 5 2 LRl LTH Y,

SH-ssDNA OEHiE T OEMELHIHTE 52 L 2R L THBY £§. 0

72, ARCRLE T 0 =T 3T OEMRTERS FIHEZ RET 5 TR, RS FRIET0—7
ZRET L ETHMNRFTETH Y, ARITBIE T 2100 & T 5 /31 A~ — I ORI FEBUFAT HA B %
SEFELTOEENEBELTEY £
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