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Plasmonic waveguiding remote surface enhanced fluorescence microscopy
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In this study, we aimed to develop a new "remote-excitation probe-enhanced
fluorescence (RE-TEF) microscope™ with high spatial resolution of less than 10 nm by introducing
silver nanowires (AgNWs) of 100 nm in diameter and several tens of um in length, chemically
synthesized to function as a plasmon waveguide, on an AFM cantilever In this study, we comparatively

developed a method of galvanic substitution reaction, photo-induced local deposition of gold
nanoparticles, and alignment of two AgNWs to couple far-field light in propagating plamons. These

probes enable spectral mapping with a spatial resolution of about 50-100 nm, which is useful for
novel optical DNA mapping analysis.

DNA



# X C-19, F-19—-1, Z—19 (Gt@)

1. FEBBYFIOER

ENZERI S RAE 2 AT 2 P BEMEE & LT, 2014 4EIT ) —~UALSEE 2 157 ARG 2 O BRI GE
N D, ZHEDOZEMFFREIZEA nm 225 100 nm FEETH Y . BHRA (200~300nm) L Y
HIENTEWIIRREAR T DD, Z OB GEOCBAMER O BREVIGH & LT B AT o —
DTHLHNDNA ~ v B VI L72@ENRZET 5% (Nucl. Acids Res. 2014, 42, 50 72 &),
BERDIEDNA ~ v B 7 X OEEOE W~ v B 7N ARETH 0 | ERZKI~D BRI &
NEEITHDH, LnLians, ilBHERIZ DNA 25| S MIZT B8N H D, ToFEMEL
HAICIEOSE N TLE I 720, HEHENTICHRRIN 20> TLE D 2 &, F-2MoMie
100 ERESHFREEIC L EEDH T &R E LTSN TS, DNA vy B 7O L 9 ITRE TH
BradT o oIS L7z ik & LT, BESHETREOEIAMEE (TEF) Az ond (K174£), =
DIFIETIE, il Lz E8E 7 v — 7 el Ol SN 5 RfERIn 7 7 XE &2 FH LT, 3k
DHE T~ % [ AT IGRENE L7223 GEHII 5, £ D72 Bt ORIk L & b IZEtB b &
WZE S FRRE T DS 72, DNA OF | SHIXSNEASZ R D BT T&, DNA v v &
Ve Ll L ik TH D, L LA b, TEF OZERMafEEEIE. WEZHA nm 225 nm
REICLEEE>TWND, OB E LT, (1) Fu—7 Rt AT D hoatsy 1750
BB CRIFFIZHIR ST LEV, TS & 720> T L EWEMOMEEN E23 5720,
(2) Fu—75 0 BET 5 AN E R R TR OE S FA ST LE S 2 en
FFons (K1), £0=d, TEF #Y6 DNA v v B 7 SH LZER IR, ~ vy BV IR
BPESIZHEILTLE) ZENRBRERBEL 2D, TOD, HESORKIZFI R S0
iz 7¢ TEF FhiEiE OB N EEN S,

2. FRDOEW

AR T, AEHIC LD~y BV I REEZGI SR ST, BICEmWZERSFEL T D5
SHYRBEIREEIE A BT D700, U E SR L C& 7T Xe U E AT L8z
72 TUE— Mhfdae s « 7~ U8l 2RI L728i7272 TEF Ve —7 2%+ 52 L2 AL
Lz, ZHIUC LY RS EZEMOMRIES AT 28727206 DNA ~ » ¥ 2 7 O JEHi 2 Al
% (K14),

HEE DS H A AL TR T SR IBME
'd
/tﬁﬂiﬁiﬁ%iﬁﬁlﬁﬁ PREHERBLIAMER A 1JE—KEhES TEF
(SNOM) (TEF)
‘%’ KhvTILyg AuNP
KAk
~50 nm ) E—RREE ﬁ,ﬁ*’
DD
HESERE ~50nm HEHBL(S00nm) £ KD S FERIE WO/
AFMZBERE > 50 nm S2253 B 50~ 500 nm
AFMAFERE <1 nm -)?%_L‘EFEEI%‘QZEE (<10 nm)
> (ELZRR S R A PEARBBLGL
Y SEEEBEBY (TUEVTISREHY) | SeeuiERiREtd

1 WHEt s & e H



3. BRDFE

AMFFETIL, SREIFSEE D3BHFE LT8R T / U A v — (AgNW) 7' — 7 PREHE5R 7 ~ > (TERS) -
WCTEMET (TEF) &, 77 XEVERKAFIH L2 ) €— MNihi2 2T, UE— M
L TEF ZFEBLT 5, AgNW & 77 XE Ak e L CHIA L7 TU E— M) 1%, 4%E
FDN 2009 AEIZHI O THEZE L= (Uji-i eral. Nano Lett 2019,9,995.), L7>L. TERS=° TEF T, U
E— MR T H7DITE, OB v TV TRA U e AgNW _EOIEENLEISERR T 5 M2
bHN, BATEFNIHRA > NEAERT 5 FIENGEE L olz, K70 v=7 T, el
TV EAREL T D AGNW T —T %, HANZy 7 BRSNS T VBT RY > Mk
REEMMALTCHREL, TORMEIT> 72,

4. HFERRE
et v TV v TRA v MEETHIO 70, EFH A=y 2 IRERT RS » MEER L,
(1) HrR=w 78 1) A v —&iEl
SRKHICBES D & HAn=y sEr | @),

RISAE S O T ) 04 Y —RE A s whot A
MT L H MG END (2a), T/ puician e, S
AgNW \Q AuClg"+3¢™ - Au+dCI”
A Y —REIZT ) A— bV AT =L O, (b) (c)
[
MTCEBTD Hh v TV I RA v bk AGNW AirsEhed > 4

AgNW v
VB S D, ZOHNN= w7 K5k SH7-4R
F/ U A ¥ — (Au-etched AgNW) TiL, 224 200 oon /? 500
EIMER SN Z ERHY, (M 2c) TAY¥— 2 @ H NNy s E R,
DOHEREITREEAMEL 72> T LEW. TEF I L3 | WAgNW @ SEM £ . (c)Au-etched
RE R REY TH S T LA by | AENW O SEME
o7, LnL, REEET DULENLVWEGIIIFIAARETH Y, K v =7 M CIEki
BT aHHO ) T— FihlE 7 0 —7 & U COMEREZ M L 7=, ARKEIX. American Chemical
Society(ACS)? Chemical Analysis 93, 5037 — 5045 (202 1)\ [EFE &3m0 & LTRE L,

(2) RETRY Y bk WA= I RISED L DI AgNW OFREE LS Z L7al | &7 /K
¥ (Au NP) %2 AgNW OLEANEICEE T 572012, Y RE R OFHERET /b7 Ry
v MEZ Y E— MNh 7 e — 7 ERICEH LTz, =y 7 BOSZ Il 2 72012, OGS
O pH EFE< (pH > 10) RE LT, TEF D7 —7 & LTCHRIHATEZD, £9 AgNW 20 0 F

(a) (b)

AgNW HAuCl, (aq)

AFMA > F l//\—AgNW At/ WF

X3 (@) HeT Ry MEOHEAR, b) &THRYDy ba& Lizilsro AgNW o SEM
&,




LA—SETEA LRI T R Yy 2T o 0ERH D, K Bal Rt L Iic, Fu—7 %k
(A L7z AgNW &2 AL RKIRIRICIRK S, REMEIC R L —— a2 ErT52 &
T (X 3a), AgNW KHEIZHEED Au NPs ZATH S5 Z L2 Lz (KM 3b), 207 rn—7
ERHWDZ LT, UE— MRS AEETH D Z L IIMR L, BitEkE, 9 EmEEE2LE L
L7Z2WHIIBNIEGR T <~ 0% T, 7u—7 L L TCOMREZEM L 7=, F D% L American
Chemical Society(ACS) ACS Appl. Nano Mater. 4, 9886—-9894 (2021)|Z [EFSIEFH S & L THE L=,
IO —7 I IREERICM A L2HEEZHFLTHY, UVE— Mihk TEF Ho 7' rm—7 & LTF|
422 LIXAHETH B0, ORI DNA = v 2 77 B9kt 2 S8 & 4 5 I
TS TR WS ERBEONE o=, 2T, & RO DR NN I TT T R A
RLELTESTLEDZ L, Ay TV U IEMUNT L AuNP #53 TT 7 XEVDRHFE
TIFBUCEM SN TLE) 2R ENHBATHDL EEZXLND,

(3) &=— 1

PREHEIRBAMEBE T, B0 HR R 6T T~ UL
B L T 22 L b Th D (BEHERT ~
VHGEL : TERS EFEIEIND), BT R v b AgNW
AR T DT, AgNW % pH F53E L 7= i b4k
IR, 2 BE L7 < & b AgNW EialE4:
HWECTa—hrshsd (KW4), Zo&=a—F
AgNW(Ag@Au NW)28 TERS 711 —7" & L Tk
BEERTIEEATn Y=/ FTRIE L, 4a
T, =R F/Fa2a—70 TERS B ThHD, (b)

Ag@AuNW Z WS HIZ XD | 5 nm fRE D=y - — A
fREENFF DT, £72. TERS BOKHTTI v A
NI MVEEBDZENTETEY, b 2T & -
INTEWME R/ A R TAAT FVHIE S AT RE ““)\J ]
b5z LA L, K70V FTHIAME L 00 Ra"(‘é’,',‘ls')““ s
Tz T E— MphEBRBHEmEE) S I13RR D, ¥ 4 (@) &=—  AgNW (Ag@Au
ZZTRTVUBEAFIN LTV 578, Jt DNA < gﬁ%i:;“%ﬁééigggg?
BT EHRT v CBELTITO 2B AEETHD | (b) QD A STHELE T~ A
B, R BIEIER T %, ASEHE, TheRoyal | 7 F/Ye

(a) -

Ag@Au NW-L

Intensity o
(cps) 3

ooo

Society of Chemistry (RSC) @ Nanoscale, 14, 5439 —
5446 (2022)ICEFRIE GRS E LTHRE L

(4) Two Wire i&

o R A S RALVA (e el oA N 1 s R R A R
T, ATV THRA L R EHATLENDY
WO BEHNEEER L, U E— N ERe iR YA
MEBEEHOFHL T 7 —7 OIERIZITE Lz, L
LA S, Jt DNA = v B2 7D & 5 2 Es etk
HA 03 LT IS, Zottesrd s | K5 TwoWire 7m—70 SEM &

TlEehrolz, ZHUTADR L7z B0 &7/



KAWL TTITXEURHELTCLESTWNAILICERLTVWS EBLELTWD, Iy
BET HT20I2IF, & TIERBEZ I TV TRA L NOMELETHZ ENREELLY, L,
R KT E ERROKRT RS v METHHEEL Z L3R TH -7, 2072, F ki1 Tk
R IRTF ) UL —ZDEDEH TV T RA U MCFAT D Z L BRI, BRI,
S5IRTEIC2ARDF ) UA ¥ —%YATIZW_TAFM B > F L 3— EIZE A L7z TwoWire
T —T BT Lo, AgNW 28 2 AW A TV D ERSICE S 28T 5 &, aiRk7 7 X
EUNEIE S, X5 T AgNW 3 1 ARIZ72 > TWDEMAPEIE T7 7 XE U Mail L, Joi
TRIET 2, ZORAMEAL LT T XE L THtZiE T 5 Z LN ARETH Y | BIfE 30 nm FEEE
DZEMIMREE TER L TWD, F721~3 TRBISNTZEeT /R FNrbDRNICED /A4 X
DOFE SRR S, mVMES /A XHTO TEF JENWRETHH Z L&l LTz, 207 r—
7 OVERERHAL 72 VX ERRILETR L & L TR TETH 228, AR Y £ — hphEt e a0 -
T~ VBB OT e —T L LTHENRBERHTHY, SHB S ORDMBEMET D5 TETH D,

Uk A7vv=r FTlE, VE— NhEZATREL 357 7 X B K Y v —7 % 3 FER
To ZRHICED, BEHERT ~ BEMEETIL S nm, ZREMESREOCEAMEE CII 30 nm DZER] 4y
fRREZ FH 5 Z LTI LIz, T b ZEMAREITHA > T~ ThDH, 41%. DNA +
v B TRH R G IRNT T EERZ BT~ OIS IR LTV <,



Wolf Mathias Hirai Kenji Toyouchi Shuichi Fron Eduard Peeters Wannes De Feyter Steven 56
Uji-i Hiroshi
Label-free visualization of heterogeneities and defects in metal organic frameworks using 2020

nonlinear optics

Chemical Communications

13331 13334

DOl
10.1039/d0cc05470d

Yamaguchi Kazushi Otomo Kohei Kozawa Yuichi Tsutsumi Motosuke Inose Tomoko Hirai Kenji 6

Sato Shunichi Nemoto Tomomi Uji-i Hiroshi

Adaptive Optical Two-Photon Microscopy for Surface-Profiled Living Biological Specimens 2020

ACS Omega 438 447
DOl

10.1021/acsomega.0c04888

Ricci Monica Fortuni Beatrice Vitale Raffaele Zhang Qiang Fujita Yasuhiko Toyouchi 93

Shuichi Lu Gang Rocha Susana Inose Tomoko Uji-i Hiroshi

Gold-Etched Silver Nanowire Endoscopy: Toward a Widely Accessible Platform for Surface-Enhanced 2021

Raman Scattering-Based Analysis in Living Cells

Analytical Chemistry 5037 5045
DOl

10.1021/acs.analchem.0c04120

Ricci Monica Fortuni Beatrice Vitale Raffaele Zhang Qiang Fujita Yasuhiko Toyouchi 93

Shuichi Lu Gang Rocha Susana Inose Tomoko Uji-i Hiroshi

Gold-Etched Silver Nanowire Endoscopy: Toward a Widely Accessible Platform for Surface-Enhanced 2021

Raman Scattering-Based Analysis in Living Cells

Analytical Chemistry 5037 5045

Dol
10.1021/acs-analchem.0c04120




Zhang Qiang Inose Tomoko Ricci Monica Li Jiangtao Tian Ya Wen Han Toyouchi Shuichi Fron 4

Eduard Ngoc Dao Anh Thi Kasai Hitoshi Rocha Susana Hirai Kenji Fortuni Beatrice Uji-i

Hiroshi

Gold-Photodeposited Silver Nanowire Endoscopy for Cytosolic and Nuclear pH Sensing 2021

ACS Applied Nano Materials 9886 9894
DOl

10.1021/acsanm.1c02363

Wen Han Inose Tomoko Hirai Kenji Akashi Taiki Sugioka Shoji Li Jiangtao Peeters Wannes 14

Fron Eduard Fortuni Beatrice Nakata Yoshihiko Rocha Susana Toyouchi Shuichi Fujita

Yasuhiko Uji-i Hiroshi

Gold-coated silver nanowires for long lifetime AFM-TERS probes 2022

Nanoscale 5439 5446
DOl

10.1039/D1NR07833J

Wolf Mathias Toyouchi Shuichi Walke Peter Umemoto Kazuki Masuhara Akito Fukumura Hiroshi 12

Takano Yuta Yamada Michio Hirai Kenji Fron Eduard Uji-i Hiroshi

Li@C60 thin films: characterization and nonlinear optical properties 2022

RSC Advances 389 394

DOl
10.1039/D1RA08051B

81

2020




81

2020

Hiroya Saito, Han Wen, Tomoko Inose, Kenji Hirai, Hiroshi Uji-i

Length controlled AFM-AgNW probes for TERS

69

2021

Han Wen, Syoji Sugioka, Naoyuki Kanda, Jiangtao Li, Tomoko Inose, Yasumitsu Miyata, Yusuke Nakanishi, Kenji Hirai, Yasuhiko
Fujita, Hiroshi Uji-i

Nanoscale characterisation of carbon nanomaterials using tip-enhanced Raman spectroscopy

69

2021

Hiroshi Uji-i

Nanowire Single-cell endoscopy

Nanomeet2021

2021




Hiroshi Uji-i

Single cell Endoscopy - Enhanced Raman spectroscopy inside a live cell -

42

2022

Beatrice Fortuni, , , s s

"Au-coating Silver Nanowire based TERS probe How high EF and long lifetime can we get?"

2022 69

2022

Hiroshi Uji-i

Nanowire-based nanoscopy

Pacifichem 2020 Congress

2021

(INOSE Tomoko)

(10772296) (14301)







