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We have prepared an optical cavity with ~10um long, and resonate the

vibrational transition of liquid crystalline molecule and a mid-infrared cavity photon to form a new
quasiparticle called vibrational polaritons. We discuss the influence of phase transition from
isotropic to smectic A phase on the Rabi splitting parameter, based on the angle-dependent
transmittance spectroscopy. We could successfully observe the strong coupling in both phases. The
Rabi splitting parameter, which represents the intensity of light-matter interaction, is largest for
smectic phase with electric field parallel to the molecular director axis. These results supports
that the macroscopic collective transition dipole moment is formed as a result of the molecular
alignment. Since the Rabi splitting determines the upper and lower polariton energy, such phenomena
result in the shift of the transmission frequency of the microcavity. This phenomenon can be applied
for the optical switching applications.



B X C—19, F—19—1. Z—19 ()

1. BFFEBHAAE S WO &

WERZ U b b3 v 7 ¢ RICH LIAD DTt T & 5 T OIRE = 1L — 39RO AR
%z Lo odhig L7/ (REEAIIRIE) . MENRIS Y Go TR SN HiT- & IREETH
Do W, IREVR T U R REEFIAT S 2 Lk o T ALRRE O SIS EBN LT 5 B8
R0, BT D ROSAERDE O LR 2 I 55072 ERME SN TEY . $y 7 ¢ &fil
L UCHIA L7z 2246 P BOS O, SRS GIRB 2RI L2 B7e et DBt 72 & &%
JERFEHTIER SN TN D,

2. WMEDBH
BERE SN TS, ALFARIGD KSTEBDOZAL DRI & &35 &S G - — A > b

DIEBIPMEFLIEDRT 2 v /VHlE O JHFHEIEIC ED X ) REBRE 52 5 DONTHONT, &
FIEREGRHAESLET VORENRINTWVDHDOD, Z O HORARR) 2B TBAE S
TRV, ZO XD REHE T, e OB L 2R ROBERZ WA AN T-FHE I
L0 BIEOHBEMIE 28 CHIEFICREE R ENLE L 25, RIFETIE, B
ISHEI~DIEHEZ B L, BEE— A NOBRMN ST & ¥ v BT 4 KT OfEE DRI OFREE
ThbdTERHNRTA—=FIIREFTHECONT, ERrERRD, 72, BEIRT Y L0
B A A T2 7 ZFH A BEEIChRANR L 7T 0 — T EBRROREE T, S ORFTE~D
W& 72 DB R DML 7 BT,

3. WD HIE
RELPITODFEREITo T2, —2I1F 7 — U ZEBHRIM P EEEFETIR) 2 FH Lz E w0k
RECTOBRNZESWIREHARZ Y hroBlllTh s, £7 . FIRALEHTIADLIF v ET 4
DIEREAT -T2, CaF2 HEARIZEBE ARy HIZL - THEAELIT—E L, 2KDOIT7—[o

R Th e ki A R QNI E |- P .

Flow cell

Do TIRE E LT 57 7 7 N —F—
RRGFHETED LI ¥y BT 4 DU %
Tolz, AEKRFHZBRANRT MVOKE L
ZOFHHIZ L > T, BBt X v BT 10+
MOMEAEROIEEL 725 7 5T 2

— S DRARETo T, b DOl P MR /
R 7T 0 — 7 ERROWE LB IER Fomaionof

vibrational-polariton
X1 PSS BT o OB

TTNOBTH D, ZNZIUTOWTLL
TR %,

4. BFIEAR

(1) FTIR (X DIREAR T U b o REED & H BRI

ORIEFE, FHGFIEOMEL

FT. REIART U S URBOMER & OFFIEOMESL A A T, By & LT DPPA(Y 7
== VARAR I ATV R), K3[Fe(CN)I6 K&K, K4[Fe(CN)I6 Kk E2MMA L, Zh
DIXT 7T JHFERITT VHEERD, KL CO2 DRI EER LW & Z AN ERDTZDIZ
IREVRZ U h o OERIZHEL TWD, BHNZENT 2% ¥ 7 1 13 CaF2 4% 10~15




mEAELLLOEFA L, K1IRT LI, fIEDESDASN—F &8t Z & TIEIE
ZDAR—YDEZRDOF ¥ BT 4 ZAEKT D2 ENTE, WL OMDMHITEEZDZ LT
X ¥ T 4 BOWHEIT Y, RO AR Harrick #8)2FH L, 22—V DE ST
12~25um I L7z, F¥ 7 4 I 7—OFHEELZMHFAL T, 777V Xm—FP)7 Vv
DB ZIT T2, WICZDOF v BT 4 ITRIEEEIZ ) O TEAL, =5y T 50 F
FEE X v BT 4= RBRHET DL, FPOMDMIT, FBOIZE > TREROFEEZTT-
Too LG LA, K2 TRT R, o FIREOEEER A A THANT 2 SOFEFED & —
IHRBND, ZTHITZUPLP O —2DOAR7 Y hrE— NZHIGET 5, 7 B0 ORI 72
g (FF 2—=27=0) OMERDNLRWED, AERGFOFEREGFH %47, UPLP M
J OGS EEAR A FHT 5 Z E MDA o7z, BHNIERICONWT T EHR, RELO T
AR XNV — FYET AN ZRNF—DENENEERE LT 4 T 4 T &AT
WV BEPEO BRI HNZ(X3), T EH0RIT 64em? &R S, IRENE— FOMRIE.
FP E— FOBBEDONTIN LY b RE | BHESIREBRER SN TVD Z LA SNz, [
72 HE % Ks[Fe(CN)]6 KV, Ka[Fe(CN)]e KIEHE Z FAVTITV, W DOEEIZ b IRAES
WREIZEEL TV D Z & 2R LT,

0.30+
1.04 neat (l)DDPPA r5
— e i
= 084 — {20 i i UP
5 160 i 0.29
g 06 ® S
s -« g 3
g 0.4 ;') 5;028—
£ 3 o
£ 0.2 8 S
& 0.0 N 0.27
'0'21’”}”””(”'/‘ SRR Rt N ._.._._.-—0—0—0"""///LP
0.26
2050 2100 2150 2200 2250 2300 T T 1
wavenumber (cm’) 0.0 0.2 0.4 0.6
angle (rad.)
¥ 2 DPPA O EIKAFHHFTART b [4 3 DPPA DR Z Y b o4y ihi

QLT DL & T & 2o B IEFEAT

EEHNE— RO R X —0D 10% L D b RE < 70D R4 AR L FFO, #RE)R
U N CTERROEEN I VBFICENDS DO L HifFSD, LV RERTEHAEZEBNT 57
DIIFEBEEZH T LD, BEE— AL FPE2RELTLHIENEETH L, BEIT V7R
TIRHEEF—ELRY, P TOEBE—A L MIDTFEBICL > TREDLZD, RESTHE
FEEL VY, L LR By FRLM AT AN E T 22 A0 0 b e il M L72IREBIC e o &0 2
R TI7ERRIIBMBITHERTLLERIOND, BMZEHiZ D2 LNBBMESREZGL720
DFELLTHTODL EEZEZBND, £ 2T, FEHSAMOELAPREE~ ORI 2 B S
DML TaxtR e Lo, FEEIZ L D 7 ERROELIZOWTRIEEIT o 72, REHII 4-
Cyano-4'-n-octylbiphenyl (8CB) % H\ 7z, I TIZA AT T ¢ v 7 AE 72V ECRIREE & 72
P MMEMZ LY 40°CLUL ETHEGINDAM O & 725, IREETEE TRE 2 sl Bk L2 vy, R
WRECHEGIREEAZ BT 2 2 LN TE T, ZT0%, REEZTFNTFHZLICL-oTARAI T 4 v
7 AM~OEE BAGMEOHBENBHI SNz, ¥y ET A REZFELLRWGSE, 7Fa—=v
T INVER T ERWEREICIEAE L, ZOBMIT, FHEEICHE S JRIrROZ b EH TE v b
NLTELDD, FPE— FOFRBEENRES TN TLED ZLBFERATH L, FrET 4

A\l

A\l



REEFETHZ LT, AATT 4 v 7 AMICBOCES L ELRENTT, BEROEEGICEN
T LP, UP ~DO4 2 &g SR BEOZR MBI S 47z, TAIBY . T 58087 A—H TR A
77 47 AR (WAT) SEHWRESARA 7T 47 AR (BXR) L0, o FELH OB R
DENTWD ZEEMER LT, AAZT 427 AR (WAT) 12857 ERROMERIT 1.3 1%
PR & RS DAL, WREAAHIZ IS T DB A SRR E I T D BT BB LT
HDLBEZBND, SHIT, RN OBLKAENEE T ENRORE N KIREBIZEB T
%53 TEHOBLIE AN DWW T E DA WAED 2 LT LTz, Atk SN80 b OB RS /e
CTREINCT T4 AL FEFIET S Z LiIck T, L0 REARRADNEEBL ZENTE L L
WfrEnD, AIFRICEY, HEBICL > TX Yy BT 4 2B HT 2 EERENETHINDL Z B
ARSI, IREIART Y b ARREBEFIH LIRS DR E N RRAT 4 V272 EDIGHRE 2
D, 7B, AP SWTIBER SRR Th 2720, MRIC K D MEITET

Al

(2) BEALVZAERNWERY I a—7 Y IR O RS

WERZ Y horDZ A7 ZFHZE B L, TRIDEE IR E TR 77 v —7 5t dE
ORESE AT -1, FHEHIES 25, OPA 12 X % signal, idler Yo B ds L OV & D 7JE
WHRAEZHWT, WESum FAOFRFNE N 2B, ZnaRo7h, 7 r—7)25000,
i X 7 — &2 W T o I MCEN LT, Btk o 7 v —T7 3T ) 7 a A — 2 FilkIC
MCT #tigs TRt 21T 72, #EE LT, F v BT REETIEZ2 ) DPPA {fkatel (&
~25um) ZHWAR T 7o —7HETIE, K40 XD IZphERERI, EERET Y —F
T FAPBRIE T, WRAEE L CEERMAZ 2% v o LSRN, hERERE = b
— 3 a UERFIRGREIIN I K& S ps FRIE & FAURE G BT,

WIT, FrET A RBEHOEREITo72 L ZAMEDRT TR v EF 4 I T —OMBAFIH
e VI FABRELTCLEIRREMG LN, EOF v BT 4 TIEI DL D RBGITE X 72
MoT=iodh, WRREIBIEERICFET D EEOARZIBLTHILH EEZEZLN, F¥YET—
A UNTVELOBGENEE, SRERS A —T T TS EHERIL TS, BIED L
ZAH, RUEEEIED D Z LI LY UP, LP ThEn O EGE OB B th L= 3kl b
BHoHMR, IV SIN DBGEBNLETH D, SHOWHETIEE LTE, 2 7—% DBR#EICL
T, P A=VIIHAREZ BT 52 &, BEOREVADLRWASHLETRE R 7P V2w 8k
DB EHED TV TETH D,

(3) &0

ATRICIAECLE, 5 PR & §RAE T OS
AREGRTES ) bR AL, 20K
ABIEDFI & 1T > T2, 5 TR T EAES
5 A S I BRI AU 8CB it 7
RGBT, HHEERBIC K HIRENIAR 7 U U fREED
BlLcoWTRE LTz, IRELOREER | o T d T
A LTREEIZBWT, AATT v AFHTE

wavelength (nm)
L B 4 DPPA(1M/toluene) D 7K > 7" A& D
GO LT 13 EDT e n@aiB Lz, =
DFERNE | WRAE 57T DB 53 AT OV T RLAH

0.6+

0.4 —

0.2+

AAbs (arb. unit)

0.0+

WL AT VAL, +D5EE KRN, -7
JERAET ) —F 2R,




LHZENARTH D Z AR L, WE, B ORHmICIT X BREEL e EAMEDI D A3,
ABEIOMZEN S FTIR IZ X D2WINGHAI & v B 7 (RRBIZBIT 2 7 E A0 G [FfkZz
BN FOLND Z ERH LN o1, BENSVAZFIH LR 77 e —7F R TlE, X7
—DMAMEDORIENH Y | fRRRE L TIEERI 77— 5 DBR X 7—~DOEH, LV/h&i
AHHRT — TR TE 2B OBE, BUETHD Elbhd, 4%, ZhbOUEE R
M2k L T TETH D



5 0 0

Garrek Stemo, Hayata Yamada, Hiroyuki Katsuki, Hisao Yanagi

Vibrational strong coupling in isotropic and smectic phase liquid crystals

102 (2022)

2022

Garrek Stemo, Hayata Yamada, Hiroyuki Katsuki, Hisao Yanagi

Temperature control of vibrational strong coupling in liquid crystals

15

2021

Garrek Stemo, Hayata Yamada, Hiroyuki Katsuki, Hisao Yanagi

Controlling vibration-cavity polariton coupling in liquid crystals

2021

Garrek Stemo, Jonas Paletscheck, Hiroyuki Katsuki, Hisao Yanagi

Mode dependence of Rabi splitting in molecular polaritons

101 (2021)

2021




Garrek Stemo, Jonas Paletscheck, Hiroyuki Katsuki, Hisao Yanagi

2020

https://mswebs.naist. jp/LABs/optics/research/detail/85




