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Recent progress on the first-principles approach and hidden order in URu,Si,
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Recent progress on theoretical approaches based on the first-principles band-structure calculations provides us
with efficient tools to investigate the itinerant electronic state in complex multi-orbital systems like the
heavy-electron systems. Clarifying a complete set of multipole fluctuations of the itinerant 5f electrons, we
successfully unveil the nature of the hidden-order phase transition in URu,Si,, which is a long-standing mystery in
condensed-matter physics.

1. [FLC®IC

FRESRE BB, KOVKIZR D &) T Hilt7ed ) SNIZBBITHEE Y, SEOBXIEIIHEIT
HEEED X DRI 7 upitti, RCUIFHAMOANEIZELE T, WANARGEIRL L, k&
(20 PER O PO RIFE T —~ Th 5. FERPELIC RV, ERINCRE, 1), % s%
bEEDH LT, WD LS RV AR ORERZ(LE LTBIRIESNS. Z2HUE, —oD
EIg ekl OK) D2BRIOBEE OK) ~OBINRIEELEZER L, TOREITTNS 2 DO %
KB 5 & 9 R A OGFEIC L > CGRiid &b, L7aid-> T, HOWE CHEEBN RO~ 7- &
=, UL L7200, ZORFEREZHONNIT 52 L1, ZOMinE a2 5 ECIEFICE
BCHD., BERICBNT, KRTE AN, MEHEE-CHREE, £ LT, Bk
Bz ons. mi2 ol X R ELIERD b EHET ORFASES B S D 5. B8
WO, T ORRFPEEE EHEEIT 5 T ULV EOFFE L2V, B ik~ a 2 —2h#ic
KoTHEREND. UL, BFAEEDBFOERTFETRET 2 ORNEERSGE, EOMEBOAR
BARZ DOPEFITNEEC 2D, flzE, BEHEEE 7 — =7 TR TE L T EREND
FTITIEF TR W2 E L7 REOFRRN T URW,Sh &\ 9 FFEDEWE 1R YE TR Z 2 s
BHIGTHHR, NS O/, REROEETHSD. TORFEHENMITH DD, T OMIICH
FToOT e R, FAHEBICBET AHT R AE 525 5. AT, BalO% LB
(DFD S B JRHEHROERN D, EOEFIREBICNTET DIEREZ MR 2 L THE 6
T BRTRIRFEIZ DUV TR L2V, Z4UE URwSh, DR B2 Rk E < L L iz, Zofthoii
FIBIE T RICB T DRI KT 5, —oD T L—0 ZN—% 5.2 5 5[1]. FDKE RN AR
CHlo THEIFAUFSENTH 5.

2. URuSi, DISh -#4F
URwSi; I3, #AGEIRBLEIR BaFe,Asy CHI S L7 D E 7 ThCr,Si, H(14/mmm) 0k it -4



>
Te T RE(T)

1 (/£) URwSi, Digk. HEL C(T) & EEHRHIp(T), FEAVZRFFORRFZARAT). R
t&?fi@ﬁ@4@@%ﬁﬁﬁﬁz@ IHELTWA. () URWSL OJFEIREFX. fEA
X X# OftdiEE & SORBMRIREE TO A B Ot E.

S (14 FAK). 1984 4, DL AEIOESIEH AW T, Ti=17.5K & Te=14K 1
(2 2 DOFEE B S 72[2,3]. F OHE5E X7 BRSO D E R A EA N EE R EOE TR
MBI SND . ARBIOHEERIIIFERROBREIZ L5 b O TH D Z ERFEESN, IA F/1d
WHMBED ATREME N RIE TH D Z EWVRIBENTWA[4]. ZOB LUWBERREH &, FEH 1 BMIE
UVFZERIR CTH D, —T, Ty BT DA TlE, 2 WIS O G HER TR 7e UADHFREN 72
HAOROPBEHENTEY, EXEHICIIA U BEROMHEBE TR LD X572 2 SHER RS
na X1, 2k, BREICtE-sT7Z 2 b I EO—EBIZFE ¥ v TRV LB X HLH 0, K
R R DWEN D, ZOEBLLT XY U 7TEN ML WD T 5 Z LR 00> T H[4,5]. FA
YR 1 HGELIZBR CRORBEMERRFE MBI S 723, AR B FRFE— A v R OfEIE 0.03us &
FEFITNEL, BIRMZRREZE 2 BI[6]. #Z, MEFTIE 04us & X0 B2 SR Z B
T5HZ L NMR I2XD 7 mRJIEORERA E0 D, BUITE, ZOFWIREET, FEtORE—M
M5 BDINSIRRENED RAA AZLDHDOTH Y, BNHRFZDOHLODOARE %%@Oié%@
TIERNWEEZ LN TND[7,8] (K1 £). 29 LT Ty COMERRE % LIk $ B RFFEE DM 22 D7)k
DEELRY, Wb D [BIFF] EMEHIND KO/ oTz. 2D, 30 215 I FIF /28
FRTEZR, 500 AHEZ D EBRAFIENMTHON TE N, =W OO FENTZF F I AN X 72[9].
UL, I B, KBTI OREIC E- T, ZORRFEBRORENE & 7 USRI O 0 72727
B O Lo TEI[10]. £728 LWERZREI0 0 L LT, mREERES v ORIED THN,
N D 4 [EIEHEPRAED AL TV D FIREMEM R S U7z [11] (K1 £8). ZHUE TEMNO 4 B[RS
PRI KRR CH 72D T, ZORADIMENERIZL D DO TRV, ZTHETIREINTE
TET R COHFRIPBREIN D FIT/2 D, 29 LCHIE, [RNF O FONEFRIZ/R > T
HDTH5[9,12].

E—REMNT TO—FOHEE

HOVEFREEWIE, f BETFORFHOAE U HBE LHUEH HENEHEITE ARG -T2 ZARERTH
V, ZRELERIRBULIR VN2 R TEETHDH. L, TOBMESE, ZOEAREL RS 53
¥ FREZ DS D BIFFITHEHETH Y, 2 DY IRRIZR33570 IR BfiEd 5 L ToRE elE

11



12

FEROTWD., MAT, fEFMOIREBIIR G RIET, H—IRBRY/ N REHRICHHEBIMR & &
D X DIV AL, £ 5 < BEEARFIET —~ ThH o 72[13]. EWVEROYNEEZ BT 5701203,
HETR N FRBE ISR D ER L BRI & D 2 DOREEE TR 2 LR H D, ORI LAL,
FEWVEFROLESZDOLODOHNTHH Y, FONTTT Bt L £EE 4. BLDOFH—
JFE) 2R FEOREL, ZORRELELSOH L. L ADT- P EREEINHFMO 5
HFEoT, FFENRT 7' e —F PRl RERICER L CWAHDTh D, 21X, DFT+U LD
72< & L IRMBIMIR TOf% & G- %, DFT+DMFT(BIWEAET R, RPNl n’ & ssiaR & 554
Bof% > < NIET H[13]. £/, 22 TRNT 2V =BT L 278, S0 REHEN D EZEM
FORIZBIT D ZHE DA RGN T2 Z & C, HHEICHE E 7oy RERBUER N TREIZ T
LT, B RRETIE L OB ERSITT D[14]. 2R LEFHEICE S HFETEOREIL, WE
ROEFRFER L OE RN R Z FREIC LoDodh 5. FEEE, WMV TIE, DFT+DMFT (2 X - THEK
M2 R DRI AT MVERE L, AESHOLE T T 5 &V O MIERE A THH[15]. =
DL, FREFREICE SV T e —F I E T ETERECR > TE TN,

ARETIE, V=B A AW BB EE URWSH CHEA LR 2R 51]. /%I, 2 &4
R TlE, BRIV TR ARITIS T S BRSBTS 5. Led-> T, ERFREICRT
% 2 RFABDORELTRLHET, TR ED LD RFIRIBICEER L 9 N2 OV T OEHR A5 L)
T&E5. FEBE d EFRTIE, HEBOEARNLE A7 v 7L LT, AN RHRICES(Z
B/ S— FERNZ ISV T, AR B OFEBIRE S 2 SN AT EA(RPA) 2 & CREI L, & FHEBID
BHFNTOWTIE, FERE, AL TIT< &V ) FETHIZENED HND[16,17]. ZNET, fETRTIE
BRI R LT BB AT 2 OB KRETH 7278, TOEERAT v 735 HET
BRBIVIZENTELEOTHD. ZHLT, fBEFPEREL TS LW NGNS 7R, ZOEE N
v FREEICNE SRS R ICT AL, BEVWEFRITERICBIT D EEDI v v 7Y v b
STWe, TORERAENLED LWVINR, FRETHRNTT5RATHD. £k, EVWEFRLE
MIZIBNT, ZOERE N FREERNET 580 E Q (HEE) OREE BRI 53 L7241 T
DOBE TR %.

4. URuSi, DEFIKAE

THEMO LI, fEfROEIREEIL Y v v REEREK Rk sh, TOT7—) Al LTry =
TEENERIND. 2OV =BEIIE VA MBI EIRELTEBY, ZhaiEs L TR
DNINVR=T UIHA IS T 4 o TRALE L TRERFRTHZENTE D, ZHEROEA
i, SUEOABIZTF =R — R0 RRBEND. ZOFRFROEN T DD =H U =BT
TWD. N2 RHETHE, &kAICBT 2R —[EAE L ZORET v v RSN GO,
U = BHOFIETIE, ERTOH0ERS TR SN DN RERIH L, Eha B2 MR RICE#RT
LEHET, ZHWEDZ A b T 4 TS 5 2 LA TE D, AT EIZ R A 575,
FREINZ L O FE o To N\ REMEIZS L TRERPIED U == K AT D HIERDMEL LT=D
T THD. BIETIE, TNEda— RLz7 827 T A Wannierd0 78 —fRAB STV 5[14]. 2
D& O REIEFIEE L8, £, FFEAY RHEZITTILEND H. KT, 2Rt
(I4/mmm) OFEHREZ T, Z Z Tk WIEN2Kk 2 VTR FEEORR 23T H[18]. A #lE
FHAAERIIESHNTRO DL, 5 OEE11024eV < HWWTHDH. RIT, BRI EREET 57201,
MERE 2 RBSVLERNH DA, Z ZTIE, UGH, UGD), Ru@d), SiGp)® 56 #LiEZ H W 5.



(b)

[N}
S

~
S

(States/eV)

r V4 X r z

2 (a) EVFRME A ER OIS » TO R X —45 MB35 FR R ORE R
() & U =B LB 7 1 v MEB). 0@V)R 7 =/ JUERL. (b) SROVIRAEE
7 b SERLAHTIE UGSHO AR j=52 OIRETED BN TG, KERAE Y
PUEHEAER O, =72 ORI 1oV ¥ Tk & REAEZ b, ©F 7 I
TS = NOT V. jzﬁi%@iyfﬁi STESTENTND.

Wien2wannier[19]1Z 2 > T, Wannier90 OFFRICHLER BB DOE/ Y FE 251 5H 35, Wannier90
TlE, EOITHIEESREZ LI LT WIEN2k THROLNTE 7 v v RSO U =B~ DL 21T H. =
D—HEDIEEIT L > THE—FIHEETHR LN/ RSN D, ZORETE REelT 230 =
TEEIC L BFEEBFOR, OFEY, XA A T 4 U TRARINFICAD[1,12,20] (X 2a). FOFE
D—2%, BFIREBOFRESITH LW L ThHD. L2 TE50E, 7 =/ I HED/
Rid, £ LT, U D SFHuE, SAEEEN j—(+s=52 OFSOHERESNTNS (K 2b). 20 ],
oy E B E LT 2 LI AT, CHETORRY oLV IS, BEIZZOFREITN X
H. IS THFRMOEDIC, 7=/ ImEE [EROB EMHINDGD, O LD f#tnid B
TR gt R ER) OFERAND L5 Iho7 525 (K20). bbAARBEORKHRIL
INETONY FHEAIZBWTHHELNTWIET TH LD, ZO X5 IZHEBMESIZFICANLN
X952, REOERD—STHA ).

5. ZIBFHEBERM L RBN-#F

RO EA M T 4 o RN £ BRI A MEEERZZE LA (ZihE
DJRT > 5=y ) B2 K 5. ZOR—JFRHEEIC A U7 BRI DU TR BB
BOFHREIEHTON, RORT v T Thd. B2 FRTIE, B, EMdbE LRKEDLE
INETZ MBS THD. Linl, ZHERICEWTL, ZOHHEDSZ INLHPERD EXAL
EHUEDHKE G S Te ST OFED EBHEL 5 5. ShT L1, flHICV S & RS e faEdmDZqb

13



14

BRXUBF (520 1) 41BF (5V7D 2) 81T (57 3)

10 6 : 6 -
off-diag —— off-diag — Oy off-diag Ta
87 Jz 020 - Oyz Txyz Tzlr
6 - J.V I I 022 07)( 4 Tza T}b— T
A T}a Txb_
I A N =] 2= A
2,
0 0
0
'Zr Z X r Z '21“ Z X r Z '21“ Z X r Z
1 61BF (S 4) 321BF (S 5) ZIRFIESE
6 off-diag —— Hua 8 off-diag — D..z T T
i —] 6t Dy — Dyz— | 0} — A7) ]
| \ o — E'(Dx)
Hfa 4t g}‘;l — B;b — A A (Dy
= xal —— Dxp —— E+(Hx(y)b)
2 \/%jz// of —— By (Hz) 1
Y Z(100)
z X r z %30 40 60 80 100
EE(K)

X3 U5 =512 DIRAEZETHE 25 5, & b P 5 ZAG - FHRE RIS RPA) DI AL & Z
SUTBWTRBOIR NN O OFES EOIREZL G T) . AT, 16 M1, 32
FITBNT Z B — 7 G2 R D EWNEET D, ST 1, 2 TR0 L5 A
CIREEVIINE T CRUN S D RORBEMERRIF IS i ™2 D C, IRD 32 f5i+f- Dy & £k &7
5 EREEDRBNI- P OFE i & 72D, (N—T v 7 AFHEEZBE LA TIE, Zh
52 ODFEGX1T, IRFHE L THEIRT 5 Z LR35 TN D)

B ERDET—A L FT, —HRIT Qo Qen(f) fn) TEFES NS, Z 2T (£) 138EL (m) DFEF-D
AR (THIR) T CTH Y, Qum 1XTDORIKITIT 521 Q DRBUTINE 52 5.

/27— A L L TAEUHEHROR D p BUERICOWTE X TR L D, ZORORKEIL, x>, |y,
>0 3 SOHMEZFFD. L7eii> T, EOITH] Quy DAL 3x3=9 DL 72 5. ZHUTH X 9 E M
FEOAROLBAD LT, 1 >OBKHEM T, 3 OOMKMMT-, 5 OB 4 W ICESN5.
ZISITEF D FTOER, R, BLEOHBEICRET S, B2 SORBITINE, HEAATHIE L,
Ly, L, D 3 DO1THIThd 2. §ul B BRI 2 A 4 i1, Sl 52 KV Qu=(LL,+L,L)2
METHERTED 5 DOITFITHD. b x5 EKRBFRFERFOTIRT o v MR OB X 5
2, s, pi, dIRICRELZ5FNTED., Z0LE, AEEHE CICHETHHLOEZMmBT-DT
7 WS BEBITT kNN T A EIEOZL AL . EREM XTI Th Y fAiEE)
BOEEEDIRNT 7 0, BB TI3AEE R | O ZrtEd 707 1, B4 77
2LVWHEATHD. —ikIZ, BEOES nflD L X, ZOHEKT 7 1dnl THDH[21,22,23].

B, EROFT—A Y MEOHAEERIT/NSWEBZ LN TEY, ZM1EV-oTh 4 1, &
W 8 Wi THRZ DL DIFFEN SR TH 7. L L, #UBENFEE DS ZIE R TSR
EIRDERRET- NI 5. BEEIIRT-72 EARIRDF— A o MTEEATHIT S WEIH3ERT 22 <, S
IZE-TE, LVREILRY HDDThD. —HT, @EROSH % EHEBNT 2 EZRTEN -
W, b LED KD REROEZR DI LTEGE1E, ERERET D Z L3 D INEHZ 2 5. =
LT, ZOLIREROSHBAIBNIHFOL > &6 5 LUVMERIIC 2> T,



ST, SOEEIXSEETD =52 N7 =/ IEHETOEERAHETHDH. 2 OIRIEZEH]
BEZDLLE, TD 215y jA52,432,41/2,-1/2,-3/2,-5/2 D 6 ONEEREIETHY, DL EE, T
7 5 £ TOSMT-INEEE 20D, EEE, MESHEOEORNEL, 52 L-572 OEBIZHIEL TS T
bbH. ZTE—AL MIEHTox6=36 HdH Y, ZNo T X THRRENRRFOBGE 725, Z 2Tk
BIRERDIL, ZOXIRT KD TRERDIX, B D & EIZROND & VW) HET
D, RGO dHTED ey & 4 ([HET 2 L 912, FEBEORST CIE, *hT 2EmEE 58
LC, ZOBIBETHETOINERH L. 500G, UIRFITESGFETICH 20T, RERERIC
X8 T 4 EBETRLT, ALABLB E DX I ITHHEND[23]. 72721, [ URFRECSHES
NDLAITRI DT 7ITTHHEWZRMAKL 9 5 Z EICHERETAMERDHD. ZNbD02AHEE
FERRAIC L, COMBIBIESARR LizDnd, M3 Tho. Z 5(100) TRERBHR (I D & A3HE5R
LTCWDDN530 5. Ziux, BxH EMETFTH
B2 SCRBEERRFHIC RN L T D, &z, [ML Z

RIZBWT, 727 405 O X5 Bk O S0l WKFIRE
HESHMSNTOIEREDLHARNG. e
B L7 & 910, Mk o2 THBL LIC< VW E fg Tl ;‘% il
DAL TH AR, T TOMINL e W E &
BB O ST R A HELL 5 5 £ 1> Nl

5B AR LTS, DB KOS IR - 0, E'(Dx(yo))]
BRPEOIA & 72 5 33, 2 ORIIROM S 1 5 55—l T

137 7 532 )& FRSr & 7% E- (D Dy)IREE

T BTHBICHE LT =T v 7 A fiEE s X4 AT A =2 () EZESETH
DIERELWEE NS, DT 5DE & DR DAV FIREZRARIK]. SEBRAIICAS O T2 E 0
SORET 1, M LCHIBIL, R4ok)akr  ARELCEAL TN,

PEEBID. 2L, FERRIICH SIS E R

(K 14) ICERILTRY, ThE—FERT 7 e —FI S HERFHEO ARIRRE & LT
BoENDLIDOTHD.

DT SOE REEZS I LEBEIICIEA D42, AV FREZEANL LS. j=£52 OIRHE
MZNDDORFDOERRSIII2DT, j~+512 £=52 ZHFA L L DL | TRTFITT H &, LT D, Dy,
IO BRI ZNZIRA L > Doy, o6y, 6, FEEAEZERTONY VITH) (Z6ET 5. 20L&,
JC)DFRFIIEH) A LAY c Bl & [ REETH D, Dy, Dy (0x, 0y) ORRFIIEA B3 N Z
REETH D, ZOIRFEIXTENG 4 [BIEHSFME & B RESRE 2 S, S OFERL, RlrEl
B SRR bV EBROF~F » 7 IR D EEO[TT]°NMR TE2 B S T & 72022 B
SOFRHR4E BEBEATSH. ZH LTI 7 50 E REBIE, ZHE TICBM S Qv b E8ukE 541
AT 280 b LWERFEER RO TH D, L7 BRRFORENER A TE/- Lo
LoD,

6. HHYIc

AR, BB RICHE ST URWSH) OFMER 24558, = ORBFERICE SN Th b5 %
Fo7-FH B RS £ A TE B R U 7258 O KEBUWREUE R R OFE ROV TR & TR L=, 20 BEKR
RIFHREL LT, BNERFEORTFERN T > 7 5 D EREETH D AIREMSRRZ I -, ZOREED,

15



16

INETIHELN TV D EER R 2 T ER T 5. AROFFMAHEEC L > T, ZOFa/RE
RRED BEHAN /LSRR SN D ERWIF SN D, B f B 1RICBT D80 EOEENFHEE
ZOMFEREIRICE N T, BEVICENTELRATHD. 2218, TOEERIT TN/ ALDE—
2 LHORKHED DL ZENTELOTIIRVNEEZ X TN D,

[FERDT 7'a—F 1%, BOETFRIEEMEIAD &3 HMMOTEFHBEE 7-RICI T D AMRFE-EI 3 L
THAEZTHY, EEREFREZET. ZUE, THhE CITEOI T E A E RIS T 2 8E
”i&kﬁﬁAbﬁé’k?,iDE%%@@%%ﬂ%K#éﬂ?ﬁ%é.%&k@mg%ﬁw@
MERE L VZEEVICL, SORIBEELET THAH. WEKFER ENERMICHFCX 5 X

NTHRNIE, =T U TITIA L OAREM A HEIC AN THIZETE 5 2 LI b. HIE, FH—HEN
BRHEERT 7 a —FITHS AR, MR EN > TV D XK TH DS, A4, ZZTHITL
7O NAE I HICEEEET, HRICEA UTH LWIFERER 2 3G L TITIHIUE:E W Ch 5.

ECiE

AR, gARBA, AHSTRES, WA, ZNZEM, A A E OILFEFEORMERIC
WE9. F£7/2, EEFIFK, M. Sigrst, TM. Rice, HANK, J. Flouquet, G.Knebel D&-KiZ iﬁﬁfoﬁﬂ)‘
YREESE L. o5 TURERLEA L P ET. Z OIR s iEh A, AR,
BROT m—,YL COE F'r 77 i @tk & GBI O SIRIHIDERT:) OEBZ =T TiTbih
F LI

2 & XM

[1] H. Ikeda et al., Nature Phys. 8, 528 (2012).

[2] T.T.M.Palstra et al., Phys. Rev. Lett. 55,2727 (1985).

[3] M.B.Maple et al., Phys. Rev. Lett. 56, 185 (1986).

[4] Y. Kasahara et al., Phys. Rev. Lett. 99, 116402 (2007).

[5] K. Behnia et al., Phys. Rev. Lett. 94, 156405 (2005).

[6] C. Broholm et al., Phys. Rev. Lett. 58, 1467 (1987).

[7] H. Amitsuka et al., J. Magn. Magn. Mater. 310, 214 (2007).

[8] E. Hassinger et al., Phys. Rev. B 77, 115117 (2008).

[9]J. Mydosh & P.M. Oppeneer, Rev. Mod. Phys. 83, 1301 (2011).

[10] R. Yoshida et al., Phys. Rev. B 82,205108 (2010).

[11] R. Okazaki et al., Science 331, 439 (2011).

[12] HuFYVEE, [EA2EE 47,693 (2012), XY, ZOBGEIE.

[13] G. Kotliar et al., Rev. Mod. Phys. 78, 000865 (2006).

[14] N. Marzari & D. Vanderbilt, Phys. Rev. B 56, 12847 (1997); 1. Souza et al., Phys. Rev. B 65, 035109
(2001); A.A.Mostofi et al., Comput. Phys. Commun. 178, 685 (2008).
http://www.wannier.org/.

15] J.H.Shim et al., Science 318, 1615 (2007).

16] K. Kuroki et al., Phys. Rev. Lett. 101, 087004 (2008).

17] H. Ikeda et al., Phys. Rev. B 81, 054502 (2010).

18] P. Blaha et al., WIEN2k An Augmented Plane Wave + Local Orbitals Program for Calculating Crystal
Properties (Karlheinz Schwarz, Techn. Universitat Wien, Austria, 2001).

[19] J. Kunes et al., Comput. Phys. Commun. 181, 1888 (2010).
http://www.wien2k.at/reg user/unsupported/wien2wannier.

— — —



[20] HLFHVE S, HWETROEKE L =2 —A L% — 4,28 (2012).
21] R, A7 v T NEA NEOFE G#F/ — b 273 (2006).

[22] FEMEIERA, PPERFE 97,730 (2012).

[23] RHERAR, HBITA, /NEFFaes, ISHRGR (EHER).

[24] S. Takagi et al., J. Phys. Soc. Jpn. 81, 114710 (2012).

BB

LR (Hiroaki IKEDA)
TR PR B AR Wy - B B

W& 19974F KRR R B SLms T el R RRRE T
19974 4> 7 A hua—AT 7 ) 0 P—i5eE(RCATIFZEE
19984F FUER R PR FBEE PSR Wy « Iy B F
20074 & v Bk

17



