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4 ZIEFEET Y — D BEICKDETE. U— MEBECK 095101 (2011).
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XEBANE (1)

> OJ14>
philCOJ->92% (& T&rEA),

> > ) A ) UARER
openmx3.7/sourcelC#&h L CTmakefiledCC, LIB, FCOEETE %
e, U Z3E17,
% make clean
% make install

> T ANTE
openmx/Work(CEBEILC. LFOON RTASIDFD—R
STEZET,
% mpirun —np 5 openmx Methane.dat —nt 2 | tee met.std

> runtestdZE{T
EBCOI)NAILAHEETWND C EZMER T DIEHIC. BUITDET
BZXE1T.
% mpirun —np 8 openmx —runtest —nt 2



EKEROETEA A=

. VESTAZSZ{ER LU THEBEET)LZERK

. AN T 71 ) %Zeditorz{ERk
ETEHECPBSE X AZEZFERAL T3 I =TS
. XCrySDenFZ{EH U CHaRZnlfRAL

D WNRE

Editorz FHULNE A T 7 1) LAERY XCrySDen’F_’ﬁHL\_C# BT RE 7z T
# @ File Display Modify
¥ File Name
i
System, CurrrentDirectory o i defaults, S
Svstem, Nans net
level, of, stdout 1 # default=] EI—S%
level, of, f1leout 1 # default=1 (-2

# Definition of &tomic Speciss

species, Mumbar 2
{Definition, of, ftomic, SPGCJBS
L (51 H_PBEL3
C (5 0- alpl (_PEE13
Definition, of, Atomic, Species)

i
# Atoms

8tomg, Number 5

toms, SpeciesfndCoordinates, Init  &ng §f &Ang |80

{Atoms speciesfndCoordinates

1 000000 (0, 000000 (0, 00000 20 210
2 H —0 29981 -(,529312 0, 000000 o5 0.5
3 H 0, 000000 0,629312 -0, 883381 0.5 0.0

s e o ] D I IS [ G




A2 )\ I)LDZETT

OpenMXMDEIT I 7 A IL7Z2ERT DTzsb(Copenmx3.7/source
(CF2E) L CTmakefiledLIB, CC, FCZstBEHIRIZ(ICICU CETEY
WEND D, @EHIREREMNHEIZIRS(dopenmx3.7/source T

$ make clean
$ make install

BEITTD, I AIERTITBEDICTHEELEET S,
(SEINEETIFLIB, CC, FCILBICHRESNTNBs. ZED
B (dd DEBA)

ERE(COINAILBNR T UTEBA(CIE. openmx3.7/workHR (CEAT
J7 1)L openmx WERKE=ND,

LIB, CC, FCOOERTESEICEA U TIFDUYKICKBBEESHBDC &,
FIEXZa1T7ILDpESIBDC &,



T A NTEDELT

openmx/wWork(CEBENL T, U TFDIN> RTAY > FFDO—RETE

—/,

ZE1To

$ mpirun —np 5 openmx Methane.dat -nt 2 | tee met.std

-NpIC KD TMPITJOTRE %=, -ntlCKD>TOpenMPAL v REZIETET B,
SHMEETEEMNMETU. 11EDT7AILE —DD7« LT NUREREND,

met.
met.
met.
met.
.md

met

met .
met .
met .
met.
met .
met .
_rst/

met

std
out
XyZ

ene

md?2

cif

tden. cube
v0.cube
vhart.cube

dden.cube

standard output of the SCF calculation

- 7
input file and standard output 7—1;% )Jj/d)
final geometrical structure 15p7i/&ﬂ\'\:{@
values computed at every MD step Zi:é:o

geometrical structures at every MD step

geometrical structure of the final MD step

cif file of the initial structure for Material Studio
total electron density in the Gaussian cube format
Kohn-Sham potential in the Gaussian cube format

Hartree potential in the Gaussian cube format

difference electron density measured from atomic density

directory storing restart files



Methane.datdO B

met (1) KeywordDg(MEZS5 X Do
1 # default=1 (1-3)

1 # default=1 (0-2) (2) KeyWOI‘dd)“lE%'%(iEE%_C‘EL\O
(3) OAX> hX(F #72XFEICAND,

System.Name
level.of.stdout
level.of.fileout

#
# Definition of Atomic Species
#

L < DhvdDkeywords:

ST COLEI CTERA I
7 1)L =ZRTF
RICESFENDIRFER

Species.Number

<Definition.of.Atomic.
H Hb.0-s1 H_PEE13
C Cb.0-slpl C
Definition.of.Atomic.Species>

#
===

# Avons JRFIEDER
#
Atoms. Number b
Ltoms.SpecieshndCoordinates.Unit  Ang # Ang|AU 7:1 7} LG)
<Atoms.SpeciesAndCoordinates i N &2 o

1 C 0.000000 0.000000 0.000000 2.0 2.0 }E . @}1*'? ZSD%Z,E{O)
2 H -0.889981 -0.629312 0.000000 0.5 0.5 _ Cl:_o

3 H 0. 000000 0.629312 -0.880981 0.5 0.5

4 H 0.000000 0.6209312 0.880981 0.5 0.5

5 H 0.889981 -0.629312 0.000000 0.5 0.5

Atoms.SpeciesAndCoordinatess



SCFDERE

dhidiiiiiiniiiinnniooibbnbibibbnnbibenbiiiebbi s sk

met.outd .

dhidiiiiiiniiiinnniooibbnbibibbnnbibenbiiiebbi s sk

alF history at MD= 1

dhidiiiiiiniiiinnniooibbnbibibbnnbibenbiiiebbi s sk

dhidiiiiiiniiiinnniooibbnbibibbnnbibenbiiiebbi s sk

sCF=
sCF=
5CF=
5CF=
5CF=
5CF=
5CF=
5CF=
5CF=
5CF=
aCF=

—_— O O 00 - DD oM e DO D —

HormRD=1.000000000000
HormRD=  0.5672563639744
HormRD= 0.103433430729
HormRD= 0.024234330533
HormRD= 0.011006215647
HormRD=  0.006494145332
HormRD=  0.002722267527
HormRD= 0.000000672350
HormRD= 0.000000402419
HormRD= 0.000000346348
HormRD= 0.000000515395

KSIE]

BiE

Uele= -3.
Uele= -4.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.
Uele= -3.

523143653974
405606131921
457266241934
H0GBOAB3E134
893084558820
890357113476
291669816209
809285164733
809285102456
809285101128
209285101083

L L Ly
R R R R R KRR R R R KR R R R
Eigenvalues (Hartree) for SCF Ki-eq.
R R AR R R R R R R R R AR
R R R R R KRR R R R KR R R R

Chemical Potential (Hartree)

Number of §
HOMO = 4
Eigenvalues

1
2
3
4
]
i
7
a8

tates

Up-spin
0.69897190537228
0.41522646150479
0.41522645534084
0.41521772830844
0.21218282295348
0.21218282358344
0.21227055734372
0.24742493684297

0.000000
.000000

Down-spin

0oooaoan
0oooaoan

-0.69847190537228
-0.415226461509793
-0.41522646534084
-0.41521772830844

0.212182822
0.212182823
0.212270587
0.24742 4936

98348
58344
34372
84297

2TRILF—

~N U2 g

kbbb bbb bbb bbbk bbbk bk

lele.

Ukin.
[IHO.
IHT.
lIna.
lnl.
Uxe0.
et

lzore.

hub.
les.
llzs.
llza.
lef.
(¥
tot.

Total energy (Hartree) at MD = 1
FEEERREEERRE R R R R R R R R R R R R R R R R R R R Rk kR

-3

]
-14.

.849285101063

533754016241

455520072374

041395625260
.040583803800
. 134640938010
064720823137
064720823137
551521413583
.looooaooaoon
.looooaooaoon
.looooaooaoon
.looooaooaoon
.loooooooooon
.loooooooooon
.0335154068373

EEF IS EE LSS TSI E LSSt IR

EEF IS EE LSS TSI E LSSt IR

Wulliken populations

EEF IS EE LSS TSI E LSSt IR

EEF IS EE LSS TSI E LSSt IR

Total spin 5 = 10

Sum of MulP: up
total=

[ R R

T T =T =T &

[ e R e e Y A1

-00onooonano

Up spin

509755704
-372561093
-372561019
-372561127
-372561091

4.0000
g.0000

0

[ e R e e Y A1

0
0

Dlown spin
508755704
372561098
372561019
L372RB1127
372561051

[ R e R e R e R |

down
ideal (neutral)

019511408
L4a122197
L145122038
L148122254

Sum

745122102

4.00000
§.00000

Diff
0.00000a00o0
0.00000a00o0
0.00000a00o0
0.00000a00o0
0.00000a00o0

<=
15p7%
Z:: (E: (o]

a1 )7)LdD

=1

=,

D



77 A)

Mevel.of fileout=0] EFHETNIES. LLFOT7 7 ALV ERENEd, 22T, I*] EF—7—F
[System.Name| TRGEENT 7 A LVETT,

e *out
SCF atHOERE, fhtmE{boEE, Mulliken &, £X3NF— BLXUAMTE—AY A
REINET,

e *xyz
MD FzidfihEm@Ebic kb EonicmiEf R EZrnfEhiMEENEd, Co7 711l
xmakemol 2 XCrySDen Trf#{ELTE 9,

e * bulk.xyz

[sef.EigenvalueSolver=Band | OS5, JE—EN=LILOE 2SR TFEEFHBNIENE T,

C D7 7 A E xmakemol % XCrySDen Tr[#{ETE £,

[ *_t“SEI,H'
HASE—hETIEHOFHOT7AINEHFELTHWA T L7 T,

* md

%MD A7 7LD FEENMEMFEENE T, TDT 7-7)iE xmakemol % XCrySDen THJ
{ETEET,

EEH/RERBANNNY — 2 PILA2R—Z(CEREH AL TUVEI DT, CSBTF 0N,

\



aJfR{6(CRE L C

> -+ *.tden.cube, *.sden.cube, *.dden.cubeZFdDcubeT 77 1)L
RLQIEYVI DIV TRIFRIETE D,

XCrySDen
VESTA FMEODPTON,

> {E*.mdI 7 AIUIExyzZIERA THREFESNTED . CNEBERIEDFEND
F2ZaL—>3>0uf{bY D b CTHEERE(LIBIEY D FEI L EZ
L TED,

philZ(EXCrSDenhlinstallcancTd D, (©
$ xcrysden
EUTERATES,

> DA, DOST2/(> REZE(FIZET(E
gnuplotTaIfR{LT D .




runtest®=E1T

OV T UTZR(IC. IER(ICO/NAILRHEETWS
EEMEER T DIEHIC. ITDFTEZEITI D,
$ mpirun —np 8 openmx —runtest —nt 2

sTEME T 9D Lruntest.result ARSI Do

1 input_example/Benzene.dat Elapsed time(s)= 4.78 diff Utot= 0.000000000000 diff Force= 0.000000000002

2 input_example/CB0.dat Elapsed time(s)= 14.96 diff Utot= 0.00000000001% diff Force= 0.000000000004
2 input_example/CO.dat Elapsed time(s)= 9.86 diff Utot= 0.000000000416& diff Force= 0.000000000490
4 input_example/Cr2.dat Elapsed time(s)= 10.70 diff Utot= 0.000000000000 diff Force= 0.000000000044

S input_example/Crys-MnO.dat Elapsed time(s)= 19.98 diff Utot= 0.000000004125 diff Force= 0.000000001888
input_example/GaAs.dat Elapsed time(s)= 26.39 diff Utot= 0.000000001030 diff Force= 0.000000000007

input_example/Glycine.dat Elapsed time(s)= 5.48 diff Utot= 0.000000000001 diff Force= 0.000000000000

b o~

input_example/Graphite4.dat Elapsed time(s)= 5.00 diff Utot= 0.000000002517 diff Force= 0.000000015163
9 input_example/H20-EF.dat  Elapsed time(s)= 4.88 diff Utot= 0.000000000000 diff Force= 0.000000000113
10 input_example/HZ0.dat Elapsed time(s)= 4.60 diff Utot= 0.000000000008 diff Force= 0.000000013375
11 input_example/HMn.dat Elapsed time(s)= 13.44 diff Utot= 0.000000000001 diff Force= 0.000000000001
12 input_example/Methane.dat  Elapsed time(s)= 2.64 diff Utot= 0.000000000001 diff Force= 0.000000002263
13 input_example/Mol_MnO.dat Elapsed time(s)= 9.43 diff Utot= 0.000000003714 diff Force= 0.000000000540

14 input_example/Ndia2.dat Elapsed time(s)= 5.67 diff Utot= 0.000000000004 diff Force= 0.000000000001

Total elapsed time (s) 138.79

FOFEUTHDIEIRILF—EN LKL, diffeRkRd D,
NZa7)ILD22pESIRD &,
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B RIEFTEFEADIHA

T BNBIAIE STHROEME 4
e.q., BciEMIHBEERZE (CI) =3 i
U =3 Crlon(z)orn(xs) - ov,(zn)] O(eN) %}E + IIECARRR
=1 = 1AM
Z N EEIE X
hiEE
E( 3 "
() p(r) = 3 F(e)i ()6(x) O(N>~) EEIRAE
KX~
£ E>THILOLE I
; . . O NBN I%*ﬁg
gy — (YalH[Ta) ( ) EEIREE
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2N B 5w

HEIRRBOTIR)LF—(IZEE DN EE CHEZRICEEIIRNT
&3, (Hohenberg and Kohn, 1964)

Elpl = [ p(x)o()d + Tlp) + T[] + Exclp

BEERARBOZSAREIENT 2L T D—IK
HREECIEEEND. (Kohn-Sham, 1965)

HKS‘_?E'}"i — Ez'."-_?ff-'-i

. 1
Hgs = —§V2 + Vet

Veff = Vext (I‘) + 'J'?-']Hartree{r) +



— iz b A BCUTIBA(GGA) DB DN E & KBRS

nAnE=t Ik
1. BE: SR E
ET I+ —: 0.3 eV
EEeE: 1%F2E D18 K 5T
Bulk modulus: 5%12E i@/ i1
ITxR)LF—)NUF: 30%F2E D&/ \sTh

2. SRERIKERS
3. Sk DELik (e.g., becc Fe)

BN EE:
1. )\ RFvwvD: 40%FEE DB/ NS
2. vdWiBE{ER: No binding in many cases

3. iHiEEE %! BIE ROV TR T =730 \(d-, f-states)



KSHENDHFES

3RTTOEN IFRRIARM D HiEI\ 2 B CBIES (CRF < b
ENH D,

J OpenMX LCPAO3 1 1

0CC

pr) = ZO (r)¢i(r)

OpenMX: SEHEKE-FFTE
VQ"UHz-l.rtmu(r) — ——lﬂ'p(l‘)

\ 0FE .

Veff = Voxt (I‘ ) —+ UHartree ( I‘) | ) 0 ( r )

ANEFEE = HHEFEE > BCHESRRM




OpenMXDETEFE(CE T DX F

2000
2001
2001
2003
2005
2005
2006
2007
2008
2009
2009
2010
2011
2011
2012
2014
2014
2014

block BOP;AMDHFE PRB 59, 16061, PRB 61, 7972

ab initio recursion JEMDFEFE PRB 64 195126

recursionz (CE D < O(N)E1THIET EIEDFFE PrB 64, 195110
ZHEIEKEDHF PrB67, 155108, PRB 69, 195113, JCP 121, 10879
LCPAOEDSHEEEREDFHFE PRB 72, 045121

O(N) LDA+UEDBEFE PrB 73, 045110

O(N) Krylov BB ZEEEDRIFE PRB 74, 245101

=R - EEE GreenBAEIE D IEDFHFE PRB 75, 035123
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Code Yersion Basis Potertials H—factor Authors

WIEMZ K 131 LAP APWHID full Orret/satom 5 Cottenier

WaASP 5212 plare waves PAYW 20 2 07 metSatom K Lepeghere

WaASP 5212 plare waves PAW 200 2 GiW-ready 08 meVatom K Lepeghere

Ahinit 753 plare waves PAYW . JTH 12 meysatom F. Jollet et af [3]
Akinit 712 plare waves GPAW PAW 059 (40 Ha cut—off) 13 reVsatom  Fodollet ez &)t [3]
GPAY 091  plare waves PAy 09 15 retlatom  ASE [2]

Cluantum ESPRESSO®E 502 plane waves PaAW 031 18 eV atom  Quantum ESPRESSO [5]
Cipe bl a7 peeLdo—stomic orbitals  MorrisorBylarder—Kleinman morrrcorserving (201 5] 20 et atom Cpentds [4]

WASP E22 plare waves P A 2011 21 meViatom K Lepeghere et af [1]
SR AN 080 grid—tased PAW DG 38 mevatom K Lejpeghere et st [1]
Dacam 2716 plare waves warderbilt ultrasoft version 2 6.2 metatom  ASE [2]

Ahirit 544p plare waves Troullier-Martine norr—corserving (FHE) 145 meysatom ASE [2]
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Table 1: Convergence of structural parameters, dipole moment of a water molecule with respect

to the cutoff energy. The input file is '"H20.dat’ in the directory 'work’.

Ecut(Ryd) r(H-O) (A) / (H-O-H) (deg) Dipole moment (Debye)

60 0.970 103.4 1.838
90 0.971 103.7 1.829
120 0.971 103.7 1.832
150 0.971 103.6 1.829
180 0.971 103.6 1.833

Exp. 0.957 104.5 1.85
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'-'?flk 1 Vo (p—1)41 _ 0
oo (RulRn) - . .
). = () 1 1 0 A 1
"BE BANBFEEIRRT5ASNS,
J'Q*Inli:ll - Z Ccy mp;:}n -+ -} Z o Rm
m=n—(p—1) m=n—(p—1) G.Kresse and J. Furthmeuller,
PRB 54, 11169 (1996).
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Morm of residual density matrix or charge density

BREERAEDLE

—— Simple

«— RMMDIIS
—— GRPulay
—— Kerker
—s— RMMDIIS K

..............................

0 =20 a0 40 50

10°

—— Simple
—+— RMMDIIS
—— GRPulay
—— Kerker
—— RMMDIISK

10 20 30 40 &0 60 70 80 a0
Mumber of SCF iterations

+— Simple
—— RMMDIIS
—— GRPulay
—— Kerker
—— RAMMDIISK

10 20 30 40 &0 &0 70O B8O 90 100

Mumber of SCF iterations

LI NDHZE
RMM-DIISE UK
(ZRMM-DIISKH
IR CH D,



RMM-DIISK®Dkeywords

RMM-DIISK(EEL T dDkeywords CTHlftl=n D,

scf.Init.Mixing.Weight 0.01
scf.Min.Mixing.Weight 0.01
scf.Max.Mixing.Weight 0.2
scf.Mixing.History 40
scf.Mixing.StartPulay 20
scf.Mixing.EveryPulay 1
scf.Kerker.factor 5.0

scf.Mixing.StartPulay(FRMM-DIISKZ X5 — 3 BSCFRFT W T HIETET D
ZNBBID R T W T (FKerkerEW A EN S, RMM-DIISKIA(F#E— 1 — b2k
THdND. HDIEEDINERMNEMRESNTCRIC. BEOBMIDINETHD. =6
IRWEER UIRWEEN DD,
RMM-DIISKICH T BDEREE I scf.Mixing.History CIEE 9 D,
scf.Init.Mixing.Weight, scf.Min.Mixing.Weight, scf.Max.Mixing.Weight (&
KerkerZZEA N DEROESLEOFEME. &/IME. RAIETHD. IFRIKIT
ZEZAY—U. COFEBETEHNICHE=ND,
Kerker&lF(dscf.Kerker.factorc5X 52 5. 1EE UIRXWES(CIZBEFNICE
EEMEESN. FRIND,

RMM-DIISKE(CED X /212 (C. RMM-DIISKIC K BEEZ=EMI DIEEZ
scf.Mixing.EveryPulay TIEE 9 B, 1DFEICFEE]. Ehd D &G,



teEEE b

DFPEEDEB ZIER(CHARBEHICETITRILF—D
F/IMEZ S5 X D18&E(=EEE) Zi1E I DdMNENHD.

iy =% T % (Steepest decent method)
ITRILF—DHEFEIICA LD DORET B,

1 -

(o

BEYNEMTIEZAELY,



11— FEIC KD EiEaE b

TRILF—%ZTaylorEBR 9D
oF

S 0y, L~ [ OE (0) (0)
EF = E _ T; — @I — i e — o re— 2Oy 4
n—l_g(@-'ﬁi)n( 1 ‘ )+sz(@:1:;f{’):rj)ﬂ( ! i ) J 3 )
EE O EE e
oE OE N /g2 o
dup (m)u " Z (?}:E'L—H.‘E;)U (i — ;7).

a2 o

[ s
aE 0 dxy 0y
_ ——— - E
oy

HAx = —g,

NZAXICDWTERITIE,
x(" ) = x(n) _ (g(n))=lg(n),

H UHessian{ToIHM RO SN BIRAS(E. COFESZIENTH B,
UL U—RRDIZE(C. HERKODC EIFHRE# TH D,
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T

nr
I

£ 11— hBRICKDEEaE E

OpenMXICH T EERELIFEZ1 — b 2AEICEDULTULD,
OpenMX Ver. 3.7(CHBNTIE 4 DO SENEREINTLD,

" Ao —1 )
Ihew = Iprrs + Ar Ar = —H "gprs

AN 77 ATHIHDETEFE
DIIS BFGS RF(rational function) EF (eigenvector following)

H=I BFGS BFGS+RF BFGS plus monitoring
of eigenvalues of H

Broyden-Fletcher-Goldfarb-Shanno (BFGS) &

Agr)(Agr]  |HpArg)(Ar,Hyl
{&gk\ﬁrk} {ﬂl";JH;L-‘ﬁri;}

Hy=Hp1+

M CHERFNTZAENETHD/ES5(E. HOIEFEEHEFRTZND.



Number of optimization steps required for 10 hartree/bohr

teEsE LADIEE

o ES[%
200 T T T T T ——— 200
B EF _ EF
R RF 4 N
DIIS EES
120} { 120}

80F 1 80} _
40F | 1 40t I _
L | 1 I I |

Methane Glycine Cg  Sialic  Water Nitro CgHg Si;C Diamond B;Cs, TiO, V,0. NaCl
acid dimer surface

o RIFN—UENSEEREERFEDERENERNS EN DD,
« BECHEEHEMNMAKESVDFRIEIERLICSLY,

CORFI—TABEDAN T 7AILEBN T 7AILEUATDFT« LT KNJIICHD,
openmx3.7/work/geoopt_example".




HIKBIZDIEE

BEIREZILL T DER(CIEE T D,

LfJefinlition.of .Atomlc.Specles
i 07 .0-sZpZdl O_FEBE13

H H7.0-sZpl H_FEE13
Detinitlion.of .Atomic.Specless

« 07.0(307.0.paolCHIHT B,

« -S2p2d1(FEEREEE LT, sPuBz_D, pIuEZ2D. diuE=Z1D
BRI D2 EZBIKRT D,

o T, BEROICHTL T2Xx1+2x3+1x5=13HEEHZE DL TSNS
CECIRD,
07.0.pao¥>0_PBE13.vpsDR{FSE(FLA T Dkeyword TIEE I D,
DATA.PATH ./DFT_DATA13 # default=../DFT_DATA13

Default{E(Z../DFT_DATA13Tdh B,



EEBMDREIR: H,0DIEE

Database(2013)(CHB LV TCH7.0.pao&07.0.pacz 0 Jw 09 3 LT DIBEBRMNMESN D,

http://www.jaist.ac.jp/~t-ozaki/vps_pao2013/H/index.html http://www.jaist.ac.jp/~t-ozaki/vps_pao2013/0/index.html

B R R R R R R R R R B R R R R R R RN R R R R
Eizen walues(Hartree) of pseudo atomic orbitals Eizen values(Hartree) of pseudo atomic orbitals
e L S ettt ettt ettt s] et e e e T e e T T ts T eTts
Eigenvalues H70paO Eigenvalues O7Opa0 1
Lmax= 3 Mul=15 4 Lnax= 3 Mul=15 74
[ mu 0O 0O -0.23595211033442 [ mu 0 0 -0.87913976280231
[ mu 0O 1 D.141DESBEEE1BE?‘§ [ mu 0 0.06809081801229
[ mu 0O 2 0.61751730037441 [ muy 0 2 0.5270492758R5941
[ mu 0O 3 1.318906715598573 ES [ mu 0O 3 1.24595140722317
[ mu 0O 4 2.24052785608302 [ mu 0 4 2.21829052402723
[ mu 0O & 3.37954791544651 [ mu 0 & 3.41945488859267
[ mu 0O B 4.73488569825610 [ mu 0 B 4.845096070537 49
[ mu 0O 7 G.30808874470710 [ mu 0O 7 E.488250901 42865
[ mu 0O 8 g.09282718517299 [ mu 0 8 8.342071345316001
[ mu 0O 9 10.09464035732420 [ mu 0 9 10.39973244132142
[ mu 010 12.31085267019158 [ mu 010 12.666137E4555926
[ mu 0O 11 14.7405751 4485273 [ mu 011 15.10428688136954
[ mu 012 17.382778457 42691 [ mu 012 17.746770303R2947
[ mu 013 20.23K45090753857 ES [ mu 013 20.58633940582633 ;2
[ mu 014 23.30073926097544 [ mu 014 23.6295 7122674031
[ mu 1 0O 0.109146845904R5 [ mu 1 0 -0.33075182895384
[ mu 1 1 0.47776040452236 [ mu 1 1 0.16576499567753
[ mu 1 2 1 .0B938E80453686 [ mu 1 2 0.64129274854338
[ mu 1T 3 1.88261331124931 [ mu 1T 3 1.350895471521821
[ mu 1 4 2.91175885833054 [ mu 1 4 2.3157769741 1430
[ mu 1 & 4.156011834739448 [ mu 1 5 3.50052618379026
[ mu 1 B A.E1454131060210 [ mu 1 B 4.91841590421 346
[ mu 1 7 7.28681 79298307 [ mu 1 7 £.56499793343396
[ mu 1 8 9.17254361476158 [ mu 1 8 8.436341054100391
[ mu 1T 9 11.271567BR390586 [ mu 1T 9 10.52733540473795
[ mu 110 13.5838153456895800 [ mu 110 12.83276989730839
[ mu 1 11 16.10921637 499560 [ mu 1 11 15.348801 715673570
[ mu 112 18.347EVER0575107 [ mu 112 18.0741 4632417004
[ mu 1 13 21.799021 10024635 [ mu 1 13 21.010131109344249 E;
[ mu 1 14 24.963004807932386 [ mu 1 14 24.1593360716EAER
[ mu 2 0 0.27851528500170 [ mu 2 0 0.261R2548257116
[ mu 2 1 0.769704009584R3 [ mu 2 1 0.70705247436937
[ mu 2 2 1.4757681 4457054 [ mu 2 2 1.3471 4706672243
[ mu 2 3 2.39881523730167 [ mu 2 3 2.18799459356269
om0 A 2 ROTI0ARAATIEA [ mu 2 4 3.265115889658328
|=x4 |Las—x 2 s ~
BE IR TR IRILF—DHEN 518 IRT D EH7.0-s2p1, 07.0-s2p2d1&7dd,



Eigenvalues

Lmax= 3 Mul=15

mu
mu
mu
mu
mu
mu
mu
mu
mu
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mu
mu
mu
mu
mu
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mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu
mu

I mu

[t Rl e o Yt e e e Yt i ot B e e e ol e Y e e e e i s e e B e e e e e e e e e [ e e e |

—_— —_

—_
e = O e = O W=l Mo — O Lol — oW oD =l N o o — O o 02 o — QD 00 ~=J 00 O o 02 0 — O

Si7.0.pao

D00 O e OO D — T O

10— —
=D D0 D =l e M

PO — —

OO O D0 e OO ] O o P e 0 0 D e e D0 O 00— D0 O O D0 [0 — T

LAA320368623145 1
.0185424?2858?2‘1
LSTIhERRA61703 E;
L39915528592398
LAMOGT03303063
LB3499004739274
LAA88R012002733
CAh43hTRA4TRRAT
La3041526308320
L34055461339333
LhB1a0a1232040
LHR3EATITRAT0AR
LG201447357 1136
LATINTARAT2ET
LA24h30307 3866
LAT4E0013133101 ;Z
L2RITRANTARAR] ES
LTR3T3R0083T0
LAA438637335006
3211686526004
LHARETI242 30366
LA1246180826168
.23503733702661
LH9454075291723
LNBOZ 102380762
LA2B92005225443
L0h86T400B6TIE2E
LB02723R3142245
LAhB9484363537 1
LT2E0232390 4447
L1886411507 4821 :3
.35893514998085'7
LHAR23318704692
LTRZ0176REA4383
LTAET23624308
LI0BBEN12G45361
LGARE1A71875011
LA9522693020483
LAT22E0A8331867
JBZ2TIITTR4802
LABRZNBERRA06A0
LABRR1312641581
LAZZARRT41 3860
LATI0R031363278
LOARIRZT2AR27TE
LARARETEITR104R ES
LTA0E2E361 14560
2392065308726
(62637261496132

Total energy (Hatree/atom)

2ERIENDEIR: SIS

(1)

Si7.0.paoFDEBIRILF—DERWVENSIER. BEICEHD,

-4 07

—-4.08

—4.09

-4.1

-4 11

Si7 0-s1p1
Si7 0-s1p1d1
Si7 0-s2p2d1
Si7 0-s3p2d2f1
Si8 0-s3p2d2f1

2.6

constant (Ang.)

AY

Si7.0-s2p2d1T+%
T,

Si7.0-s3p2d2f1 &
Si8.0-s3p2d2f1dLtt
NS, Oy hAD
H12(37.0(a.u.) TYR
RLUTWBZ END
"3,



Energy (eV)

BIERZODEIR: SiDizs (2)

IS RBEDLEE N 5ESI7.0-s2p2d1TEEFPNERL TS Z ENDHN D,

8 e 8 8.0 —
Tk Y NS 1 7F 70 v
8 F 4 s8fF 4 6.0 3
5F 1 5¢f 1 507
4 F 4 af N4 4.0 3
3F 1 s3fF 4 3.0
2 F 4 2F 41 2.0
1| 4 1F 1 1.0 3
o 4 oF 4 00 3
1 b 4 aF 4 -1.0 5
-2 / 4 -2F 41 -20 _/
3F 1 =3F 4 3.0
-4 \-4 -4 \4 4.0 \<
5 F 4 5F 41 -50 3
o 4 6F 4 6.0 S
T EF . T ] a0 3
; i OpenMX L e X Wienk -
of 1 ot Si7.0-33p3d2f1 1 oo _\
-10 | 4 -0 4 -1004
11 F 4 1F \ 4 -11.04 \
12 F 4 qzF 4 -12.0 7
-13 1 3l -13.0 -
w L G X woK W L G X WK W L A T A XZ W K

KD FTEIIREFEEIFDIZEH(C(ESI7.0-s3p2d2f1(Si7.0-s3p3d2f1) = LT
HRVLWH, RRREREIDIRDIHEY, LERMESERERZITDZOHICIESi7.0-
s2p2d1(FFEE TR bDINS 2 AOBNIZEEKKE TH D,



snergy (ev)

VAN

W L G

JO—5+ >24RE. in 3C-SiC

C6.0-s2p2
Si8.0-s2p2

C6.0-s2p2d1
Si8.0-s2p2d1

Y

—RY

~

7
2
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/

BN

]

C6.0-s3p3d2f1
Si8.0-s3p3d2f1

,—/\

6
1 4
D2
_____é oL--4---
f'z/
4
skl
8
\

- 10/@1

12|
N\ 4
:—16 N

S

AN

12t
14 \é
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N

&
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12,04
10,03
8.0 3
6.0 3
40 3
20 3
0.0 3
20 4
403
60 3
50 3
1003
1 1203
1 1403

I L1603

Wien2k (FLAPW)

Vo

R

\y\v
P N

'\ £
AN

G X WK wW L G X

W K

w L L G D XZW

I\ RiEEZHBIRIT 3 L TEETHD.
’} T < EBE5eVETD/\> RIEE(Is2p2d1BEE TBIRESNTUL S,
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BB 2 E

[TLAY

Binding energy

Equilibrium O-O || Dipole moment Binding energy {couterpoise
distance {Ang.) (Debye) (kcal/mol) corrected)
(kcal/mol)
07.0-s2p2d1, H7.0-s2p1 2.899 2.54 5.57 5.21
07.0-s3p3d2, H7.0-s3p2 2.897 245 5.48 548
Other calc. 2.8937 5.15¢
Expt. 2.98" 2.60" 544"

ROFN—DTEAENSDF RIS I DBSSE(E~0.5 kcal/mol
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.|I|n

5‘55 &O)n-l_

fcc Al (111) surface

BEXECT-RANRFZEL CETHERBOERESTBENAIETH D,
(ARETE (IDatabase(2006)DEIEREEZ R\ TITHONIIZIZ8.,
Database(2013) TR RAMAEZEENTVDEJEEEN DD, )

44 T T T T T ] 'szgﬁaé;y
| Non;—gEOSt — l—E 4.24 eV
i l1-ghost ~—r— «EXp L 4.29 €
4.08eV__ 42 2:ghost wewwsssisns _
= Shast s PW 4,09 €V
4.07 eV 4 : ] Y. Morikawa et al.,
~ I PRB 69,
T 38 041403(R) (2004);
L : TABLE 1.
I 3.6 |
34 |
3.15 eV —>3 |

w

Coordinate along the surface normal (Ang.)

i i 1 Al(111) fcc 1x1 6L, GGA-PBE, Fix to the equilibrium lattice parameter
By lepo and OthtI (FUJltSU) Al6.0-s1p2d1, Al_PBE (Database ver. 2006)

E6.0-s1p2d1, E (Database ver. 2006)



-111.38

-111.42

Total energy (Hartree/atom)

-111.44

3.6

111. 4

fcc-AgDET RJLA

HIEKE#dDOvercompleteness

T T T T T

—e— Ag6.5-s1p2d1
—e— Ag6.5-s2p3d2
Ag6.5-s3p4d3  _

+ Expt.

*— Ag7.0-s1p2d1
—e— Ag7.0-s2p3d2
Ag7.0-s3p4d3

+ Expt.

3.8 4 4.2

4.4 3.6

Lattice constant (Ang)

3.8 4 4.2

4.4

fcc, hep, bccEDZEIEE(ICXT U T, ZEOEKREZHER UERIC.
overcompleteness EMF(IN DEMEARLZEMENFEE T DIHFENH D,



Overcompleteness®/R X

SEEDEEKZR DIKREDFZERD,
RFEERcdE L Td—>0&£T D,

7 e h %
B h e He = =Sc
C = EOC

g_ (1> He = eVAVie
B 1 DNRIEAVAN 2 AV WYL RV Va PR Vi) yig S

By A 0O R
b — 1 ( 01 )\2 ) 1r — 1)\11 H; _ )\_1/21;%]_[1;)\_1}/2

b=V'c|Hostaomicv,n
M=1—s v =(1-1) =bICHTE B RS
- L H'b = cb | 3. ZDBHEN

A=1+s  va=(L1) 1//\, TIBIRENS,




Overcompleteness\DEE QXI5

OvercompletenesshFE4E UTZBR(C. MR

2yI)ILDTOS T IO —RBRAZEATICTDI LT,
CDfEZEEE TET DI ENZLN,

scf.ProExpn.VNA off # on|off, default = on

KSI\ZJL bZ77 > BEEORENEEL TS EER

S5N3H., COEBRICEALTIE. TE2HHBICIEED
TULVRLY,




AT —

e ETENMRT URICEBENS5I SCFAUNER L TULVRU\E

a. YU FDkeywordzE58HDC E TRISDEBFEED
mZzBAWCSCFRstEZ I U RS — T B ENHES,
(7272 ULDA+USEDIZE (C(SHEEE LR WY)

scf.restart on # on|off,default=off

« BERECVODFENFAENER TR T UIEES.

RISEBEVPRISERE TS ATCAND T 7 1)L(* . dat#)h
MHATZED. COIVRSY—FMHDADT7AILZR0)
T, sT8BZEHR NS YURSY— hHERD,



I\ FUE—RTDHEN

o RRURILETEZXITLU. B8 dDcube I 7 1)L 2hiN 93D

ma. 71V ATLADMEREICK D TIEREEZET
DIFENHDD. CDFE. LUTFOF—T— R2ANT/N
AFIJE—RTHANIDIZLETHARREZERIT DS L
WEIEETH Do

OutData.bin.flag on # default=off, on|off

e )J\AFUT7A)LIZEbin2txt.cZzFHL\N T, TFA I 7A

IVCETED,

1> )\1)LAEE: gee bin2txt.c -Im -0 bin2txt
fEF7E: ./bin2txt *.bin



Ll

e I = T ¥ I =9

AIIRETE

512:IJ ZHERAUTI000RF2DBEEDIEEICKID(DNPEEZRAVZ)ET
BHNOJEETH D, runtestL2DNN>FI—T5t8OFERZ LT ICRT

$ mpirun -np 128 openmx -runtestlL2 -nt 4

large2_example/C1000.dat
large2_example/Fel1000.dat
large2_example/GRA1024.dat
large2_example/Ih-Icel200.dat
large2_example/Pt500.dat

large2_example/R-TiO2-1050.dat

large2_example/Si1000.dat

Total elapsed time (s) 37407.95

7 J /I’) L2 DEF (IR

Elapsed time(s
Elapsed time(s
Elapsed time(s
Elapsed time(s
Elapsed time(s
Elapsed time(s
Elapsed time(s

)=
)=
)
)
)
)=
)=

1731.83
21731.24
2245.67
952.84
6831.16
2259.97
1555.25

2 (CEULT

diff Utot= 0.000000002838
diff Utot= 0.000000010856
diff Utot= 0.000000002291
diff Utot= 0.000000000031
diff Utot= 0.000000002285
diff Utot= 0.000000000106
diff Utot= 0.000000001615

BifE () Thd. —HEE CTEERELH FIEE,

NZ17)L96pESH

73
[}

AR N

D &o

diff Force= 0.000000007504
diff Force= 0.000000000580
diff Force= 0.000000015333
diff Force= 0.000000000213
diff Force= 0.000000004010
diff Force= 0.000000001249
diff Force= 0.000000005764

CSENDEFEZRT . Elapsed timeldl MD&HE=D



Elapsed Time (Second)

[TR] ETDO(N)EDAFI{E3HhER

1200 oo

1000 - -ommemmeemeoe

GO0 [

RBTLV7E RIEF

400 | oo

200 oo

[ I
8 threads (Time) — |
8 threads (Efficiency) - 100

-1 80

1 a0

Parallel Efficiency (%)

20

16384 32768 65536 131072

Number of Cores

135107277 % fF]

1L CTH K Z68%Dill:5I{b5n=
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\

EENE (2)

. TEEEE1L
Methane2.datz AW\ C. BEREILZITD.
NZa17I)IL63pESRD &, 2TDOADT71)L
. REEZREDEtE *.dat(Fopenmx/work/

i AF(CHDERT,
Cdia.datzH\T. REEEZFTET D,
JR_a177)L76pZz&lBh &,

REDHDIFELUTFTOARICEF LU TR,

. Nudged elastic band (NEB)EIC KD RICEEEDETE

C2H4 NEB.datzZHW\T. 2EDIFL > nFOEIRA IR
KB o075 > DEMBIZICHITDRICEREZ KD D,
N_a17)l16e8p=&iEanC &,

. IRBRHOEBEFEBXRDETE

Lead-Chain.dat, NEGF-Chain.datzHU\ T, EFEEXZtE
EESR 7_17)I/129p7&%5”0)c_&



WBEeE{E (Methane2.datZzHuU\T)

<Atoms.SpeciesAndCoordinates

XIS FDREEF DX FE 1 ¢ 0.300000  0.000000  0.000000 ;.0
7z 2 H ~0.889981 -0.629312  0.000000 5

C%Egg%(ﬁé?%?) itt*g 3 H 0.000000  0.629312 -0.889981 0.5
— C 4 H 0.000000  0.629312  0.889981 0.5
EEE{E9 D, 5 H 0.889981 -0.629312  0.000000 0.5

Atoms.SpeciesAndCoordinates>
23T DIATTE

$ mpirun -np 5 openmx Methane2.dat -nt 2

—
o
o
I
|

e

Methane molecule

L_O)D-I_%(j:ﬁ_ BIF—F/E (SD)%}Eﬁb\T iﬁ
&5C. BEDEETHEBENMNRTY D,

—
S

XCrySDenZzRU\d Emet2.mdzB]HAL
TED. TDRICIIxyzT 71ILE LT
aj'LIJ\L_ C‘:_o

—_—
D|

Norm of Maximum Force (Hartree/Bohr)
-nuhu T™TTTTIT T ™TTTTIT

N _a17ILe3pESHBDC &, 05 10 15 20 25
BEmREIE AT v




~

IREEFEE D (Cdia.datZ AL T)

Kohn-Sham BEBIEDIRREEZEE (DOS) (FRD 2 DDEEZZFHLU TETE
=N,
(1) SCFEt&
ST ROSCFEtEZEITI Do
3T DATE
$ mpirun —np 2 openmx Cdia.dat —nt 2
(2) DOSEt&
(2.a) openmx/sourced cDosMainz1>//\1JL
$ make DosMain

(2.b) work(C#&h U TDosMainZ{£> TDOSEtE
$ ./DosMain cdia.Dos.Val cdia.Dos.Vec

T, NZa7)L76p=asian &,



