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Abstract

Quality numerical simulations of the dynamics of a given many-body electronic structure
system is an important research area in material analysis and nano-optics, etc. Quantities
such as the time-dependent dipole moment are essential for further study. There are two
components in such simulations, i.e., the ground state calculation, and the following dynamic
simulations with the ground state as an initial state. These two components can be obtained
by solving Kohn—Sham and time-dependent Kohn—Sham equations, respectively. In this
paper, based on the finite element method, a unified numerical framework is proposed for the
whole simulation. For the ground state calculation, the classical self-consistent field iteration
method is employed for the linearization of the equation, in which the derived generalized
eigenvalue problem is solved by the locally optimal blocked preconditioned conjugate gradient
method, and we also design an effective preconditioner based on the multigrid method for
the acceleration of the iteration. For the simulation of the dynamics, an implicit midpoint
scheme is used for the temporal discretization, while the linear finite element method is
used for the spatial discretization. A predictor-corrector method is used for the linearization
of the equation, and an algebraic multigrid solver is developed for the derived complex-
valued system in order to accelerate the simulation. In particular, an h-adaptive finite
element method is developed for further improving the efficiency, in which two residual type
a posteriori error indicators are designed for the Kohn—Sham and time-dependent Kohn-—
Sham equations, respectively. A variety of numerical experiments verify the effectiveness of
our method.

Keywords: Density functional theory; Time-dependent density functional theory;

Finite element method; Adaptive mesh method.
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AR, XEBEEEH vV AXmERA, KRBT REANE DR FIIMAE XRZEIIE
“HERERHME” , (APRIL AT FIEUERIAR T R TIHRR PR, RIBE &S5 B FRAERR L&
K725, BATAT PAFIAH Born-Oppenheimer R EERFHEFAA KB TTRFBER. SR, ik
PREAIRIKIG T REHF—METME. XER T RIBIZ AR RS 53 FIBE AT
R e Rt R AR RE S T RS 3R T 2 OCEEMEA, PR35 m B
REEAKTRL. KA SR — R BEZ P L. B Hohenberg, Kohn 7f
1964 fEBEAT T BRBEEE, J Kohn il Sham 7E 1965 G4 Hy T AT T EBLRY, 2% B8 b PR L TR B
BOATRR IS, BATIRE) Z SRR N TRERSY, B AN EEE RO, e
BT RD o} 2 4 M S e B Sk A

BETEAREZR AR PRERATER. HTZHRREASERM, kE
IR AR, KW DA 2. DR, AR5 BT i B At B A 2 B2 bR PR
RIS —ANEE bR ERSEEMTHE, R BEHERTERBRR - Wi
PR —RAMN), B IZRAMTE. EFERH— RN B R ENRE - Rk
TERMEAL, FFE A KRN EA A R H ) SRR SR B 245 B S M. RELIME
BB REAT AR, - RN BE R, WP E sk N, ARES ik P
ARt PO AWINT & U, AR B ek O S Xl kT
WA I T2 BUE SR, Rk H Gauss 19, COMSOL M & X FFJs 4k 4
VASP 2] Octopus 2, DFT-FE I3 25 g7 (3447365 vk, HERT IR AE38 5 vk o — 28 5%
MBS SR 7T ¥k HAF BUe %3l (Wick rotation) RIAR, 83 785 N #E 15 75 R h 5L HE I
] t = —ir, Ye SEAHBEE VS 7 FRRAL A SEAE TR, 454 % I ek B )3 —fb B AR, 1S E 7 R e
B T — oo HFHARBNESMH. %77 5B AE T VMERTNEUR, FE T ) SURFE(E [
USRS A, IR [14]. 78 [15] A, —2RET 2 2R IE AR S SR o R SRERLR -
WITHR. 77 B RHR - D77 FR I SR g 1] s A — A XS B A0 s A% b, IR — R 5 R
B - YeT7 RS H AR T P B R SR N T S R IR - T 75 R R SR A S R), AT 75 31 1R kG B
MRS B TRIR - WOT PR ISR 4 2 18 e fE 40 46 W A% b, 32 Iv) 7380 RT3 33 40 L Fg PRt
SR SRAG AT, R SR ARG 21 B Dt 10 B 30 ey 2 U5 o 0] TR A2 M R B0 P
i), FeT REERERAR/AMU B SR AT R B WA BT S, 2073k, R B R] 6 1R
AN T 2 R P, XA AR X) A K RS L 54 P B SR S A PT 8, LSRR [16].

EF X 2R R G B AS ALK B PR BUE R B OCE 2 B R A I RO AR R
AR A T A PR S g rp T I A B R, BET AT AR T B Se s et LR R
& ETHBIZHKAL, Runge Fl Gross 78 1984 4FE X & N4 BEZ bR FLIRHEAT T PR BAEE T
fE. BHEDSINRLR - W ZH TR ZERERNSAEL. RN RAR, x5
BB 7 0] LABE DA 28 T4t R GRS 10 1 2 2 55 I8 B86 322 bR BILIR 7 % (limear-response
time-dependent density functional theory, LR-TDDFT), J4&*f RSBl B SL -3 I 28
B RIS T (real-time time-dependent density functional theory, RT-TDDFT). Hr, 7
REZINABIEIE, AT AHBRERSE —HAERESHHE. N RENISEALHETFHR
SEARAL I — BT T BT RGP B AE S A B B RE MBS MRS
BT, ZAERELERESHE B R TRROL. I 7R i 3 XT & 4% B o PR R BE AT
BUEBRASA T #R REINSEAK A RF B BARX H LR-TDDFT, RT-TDDFT f fF %
HE W HEBRRES. R EE 2], RT-TDDFT & A 8 Uiz, BAERRE B AR
SR A MR BT, b T RE - R L R B E R g 22T
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R4k U8, R on ik B 410200 Rl pofnar &5k 2, Nk 1) ST A RbE -
VTR 23 (A BEHL, ek - PEIEYE, commutator-free magnus J& I 258 77 1k w] T it ) B9 .

BT AR LR B2 2 A SCh AR — AT AR T BEER, HTaEE
BUHEAEANRTZER RGNS SEEEEBRL, I TR0 R0 Mg 75 18 1945 T i 8
ERDITE T E, BAIFETEMA R 7 7 R, FIAH A B3R B 8E R # R
B - WO RE, SR R LR AL B ILPikR B2k (LOBPCG) KBS H) SURHEE 8. A
HEERESCR, 7 LOBPCG HEATFI AT BRI, #&it T —RETREL ERHKE BT
B T REN AN U R BRI AT R AR, R B AR AT 1 IFATA. T RS R B R
FTRITRE 7 15 B A RO MR AR 8k, A AR, e L% (Hartree potential) 71-8H,
FANIRIHIAR . (Poisson equation) R ZHJEIT (multipole expansion) /¥, #H T —RE
HREAN O(N) MEE:, B T HER S TR O(N?) B445. ERESLRI S, Al
JEAR T HR L, h- B &N T EEA S0, IR CCCBDB % PR 45 A 5 T HAT %
{77 1.

BEEFEWESE, BAIETHESH, K SHRE - W BRERRE M35
fh. RO E, BAWIRET LA R /7 b 72 AN S . i B O |, R E & e
BHAL - e R A BRFR G, TRER A B R <P rE kIR RO RS, BAT TR A R S
¥ O, BATEEET (3, 24] XA Sk U SRS Mk SO AT . Bkt BeATIF
FH—2R Wil - BIE X ST R MEALAL BT, 780 T — M B EEME RSN R E
Rk 7 ik S B T FE LA TR EOR A. AEUE R, AR [25] 4R H G K-formulation
RBAFMELEMRS. AMERT, BHBEERBIEMEFERBL 2 x 2 197 FEB 44D
HEEFPYITX L 2 x 2 R PEVEA B E R PR S, TRy, SEHMEREA SEREART
23 7] 75 20 B SEAB R B R RE AR BB . DXLtk A28 S R WA e B o i v v S 5 72
LA REE AL T, 7 AE A BRI BT (restriction operator) R FEHKHF (prolongation
operator), JF R EHT - IR (blocked Gauss-Seidel) 3R 7M. BELRBERT
ET T SRR ESE M FRA R E S 2 BT B R A B AR SR T
TREFAABR.

At —BRFERIBCR, Bl 1o BIERE - TR RS RRR - W R E K5I
T h- HEMN . h- BEN % EERE B, BIAEBE MR A 2 B XA T RS 1 Ry 38
TR, B e B G P55 T J2 1) DX S T IO A R A 3 >4 JBORHL, AT 2 6 e 201 A RS 38 2SR 1) i
FT, BB A S EIA T ARSI E 8. Bk, S —N 8 h- BN R EE
AN, B e R A PR R R B R A SO, e 5 B AT SRR IR ZF R R T R WA AE
BT RS L SCER B A 0 R AR (. FRAIED T DL b SR A A . g, AT
F 261 i Y LA A R AT RS B BE. R SR B0, JUAT B A T/ \ U B e 45 4 5
PR, BEE I bR 0 A BT ] I AL F R R . BRI E R TUMA R B G R, Btk RE B SL
DR A 1 JR 3 AR B O B R SRR FEIRESR R O L BAT IR £ TA PR oo E @i sk
BAWERIRZEM T T, 2 RHR - W R ENRE - W TIRERA T EE
BRI LT RAE R, B RIRESL T R C REE B A @ S T iE 2, IR B A B A% L
MFRARE HEE T HIRKEXRRGR. BAERER RIS, BETU LRSI A- 8
TN T R SRS AN B SRR S AL R  FAE 3 7 B A A — i, ARt
THAERCER. BUELE R T BA7 A

FESCERE RIS, BATE NGB, - TR BUE g, — S B E 15, KA
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REELR. LENE=ZHDESEENRR - W REE T, B AP i — S 18U
TFiHE. SCE SR P4 tE1X 2R R S sh A BB SE BER AR, FF4h HAH B 2L
AR B, BAVE ST, HFAGERRITEN TR

2. BB - AR BEBEAE

2.1. BB - kAE

FEFEZ RBIEH, — & M ANETE, p MR T A RS T DU R T
BHR - 2,

Hyy(r) =eaa(r), 1=1,2,....p,
(2.1)
{ /]R3 Oippdr =0y, LU =1,2,...,p,
Heh H ZAEM AR RAE W% /RIE T, BAEZA T
B = =592 4 Ve (1) + Visar ([0l ) + Vel o)), (22)

He g V([pl;r) REE V £ p BNZE, HMFPEE o(r) = X0 [ui(r)?. & (2.2) HilE—

Wi —V?/2 REEEET, BRI E T ERINERGET, ERRBRA Via(r) =

— S0 Zr/lr — Ryl, Zr il Ry 5 RIFERE T ABRFEIOHERRU RSO E. S50

Hartree #GET0, FKHR BT 5 P2 M EAER, BRER Vi (olir) = [os o(r)/|r

—r!|dr’. BeJG—TR Vi J H R ASAH 7550 BH 0 EC A 3l 420 PR A 1R P 7 2 B 28 B R B A RE TR,

X —I H BT A LR T 3R R, FEASCREATRA 127) w975 B S B 38 B S BRI,
ARG AR R AT LI LR 7

EKS = Ekinetic + Eext + EHar + Exc + EnuCu (23)

Hr Biinetic Z3NHE TR R HIHIRE Vexe, Vitar, Vie, FUIRTFESETFEZAAHEAE
RIS EE. R BORIBRAE R BILE exe(p), TREMAEHIRIKE Vie KIRRWLE Vie =
dexc(p)/0p. NI (2.3) Fp&E—T AT LUBTF AT

1< 1
Ekinctic = 3 Z/ |V’L/)l|2d’!’, Ecxt - / ‘/cxtp(r)drv EHar = _/ VHarp(T)drv
2 =1 R3 R3 2 R3

MM,
Exe = excp(’l")d’l", Erue = Z Z |R "R |
R? =1J>1 M 7

2.2. HEFE
2.2.1. BiRiHER

ERE A R TRABOGE, FIRE (2.1) Rtk BL [ R —%
B2 R SRS T ¥, BB LR — KA R AT %, BRI R AR 4 RTE LR
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HOH, ISR AR 2R R BB R AR, A SR LM N AR AR A 1
.

PEAEAREE, HBIE RS E TR — T E . B H T DA AR AR 2829,
{EAE BT —MBCPE A AT OB A 3R 73 TRIME. ZERE U7 TH, ?ﬂcﬂ]—Iul_ﬁ_‘Wi/\?iﬁ
REEEWCEE, BI A AR E SR TR A H X (mixing scheme). HASCFHMERERL, BT 4
FBERLTT 2 B RME S, — KRG K7 SRR AW APE S8 i T AN T A2 1 B e
B, WA A4 T A A IR 7 B R B M I 7] 4% B8 75 VA0 3 By v e A T, A
SCHR (23] W, BATIER Y T — T M 1) A% 587 A R BURAE, SREFIH B Is s 2

BAHK R —RY 2 RANTRESAR, HABRFM ARSI AR (S0
FIERD) KRN T8 55 Y TR AU B 7 B R SR A B K, AT — AR
BN LT B AR BAT M A 1] B IR 4% 5K (simple mixing scheme):

pk-i—l - apk: + (1 - Q)qutv o€ (05 1)7 (24)

He pir F ot HRIREE b SEABATIR B THRERE, o € (0,1) HRARAS
. AT, HRBEARAEERBAHBES R HAH TEEEERRESPERRABEA
W ALHE Broyden 24t B, Pulay geft B sk

B 1 AR R
2.2.2. ARTER

BAVER LA PRI B BHE - AR (2.1) ZEATEI. BT ES BRI T %%
HFR BRI E 2, SRR A A — A AR Q C R® AR B, B - Wy

/Sﬁﬁi/fzdr :51/ Yrpdr, Yo € H&(Q%
] ! (2.5)

/’@[Jl@[]l/d’l“:&l/, ZI:1,2’... , D,
Q

Hep Hi(Q) = {p € H'(Q) : ¢|, = 0} REJIIRAFIRZN. A THE (2.5) MEHBUEL ¥
TR QF A Nae MERBTC, HELENERAN T ={Txk, K =1,2,..., Nae}. iEEE
XA 7 BN RITEE A Vi, Eéﬁéﬁlﬁ n, 7 HIAE Vi ERIERECN ¢, i =1,.
WAUEGE) THESME BN (2.5) £ Ve ERBHEE: R (], ¢) e RxVy, 1 =1,2,.
75
/ cpfhblhdr = El/ wlhcpdr, Yo € Vy,
Q Q

/wlhwl@dr:(sll’a l/:1727"'ap
Q
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BATATLUB S | DNRREAE Vi BRI o FomA b =30 X, b X e R™P 3R H
Xig AR o 0955 « At RN BRI BRR N p(r) = 27 iy Dy X
X1 pi(r) @i(r). B (2.6) H @ BAERME, BATATLAE ¢ = @50 = 1,...,n, FIEKE (2.6) %
BT R TE) SCRFAEAE 17 38

{ H(X)X = BXA,
(2.7)

XTBX =1,
Hrf A = Diag(el, ..., eh) REAFMEMABEIXTFABE H(X) € R™™ & B W /R B I, X

B H X TR R OB AR T M RHE R RO, B € R TR, H f1 B B8
BATTRK LB

1
H;; = 5/ Ve - Vidr + / (Vext + VHar + VXC)<Pi<dera (2-8)
Q Q
B;j = / piidr. (2.9)
Q

2.2.3. |~ XHHEEEE K

FES—5 BRHEART, A FEER T SURAEAE 8 (2.7). 7 SURFAEAR ) 80 2 Bf A%
B — R EEOPIS A, HATCAMRE S, I Arnoldi Fil Lanczos &3k, Jacobi-
Davidson 8.3, Rayleigh B /5345 Hrp, BHARRIEE LI, LOBPCG FEIRE T AREK
Sy, H7 AT AMER A F

B, EHESIE S, RATCOBMEHEXT. BRBINCLBETE b BT LEEx
(AR, X R PIAETFEIEE b+ 1 B RUER (A, X)), 7 LOBPCG Sk, 4
ke + 1 SBHRAE (A SR AR LU TR AME Rayleigh 7 i 752

(X(kJrl))THx(kJrl)
(X(k—i-l))TBX(k—i-l) ’

(2.10)

arg min

RAVH XD = XG4 e X0 1 5,70 Rk b+ 1 SRR, FoR X4 g
k=1 BHRERFHER R, RO = H(XW)X® — BXOAD (RF5 b S8 08 RS
SR, T o, S SPHURFIAASRON B0 BU A L TORR 0L, LIS LA L AL T
#ALH

arg min (X® 4+ . XED 4 g RENT (X R 4y, X B 4 3, R(F)

. 2.11
T o XD 1 By RO T B(X® & g X1 5 R0 (211)

% ) AT DU S 28 S Rayleigh-Ritz 778 ffeR, IMARE] (AP, XHHD) meiig, &
LOBPCG Sk, BAMEFZET Cholesky 4 i) Gram-Schmidt 7738 B9 AR fFREAE B 1Y
7 SEAR

BT 722 AER T %, LOBPCG JE KRR T ER R AAAE R, XA
B AR B A TR AMBHEE R p < n BB, SEXIRHE - P57 RE 7 A AR
W (2.7), 3BA AR 2 ) HAURHEE AR H ok, TS5 LR3I [34-36].
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3. SMEEZRIELHERI

BENE T A, BATCAEZ A HIME, S BER SRR - I RERB R R LN
SHARBAL. TEHBATE LR SRR - DT RE R EEH, RGN HEATBAETT .

3.1. BB - RFERELEH
ERHE - R E T4 H

N 1, 21 p(r',t) .,
it < VS e vasosto)

(3.1)

1
<_§V2+VKS> 7/117 l:1527"'7p5

Hr p(r,t) = 320, [hi(r, 0)|* BB BBEE TR 20 Fl Ry, I =1,..., M FoR%E I DET
BRI B S FARAT, Vies o AN, iy BL3A DL R SZ e SRR A A I 4 REIT.

AV ENBE - WA REBRE, BATEAHR SN EEHE (3.1). AHRIEZ
TR LU S

L SRS TR — MG HRBURSE. & ST K3 K 5 b8 £

(U HTY), (3.2)

N =

H(P", W) = _(UT[HI") +

N =

Hp O =07 007, U7 Fl U pRURRU R E U BSETRFERS, () BT g inE
HBkh sbRic. R A AR R, 5 (3.1) TS AT B MG 3 /R BUR 4t

o . OH
ot owi
in R3, (3.3)
o, OH
ot U

2. IR VS T PR AR S E YRR, B ON(1)/0t = 0, Hoi N(t) = [ p(r,t)dr 7R
R BPEERDNRTSNBS R R 52, HEMRNIE to, HTR
A N(to), IALEAERN ¢ > to KINZIERA N(t) = N(to) BOL, B ON(t)/0t = 0. ZPEBT
) T BELHE 40

Wgt(t) - /R wcﬁr — </RS(HxIJ)*xIJdr - /R \If*(H‘I’)dT> : (34)

R #/RIE T H BJERKRHEBU LU arfG oN(t) /ot = 0.

3. S IR VS 75 AR W AR I ) BN BRE. DL A Bk (V(2) = 0) BItEBAH], RS

» 0
% iwng =0 (3.5)
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FETIRE (3.5) PdmBUL L, ST AME AR #e, & ¢/ = —¢, W[ f%

_a%((_—t;’)—r) +ia’Ad(—t',7) =0, (3.6)
Bp )
W —RAG(—t, 1) = 0. (3.7)

B ESREFRAT LR 1 o (—t,r) 5 o (t, ) WRITFIE LS, XM s o r)
RITRE (3.5) H9— A, HB AL 1] SRS o (¢, r) RS EEE T (3.5) M-
AN GES T SRR (37].

EEx SRR - WA, TR, MR R AR K AN, SRR - R
RIS RN — R i, SR - TR R R A DL A, KT AR
B - IR BeE S50, BARGIRAT S 3R [17].

AR DA EHE, A RHR - PR B R R B E 5 v T AR R B 2K A R, B (e
TR BREFHVE BURBHURCR. A SO, Bl 142 ) — 2 T BROT T ER AR A mis = DU
PIRIE. H5G, 75 Wb AE i 1] B P A Be s rp i KRB IR T RE O = 2R G50, K, &
AERI G BNk B AE SR GESR 45 77 T 70 55§08 Hh B(E 77 vk, TR DA S8t (e At
ROR. DU BB T AR

3.2. HEHE
3.2.1. B8

ALTAES, BATRA T B S A KBTI R B, DARARUER PR e 77 4T 25 1) B
Y FRATTEE S )
B REIRR - W LA ¢, IR ERBR R I BA T — A2
A b1 = tn + At X B At FoRBALRTE. HBK S S A B HE R - WA
R
2i + AtH (pn+1/2))

(n+1) _ (n) _. yn+1,,(n)

Hob H(p) ZoRBERBT B TR p FMBUREBIELT, /2 = 3 [u{" /22, g1/
FOREE | A WERBAER R 41/ = to+ At/2_ERIEE.

WERE] /D X —RATRIITELE, W67 (3.8) sUELAT SRR MERE. 764 TAEF, AR AT
i - BETE A7 kAL T AR R PE MR, ELOA b, 26 Uk S5 A A 1 A R SR B — A
L vl RERXA BB ZEM o2 1 H, Il (3.8) RABFREM o).
EH SRR SR BT UOE B 2 HI T4/, B A SRR AP, B ERE A,
575 LI 8 — A B ).

FUFH Bh B - RETE ST, BAVERABUG S | BB ESFERM— DRI, R
5] (3.8) sUHR IR, BA TR 5L, R4 TT, 18500 R 75 Rl

{ 2w(n+1),r _ AﬁH(p(n+1/2)),¢(n+1),1 _ 21#:; + AtH(p("H/Q))g/J(")”,

(3.9)
AtH(p(n+1/2))1/)(n+l),r 4 21/)(71—1-1),1' — _AtH(p(n+l/2))w(n),r + 2,(/}(71),1
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FERUE H (o) B

AT SN ERRENA RTR B, BATEETIAE X ERRXE @ ¢ R® LIk
HERAFIRZN H = WH(Q), = V= Hy(Q), BARS (3.9) KBEBRWMT: K
Yny1 €V, fifG

2/ T G — At/ <%w<"+1>ﬂ' .v¢+VKS¢<"+1>vi¢) dr
Q Q

= 2/ YT ddr + At/ (%w(")»i Vo + Vsz(")’iqS) dr, VoeV,
Q Q
(3.10)

At/ (%w(”*l“ Vo + Vngb("“)”qS) dr + 2/ YD g
Q

Q

1 _
= —At/ <§w<">* Vo + VKS¢<”>>’”¢) dr+2 [ v"igdr, Yo e V.
Q Q

AT EPA RS AEBOIRE BAIBIAWTILS. B Q@ C R ARREAIEXE, 00 124F

Q WL K Q RIS AE RA DI EAARTT, XSRS MBI EATIE T = {To ),

H Neee R/ T RN E AR ITHER. ARG Clarlet 98 RTIIE P 34T FRA Roos

Al g L. AR T, k= 1,2, Neee EHEFRITZN (T, P, N), K P &

NHREESAE T ER—Br 2O S N%Fﬁﬁ%ﬁﬂﬁ%A ET B e, BT

SE SRR T _ERAWRITT2E0 Vi, Mg SR RIT2E 0 Vi, B (3.10) KB BB T: K
WY e v, e

22/ wnJrl) T(de—AtZ/ (lvw(n+1)l V(ZS"FVKS'@[J(HJFI ¢> dr
_zzk:/ni/; " dr +At2/ < vy v¢+vaw,§”“¢> dr,
Vo € Vp,
AtZ/ ( (n+1 V6 + Viesth! (n+1),r )d +2Z/ ¢(n+1
:—AtZ/ < Ve Ve + Vg )dr+2Z/T o e,
k k

Vo € V.

(3.11)

3.2.2. hREH

RSV E A, TRk B B SR 4% 07 ) B AR B R, AT 1T 0 KX
WA R BT LD B RS A KR s (Dirichlet) AR50, KRB AR ERRIAEER 0.

ARITFEAVE, RSB, RSN AN T A i) BB RE B A4 7k 2 X fid
FI B 0- ZKRI SO HT 1A A A1, K3 IR bR 20 7R 5 i AR B [l 4% B SR XA
R B BT EE. R BE R, oA 75 BLE XTI 28 o 4 P A Ik, A2 SR,
BHWRE R, BIER (negative imaginary potential) 77 A1 55 B EL (mask function) 77
B USRS H 5NN R ER A, AR Bl A b U ek B0 i i
BT E ), W [39] oo 51 i AH G SCHR.
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HERBIGUBHTTEFEAE H F3IA—NEERHNRR, XERE B BE TR BB R
7% FEA AR, S5 FH 0 i R i 7 R T Bty 5 B i R B i b B0 ¥k AR AR
Ay B, Bt — R B 2R B, A5 A DX P T 0 R BB PR AR, TSl X
S IR R BRI E] 0. e T DUR B, A s i B TR 2R E AR, R R SR
FEURE . HE AP BE R 2 B R W X 7 PR 0 DX R SR X, T O e ) Sk 5% e
FEH FIX A BT 7 X2 E] 0.

FEA AR, B A 4 i 2 b 2

1, |’l"| < Ril’U

M= mlr =Bl p R (3.12)
COos 2(Rout _ Rin), in > |'l"| ~ outs
0, Rout < |’l”|,

HA Rin 1 Rouw FIRIGEARBETHMEPDERANER. N ERKFTLIEH, £ R
AR R ERE TS, B EOR ARFFANAR. £ Rin Ml Rowe Z 1A, BWRRECKELL cos bR B AL AR
A 1 ZERE] 0. TFELL Rowe A PARHIERME Z AN THE X SR TE 70, U bR BOR ™4 0. 722
ERL AR, BoAT PR TG - BIEP 25, I DAk e A i 2 bR B0 20 40 Hh U R A T — i
Al K.

4. YRYE

BERUSR SE B T HRREE 1 SEBR R B — NN R, BATALL T T HAT, X
P RORLRL - TR RS IR - YT R IR B AT ROR G

4.1. REHERITE

HEEIILRRARESTHES I BEHENR, LRSI AR -
BIETT A, B— P& IR #/REE 7T R, HAhshfeE 7, IMNSRaRE T, RacH
- RS GEH TR R LB E S, HEBT K CPU I R]JLF 7] DA ART, ST i dr B35
KIS AR R R E5E W R AR A

Vinr) = [ L (4.1)

r—r

MFIRTH, BERITR TR SEEEIRBON O(NV?). XEEHH AR AT HAZ).

F PR AR L AR He (fast Fourier transform) FE#5EFXT ey LS SEATIR A5, KA
BEA O(Nlog N). {H RT3 00 T35 X I B P A ] 7 AT BESR. AEA AR, Bl IR — 24
T TR R IR EIE R AR G, W L (4.1) THELAE T 00 T A 10 R A

{ — Vi () = dmp(r),

Vitar () = 0, as |r| — .

(4.2)

0 RETARA T B R AR AE SR R X B Q b, BATTE S B 7R IF (multipole expansion) foxt X 1ik
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SR ST PREE L, W

rio— i
VHar ( )7-6852 ,,,//| / dT + sz //|
(4.3)
( ,,,I/z) (,,,J _,,,//]) _51] |’l“—’l“”2
+ 17 " 9
1]21(1] |’l“—’l“/l|5
He
A ! 1 ! 1 ! Vi i ! 1 1 frn(r)dr
_ 7 7 _ - 7 7 7 7 _
Di /Qp(r)(r r )dr, ij /Q2p(r)(r r )(r r )dr r T(ryr
(4.4)
iR N EF NP EYS]
~V2Vitar (r) = 47p(r), 7 € Q
(4.5)
Viar = Vi, 7 € o0.

TR 28 S A PRI ELIRFAR T DA R RSR A DA JERA I8, 020 B AR 7 k4. DR e e B o
SRAT LA DA_b 77 R A S R i 2.

4.2. LOBPCG 7i: gk

FESLHEAN BE R 2R B 7 i, U A — b A5 B o el 2k AR e S i B2 15 ﬂﬁkiﬂﬁaﬂ‘]ﬁﬁﬁﬂ@
LOBPCG 77, M 2.2.3 /J\w}ﬁﬁﬂlﬂ Wl]m%ﬁidﬁﬁ k B ARAEB REHEXT (AW, X)) 5k
HERE R = H(X®)X® —_AWBX® . 5, BB R AT RA T Tufwbi{t 7
—J7 1, R ﬂéfhdﬁ—/\ﬁw’#ﬁm‘-

FEHEDH, BAFESABRT T, HFA TR B8R R k55508, A3 BhimEk
8, BANA B T HEAPIRMRR. B5E T 688 A SRR (H(XW) — AW B) #5443
HWK, TR* fegpmsot & B LE (H(X®) - AWB))~ &—AFARGER:. SR, &2
B, FEEEAMEL (H(X®) - AW B)) A2 R4 5, KIIFRER.

FEATAER, BAEBUETFEEN T = (1/24 - AB)™". Hrp, 5HFE A ZNIBEAEFE, ARG
IR F B BRI B P A B U 2], DLE B i AME . — 2 i B BRI A R T
HP AT AEET, WMRFEIT, RAZH: - SRERAGETN, WA 14T 5 1) 8 a] DARS A A5t f; —
RERFRHEME A AHE, WICRIELRRSE A ZREFE B 8B RIE (1/2A — AB) FIXIHRIE
SEPE, B RY = TRF W LGE S Bk (1/2A — AB)RF = R* 53],

4.3. REZEMEFE

% WS T R — R ST RRAL TSR 8 77 05, S0P R ol U 0k S 7R B
BE O(N). ARSI A BRAE 2 2 RS 7 0B IR T BEUCR. A AR rp R A3
BEU K sh S BASRRE P, A = A7 w] DU 20 2 ERA T8, BT — /N TR
Fr T E AP IR T RER M, b —/NRE ) SRR S AP, RAE S B
e B S0 I ME R G SR . A AR, BRI AR R 7k, #E0hx =4k 7351
BEU T AR, A ERTT T BHIRCR.
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ZEPRTERRMET T AW, EPITERERET - EERENRT, B+
TR R 2 B A 1 25 T 2 1 R AR e S T B, T IRIR Z % BEFE 70 & S5 IR AR i
BRI, fn e i e A A oK T R R A BB IR ZE TP A DN IR K 20, RN it
EREE R TRPURE R HER, BT BRI TER SRR, T IR R B3R
HITERA T RESR A A 1, 1 2P iR B 2 UK 5 8

B, BATENA ROTT kDA 2R A (4.5) MR

Apup = fp. (4.6)

T BRI RE— AR, PR (ul”)o2 8w, = limy, oo (uf”). BHEIRATE A5
n SRR A MM o, — BRI AR T R A u .
EE B ARG IRE e = up —ul”, ARFRE ) = fi — Apul”, RAVEE (4.6) 19
MG,
Ahegln) = 7‘,(1"). (4.7)

P TT T, BATES 5IARBE T R FAHMREERE T Py, B2 T — UL
S SUMIMN PN N cE

AHR,?eEIn) =: AHe(I_?) =rg = Rfr,(ln). (4.8)

et i wT AR A
N
= u{™ 4 PRLAZRHE(f) — Apul™)

= (In— PhAGRI A + Pl A RE .

i AL SR AT i el - ZEERIEAR, X B Sn RARAR, BoATTRT LAFHE DAL 4% 2%
RITBHERFERE My

(4.9)

My = Sp(In, — Pir Ay Ry Ap)Sh. (4.10)

PRI, A R RO SO T DA 3 234 e R AR AR P A 2. Sk P ) PR A AR AR R L I 82T
A EASZ [40] B2 KDL LM R B TIRE A, ATEL A RS2 2 ERK T .

KT W B A IEAe FB KR & LOBPCG J5dkr i Bidt, wr LA E B Al b i il
REIZEMME T R, EEEI SRR - W RETE, BAVERE RS P T2
HE BT 0 NP R SRR SRR T Z AT SHE B A TAES, BATENE BT
T A Z A ITERATBIE, 28 T RENE.

S 300K [25] o K-formulation HS5H, BT 35 ok B B HORAN T KB X

O R s s e (4.11)
ot Ny FoR BB R HE FEGERERGEM S I 2 4t X BLRATA B9 K -formulation,
G APPRE M FEIRFILRI 2 < 2 B9 THE

1
a —b 2/ pjprdr, —At/ <§V<ﬂj~v<ﬂk+szsﬁj%> dr
l ] = T T . (4.12)

1
b a At/ 5 V@i Ver +VKs%‘s%> dr, 2/ Pjprdr
Tre Th
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B 2 FERERHEE A

M 2 ATDAMER R, R K-formulation HEFARRIR ™ 42 i R EHRE, $176 5 LB 0L
(] BRI PRI, FERE B ) 23 DR AR b, AT AT UEE F DA _E e v 1y S 1) ) (R B
EMAE T B BT DU A RS T R R AT, B2 x 2 TRERE AL, AL BRI |
MIPE RS HR, BATHERARER R T - BRI, BOh Pl - ERURERTT
2%, URBGERERR) 2 x 2 PR RAMTEN. S tbREIE, hkaS R ALk
77 FRALRER DI OR M, TSI Sl BB 5505

4.4. h- BENTE

f£ h- A EN T H BT SEBL, TR SR LU = AN, B — 2 0 v A I A A B
. FTEERIREAR S T SR G P P B S SR

FEA AR, BA1HET SCHR [41] A8 H A0 LA I8 1A DK el 280 S B I 4% £ Jm 3 o s B AL
FERURS R, TUART 5% A BE TO SR AE UM S A o o e B IR B AR SR 3R AL AT B T 2
T, JUT AL BB 4 AN R 4 BT LT BT R R, AR RRATI e R F BEBULIE R BT
T SUBCHERAE. £ =2 DL, PRSI TUITE T/ O BB R 25 S2BE. e SR> #oo
ERRRERRR T, BT DAARHS R0 B0 AL 0 2 IR SR A A ST R A

A FE R ZEFOR T REB AL CRAE BB RS BE RO BEA b, A 80s > M SR, AR5 A
THHERIRK H . A TS, BTRERERREM T, BAEIRE - W R &
B WA BIAER T IRER R T $ERHE - W, REFRRTH T4 H

1 2
nK—<h%<|RK<wh>|§<+ )» 5hE||JE<wh>|z> , (413)

ECOTk

Hrp hig RS8BT Te RAMHRARKROER, he BS5H E BA MR R R ER,



13 DUPH 45 RERL - P75 S SRR - DT RR I — A A SN FROGEUE ) v 47

Ric(Un) Fl Tp(Vn) 4 BIERERITE T FHISRESBEE, 0100 E T
p p
Ry (Un) = Y (HE! — ), Tp(@n) =D (VY |, ~Ve! |, ) np
=1 =1

B np TR T W E _ERIRASNE R, T &5 Te AAKE E H#T. (4.13) X

@l = ([ (f(x))zdx)%, @l = ( [ o)

RPN AR - YRR, RER R T T g

N = (At / (VD) — 7p(m)2p
Tk .
1

2
AL h§’<|/ (Vszl("“/z) -5 @Y - w(”))) dr| (4.14)

T

1/2
1 2
+5 LAt h “Ig(z (@™ + D) dr) .
Eeza; B / ( 2 )>

BoE, R EIE AT A h- BT R BB RS 2 8], LA RS S
H Bk B TR R IEREAN VTG Z MM E SRR, Kk, T2 5uR r A&
KR, FoATAT LA R 5 R vei 3ok o3 b 15 38 01 A A 7 A B B R 38.

5. HEHEH

TEBAE SRR o, AT e R A TAERR ) LOBPCG ik, shaSs b B E R 5
RE L BRI IR, RIGFIF CCCBDB 142 B FE i 45 Bk 0 S5 KRR FAT 1 B3k
R A R, BG4 H RN EIEE SIS BB B E R L.

RTEELRAE, SRS, AR —EBIR 7910 BPERE T & LIRS, Bt E AX Intel
(R) Xeon(R) Gold 6136 CPU @ 3.00GHz (a3t 24 ML), WAEA/NA 256 GB. #p:3H
oy, A EIEEETH{EE AFEABIC 5281, AFEABIC B FH({AE AFEPack FF &, 5 SCExT
BHE - WHRE R SR - YRR =4 BRIT B, IR T IR M Libxe BT R
APE U3 ffiz 0, e —AN SR BE T2 o PRSI 5T 12 Y Hﬂ EI’J:_H%EL%I{EE?

FELAUF SRR, FARA T E X [—30au, 30au)’. EIHEL, FATEL At = cAR2.
XH At F A 43 B ABAERS I RPN S IEﬂth ce (0 1) A—H %, HEEKE T
i .

5.1. LOBPCG %k

A EEHL T X BRI, FATA > F 2B LiH FIHGE CHy BB SREUH T 9
AT SURHEE M BDEE A LOBPCG X EMIREATRAE. 7 LiH f A, n = 63,693, p = 2,
TifE CHy BIREAR, n = 141,189, p = 5. LRSI RANE 3 fron. ERAWEH, AER BT
P& BefE B R R 1000 AR BT A RHIEXS BR8N 1078, THE A B 7R BIHE 40 B
IRENCEL, ATTARBL T BT %8 208 9 B R FHEA.
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102

10

Residual
Residual

10
10-10 1

lambdag
108 | lambda;
lambda;
lambdaz
Iambda“,

1012 |

lambdag
; Iambdaﬂ

1014 L 1010 L

1 1
0 200 400 600 800 1000 0 200 400 600 800 1000
LOBPCG iteration step LOBPCG iteration step

K 3 LOBPCG Mgk (72 LiH s/ UREE MG A2 CHa W SUAEE M), SE&ER
LOBPCG Hffifl] T BT, MEZk#&R LOBPCG froRAEHIBUL T

5.2. SEEAZHMRBSEMEBSZ

HoG, A T RuE R B R SR AR AS KSR AR SOR, BATTEER T LS BEAT BB, &5
R 1 s, L 1 AT DUR HPT: B5E, WERIOBE /T DUR 1, X T AL Hobi 7, RIE
RELEMM T %K CPU RIS T - 2RI CPU IR 10%, RF50H, X T2
e (CeHg) 7KL, REE BRI TTIEN CPU IR SO SR\ B - ARG 4.5%. Hilt
AR, SCE AR R AR ER TR S YR T - EERTTIAAALL, RE9 2 Rk

PRGBS 55— RO BN R A TR - SR T %, B R I R B S
E.
x1 REH - ERREE LEEMBHEEREERER CPU RER L
Stru. DOFs Block GS MG
Helium 153,761 310,630 ms (6,900) | 117,300 ms (42)
Beryllium 590,998 5,272,625 ms (25,000) | 297,384 ms (46)
Lil 104,469 301,458 ms (9,100) | 121,277 ms (50)
CH,4 398,155 5,806,147 ms (41,200) | 649,829 ms (144)
H>0O 508,908 10,600,067 ms (58,200) | 916,032 ms (175)
CeHs 1,950,290 29,832,561 ms (40,900) | 1,354,015 ms (90)

12 B WK 5 R R 22 S A AT 0, 20 SRS T R AE B E RO R ot T R S P ) 4
BONBUR. ASCHBATERR T LS WEE T BER S K RBE EM RS B AR K
PEBT, BAAGTRINGE 2 BroR. A 2 T LUA Y, AR B S5 AE B E B P T A Z A HUER
[Al, AT AE 8N 38 72 A B R B AN R R R, X T R —AN MR, R
BUUFA N P B AT A, el L, ARBE 2 WA SR 2 T SR AR B 1) A O

FEN G T A I SIS AL Z 1, BoA Do A B S 2 W SR 5 T SR il - ZE BRI IR
B 0, WEMEBEST TOHE. CARED ERHSRE S PR KDGRET S, R i HiE
REF KRB, AT WK RO G 7 X T RESR I m, B — L4
FIRILY, BEST T AEBCR R ne I A0SR REL. WEHE SR AP AT DS 2P A B oL, R
RGP ML AP HBEE n, BB KT 525, REKRBBCRIFARE n, BUE
KR —EAS R, FlndE Ho0 2 FRIBHE R, 24 ng BUEH 3 4204 9 I, CPU IRl
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916, 032(ms) FEAEA 598, 884(ms). {H24 n, = 18 i, CPU KA R FF4 622, 983(ms). BAEFi A
BRI F A B B W 7 AR ) S R B AR BB R, A1 R B SRH ne = 9
I, 48 K3 BRI A B AR N, %t 2 5 RBE SCRHA 1R ne = 9 X —H5E.

& 2 KREZEMERBIF KRB RGN EOMBBUREREE (ESPRENEFRERSEN M
MEE)

Stru. | Grid Points Iter. | Stru. | Grid Points Iter.

Li 70,963 (5.0 x 107%) | 38 CH, | 137,533 (2.0 x107%) | 68
118,311 (3.0x107%) | 36 398,155 (1.0 x 107%) | 89
357,142 (1.0x 107%) | 36 575,040 (8.0x107%) | 86
469,682 (8.0 x 107%) | 37 963,547 (5.0x107%) | 78

LiH | 104,469 (5.0 x 107%) | 37 H2O | 50,908 (2.0 x 1072) | 102
172,878 (3.0x107%) | 30 255,467 (1.0 x 107%) | 89
544,501 (1.0x 107%) | 29 644,037 (8.0x 1073) | 82
692,392 (8.0x107%) | 28 1,044,008 (5.0 x 107%) | 84

5.3. EHIHE

AR EAVBR h- BENA R TEERSTTEFRROR. H5E, ARIE SCF LR
BE R IS, FATTIGR T =ANEH, ke CHy, 238 CoHg, BRIK CroHioNo. FANEH] i
S, WTFEE MR LRSS MRS FIER 4, B 5 fiIl 6 BoR. BESCRuE h-
38 N7 ¥k R 1R R0 R AT R 1 S I A% S O, AT 5 75 R 2 BE A 15 281 B B 2kt oK .

% 3 h-BENFERBLRBARRANITHES. AFRRHEE SEEEHEETE—T, 8EKE
CCCBDB[42]. h-BiE&NFiEFSHE, SCF &{B=E: 1.0e-05; LOBPCG #*{&=: 1.0e-08; H
BERNHERE (1.0e-03)

H He
-0.5 -2.8811
-0.5 -2.8714

Li Be B C N O F Ne

-7.3876 -14.529 -24.445 -37.568 -54.206 -74.699 -99.375 -128.60
-7.3976  -14.520 -24.447  -37.579 -54.267 -74.677 -99.283 -128.42
Na Mg Al Si P S Cl Ar
-161.86 -199.62 -241.78 -288.71 -340.53 -397.37 -459.38 -526.74
-161.67  -199.37 -241.58 -288.49 -340.29 -397.05 -459.00 -526.30

K Ca Sc Ti

-599.02 -676.61 -759.58 -848.36
-598.57  -676.08 -759.10 -847.70

HR, BAMER—SH E T o R A YR AT =T ok UGB AT AT 4 AnER
SR AR AR WE 3 PR, BELRERER - BENRFSERYSSHEE. &
it5 CCCBDB "2 225 fif LR I, Bl 1T S FT AR T 45 M 10 B B AR S S R T 5%
18, RWIBATHT5 ¥4 e A5 SRS 0 o S 45 R
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TEEEEEE R
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2 2 9o @ 2 2
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of electron den:

L2 difference

= :f; {

Bl 6 Ci2HioNo 23 FHIZEAIS. 7o b SCF Wi s £ b SREREWCHn 3 78T Mo B S (E s
AR PSR XY ST A

5.4. ZHFSELEM

ARGES h- 38 BT IR AE S A AL AR 1A S0t BATIBA BHs A H R BRI
PSRRI T B REAT R FAZALE (0,0,0), ZANEIRTF IR FZALE (0., 2.248773926,
0.). (1.947551604, —1.124386963, 0.). BAK (—1.947551604, —1.124386963, 0.) K4 E BH;
ST, FFFIHRB T ERGESM. R IESMAIIAS, HAERLA R R MR T
JE A% 1 7 Bt 7 1 43 Bl AS e A (0., —2.248773926, 0.), (1.947551604, 1.124386963, 0.), il
(—1.947551604, 1.124386963, 0.), B ECRHISE TR BAARE X — YV FHEXTF = BRI xFR
ARbR. SRIGIEH LM A it TR BRI, W AR I R AR T A B
AR, BT B JE TR B E I R S BT AR K. X AN AR BB A TSR 45 S 3 b R R E).
K7 ERTH t=0,0.36,0.6,1.0 [A]#E BHs 2 FHEERIRIAS A E. v LER), BAHRHE
h- B ENA BRIC T, BB e B T FE AR 4R 2 7 £ R R 1L v B R A

Ba, AR EEAERN SRR - W RERK BRI R, FA1E X — A H ST
CHy Bt S8, ¥ 5%, BATHEBE RS THRESHE. REERED TEMARZE R
T, AR R BEIAMAS, kS REAWME. SRl e a7 H hik. AR
T, REH— AT, BIEHAKBERHR 7 (time-dependent dipole) e AN FF&— A8 7E
BAESLE R, BAVRA e 2y RN B T RIS U RS, FFEL k= 0.01. SRIG4ESL
B p ek R G P I LT BRI N AR AR 7, 45 SR E 8 FToR. AT LAE 2, (BAR T A B A A
BALBIR T REAEMIRARAS 0 R fBER IRIAS L. AR, FoA 1RO BUE 77 vk A i TR B AR, 7R
TFHIBRRE T REH IS BTN X BR T B0 7 316 SRRSO A i P B0 5 T (I e 7.
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N
ivavgpd | i vavy|

e N At i e R e TR e e i B 0 , Aol Lt
Bl 7 BHs 2F¢E X-Y “PRIIISEER (55—17), DURAHRRIRIAE 2 HI7ZERE] ¢ = 0,0.36,0.6, 1.0 f] X-Y “F
M E. (5RBHIXEA X-Y FE [—5au, Sau] x [-5au, Sau))

2 1 1 1 1 1
g 104 | CH4 R
3 102} i
(]
5 10
o 9.8 | E
Q
§ 9.6 | 1 1 1 1 1 ]
0 100 200 300 400 500
time (in a.u.)
— 015 1 1 1 1 T
GC) 01 F CH4 .
e ]
5 0.05 ll
S 0 ll
(]
‘—%,_ -0.05 |
= 0.1
o -0.15 I I I I I
0 100 200 300 400 500
time (in a.u.)

B8 b BERTERE L, REERHETEREEAA, B CHy 2 FHRTHECON 10. EF: 2 ARSI K
dih i Suy

6. & £

AL T —RETH WOk B R AE R DB R R RS, RS AH)
ERREFSBUL. RS E S, HATPRA LOBPCG KR B ir kU S H X
RAEAE 8, FFBE0 T — AR T 2 B RS T R I DA SO SR . AEshaSBAB , &
BT RR I G R T — DT R A A BET ¥, It T— M 2 E LR
S ARBE E R SR 4 T I Sd s (R . R, BRATT ST X RHL - e R B I RLEL - 3k
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TSR TERERERIRZAM 7, JFRSl T & T Rmas e mss B 77, AT E—
FHEEBEBISCR. BES R RR T 7 A SO R R0 B - BAEIR T3l )%
(Born—Oppenheimer molecular dynamics, BOMD) 473l J1 W5 R ¥EE EEAEH, Al
BT ORI — A LAER BT A SCR H T AR BOMD BT & 38U,

R R E S R AR E R R

2 % X #

Genovese L, Videau B, Ospici M, Deutsch T, Goedecker S, Méhaut J F. Daubechies wavelets for
high performance electronic structure calculations: The BigDFT project [J]. Comptes Rendus
Mécanique, 2011, 339(2): 149-164. High Performance Computing.

Tancogne-Dejean N, Oliveira M J T, Andrade X, Appel H, Borca C H, Breton G L, Buchholz F,
Castro A, Corni S, Correa A A, Giovannini U D, Delgado A, Eich F G, Flick J, Gil G, Gomez A,
Helbig N, Hiibener H, Jestddt R, Jornet-Somoza J, Larsen A H, Lebedeva I V|, Liiders M, Mar-
ques M A L, Ohlmann S T, Pipolo S, Rampp M, Rozzi C A, Strubbe D A, Sato S A, Schéfer C,
Theophilou I, Welden A, Rubio A. Octopus, a computational framework for exploring light-driven
phenomena and quantum dynamics in extended and finite systems [J]. The Journal of Chemical
Physics, 2020, 152(12): 124119.

Bao G, Hu G, Liu D. Real-time adaptive finite element solution of time-dependent Kohn—Sham
equation [J]. Journal of Computational Physics, 2015, 281: 743-758.
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