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Figure S1. Calculated band structures for the halates by hybrid HSE06. 

 

 
(a) 

 

 

(b) 

 

 

(c) 

 



 

4 
 

 

(d) 

 

 

(e) 

 

 
(f) 

 



 

5 
 

 
(g) 

 

 

(h) 

 

 

(i) 

 



 

6 
 

 

(j) 

 

 

(k) 

 

 

(l) 

 



 

7 
 

 
(m) 

 

 
(n) 

 

 

(o) 

 



 

8 
 

 
(p) 

 

 

(q) 

  



 

9 
 

Figure S2. Calculated refractive index curves and the shortest PM wavelengths in the 

SHG process for the halates. 
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Figure S3. Visualization of the Pb2+-6s2, Tl+-6s2 and Cl5+-3s2 lone pairs (pink) through 

electron localization function (ELF) for Pb(ClO3)2 (a) and TlClO3 (b) with η = 0.9. 

 

  



 

19 
 

Figure S4. Polarizability anisotropy-weighted electron density (PAWED) plots for 

KClO3 (a: VB; b: CB), TlClO3 (c: VB; d: CB) and Pb(ClO3)2 (e: VB; f: CB). 
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