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Figure S1. Temperature dependence of lattice constants in the EtMe3Sb salt.




Table S1. Intermolecular transfer integrals in (Cation)[Pd(dmit)2]2 calculated by using the extended Hückel method (see Fig. 1(e)).
	Carion
	T (K)
	TA (meV)
	TB (meV)
	Tp (meV)
	Tq (meV)
	Tr (meV)

	EtMe3Sb
	295
	443
	55.5
	20.1
	16.7
	50.2

	EtMe3Sb
	232
	445
	55.6
	21.0
	17.9
	49.5

	EtMe3Sb
	161
	439
	53.9
	20.0
	19.5
	47.8

	EtMe3Sb
	101
	461
	64.4
	22.0
	19.7
	50.5

	EtMe3Sb
	53
	461
	61.9
	23.3
	19.6
	51.0

	EtMe3Sb
	21
	463
	66.9
	23.5
	21.1
	51.3

	EtMe3Sb
	5
	467
	65.9
	24.3
	21.6
	51.6

	Me4Sb
	295
	423
	52.3
	21.5
	16.4
	47.7

	Me4Sb
	5
	482
	67.8
	28.4
	19.8
	51.7

	Et2Me2As
	295
	434
	52.0
	20.1
	16.9
	46.1

	Et2Me2As
	5
	474
	71.2
	25.6
	20.6
	51.6

	Me4As
	295
	432
	62.6
	26.1
	18.0
	43.7

	Me4As
	50
	461
	79.1
	31.9
	19.6
	46.2

	Me4As
	5
	467
	83.6
	34.1
	20.5
	47.8








Table S2. Interdimer transfer integrals, t’/t, and band widths in (Cation)[Pd(dmit)2]2 calculated by using the extended Hückel method (see Fig. 1(f)).
	Cation
	T (K)
	tB (meV)
	tS (meV)
	tr (meV)
	t'/t
	W (meV)

	EtMe3Sb
	295
	27.8
	26.7
	25.1
	0.92
	238

	EtMe3Sb
	232
	27.8
	28.3
	24.8
	0.88
	242

	EtMe3Sb
	161
	27.0
	29.5
	23.9
	0.85
	241

	EtMe3Sb
	101
	32.2
	30.7
	25.3
	0.80
	265

	EtMe3Sb
	53
	31.0
	31.2
	25.5
	0.82
	263

	EtMe3Sb
	21
	33.5
	32.8
	25.6
	0.77
	277

	EtMe3Sb
	5
	33.0
	33.7
	25.8
	0.77
	279

	Me4Sb
	295
	26.1 
	27.1 
	23.8 
	0.89 
	231

	Me4Sb
	5
	33.9 
	34.0 
	25.8 
	0.76 
	283

	Et2Me2As
	295
	26.0 
	27.0 
	23.1 
	0.87 
	228

	Et2Me2As
	5
	35.6 
	33.4 
	25.8 
	0.75 
	286

	Me4As
	295
	31.3 
	31.1 
	21.9 
	0.70 
	256

	Me4As
	53
	39.6 
	35.6 
	23.1 
	0.61 
	303

	Me4As
	5
	41.8 
	37.6 
	23.9 
	0.60 
	319




[bookmark: _GoBack]

Table S3. Band width of the conduction band, W, in the EtMe3Sb salt calculated with the first-principle DFT method.
	T (K)
	W (meV)

	295
	389

	101
	431

	5
	456









	

(a) 5 K
	

(b) 101 K
	

(c) 295 K


Figure S2. Band structures of the EtMe3Sb salt calculated with the first-principle DFT method at 5 K (a), 101 K (b), and 295 K (c).
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