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Figure S1 (a) EQE versus luminance curve of the optimized pure PTZ-CN device. (b) EL spectrum of the optimized pure PTZ-CN device at 4 V. This pure PTZ-CN device structure is ITO/HAT-CN (10 nm)/TAPC (60 nm)/TCTA (5 nm)/PTZ-CN (10 nm)/BmPyPB (40 nm)/LiF (1 nm)/Al.
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Figure S2 (a)-(b) The measured MR responses of PTZ-CN-based devices with adding TAPC and BmPyPB as the interfacial layers.
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Figure S3 (a)-(f) Temperature-dependent transient PL spectra of PTZ-CN film measured at the fluorescence peak of 390 nm and different excitation wavelengths from 220 nm to 330 nm.
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Figure S4 (a)-(d) Excitation wavelength-dependent transient PL spectra of PTZ-CN film measured at the fluorescence peak of 390 nm and different temperatures from 77 K to 330 K.
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Figure S5 (a) Current density -luminance-voltage curves of the optimized mCP/PTZ-CN interfacial device. (b) Current efficiency and power efficiency as a function of luminance for the optimized mCP/PTZ-CN interfacial device.

Table S1. EL performances and some physical parameters of the PTZ-CN-based interfacial devices with different interfacial materials.
	Materials
	HOMO
[eV]
	LUMO
[eV]
	𝑆1′
[eV]
	T1′
 [eV]
	ΔES1′-S1
[eV]
	ΔET1′-S1
[eV]
	ΔET1′-T1
[eV]
	EQE
[%]

	mCP
	-6.1
	-2.3
	3.47
	3.02
	0.29
	0.16
	0.60
	12.1

	mCBP
	-5.7
	-2.1
	3.48
	2.92
	0.30
	0.26
	0.50
	9.9

	TAPC
	-5.3
	-2.1
	3.30
	2.87
	0.12
	0.31
	0.45
	9.2

	TCTA
	-5.7
	-2.4
	3.21
	2.85
	0.03
	0.33
	0.43
	9.8

	NPB
	-5.5
	-2.4
	2.78
	2.26
	-0.40
	0.92
	-0.16
	1.3


Where S1′ and T1′ stand for the singlet and triplet energy levels of the interfacial materials, S1 and T1 are the singlet and triplet energy levels of PTZ-CN molecule.
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